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Abstract

The main objective of this Ph.D. Thesis was to study the impact of aerosols on cloud properties
under the effect of turbulence in the Planetary Boundary Layer (PBL). The current work has
been triggered by the uncertainties of cloud adjustments due to their interaction with aerosols
within the PBL. The impact of turbulence and aerosols’ properties on cloud development was
studied in the urban environment of Athens from the database of the Hygroscopic Aerosols to
Cloud Droplets (HygrA-CD) campaign which took place in May-June 2014.

This Thesis is structured in eight chapters. In Chapter 1, we present the structure and the
diurnal variation of the PBL. Its turbulent characteristics are certainly important for the cloud
development and are identified from the energy spectrum. The kinetic energy dissipation rate,
defined from the turbulent kinetic energy budget is a variable which we can retrieve from a
Doppler lidar in the PBL. Moreover, methods for tracking the PBL height with the use of
lidar remote sensing techniques are discussed in the same chapter.

In Chapter 2, we introduce the concept of the aerosol-cloud interactions and their impact
to climate change. More specifically, the relations between aerosol properties and cloud droplet
activation are briefly explained and, finally, the growth mechanisms of cloud droplets’ radius
in warm clouds are presented.

Chapter 3 deals with the remote sensing of the atmosphere and especially of aerosols. The
detailed description of the National Technical University of Athens (NTUA) lidar instrumen-
tation (EOLE and ATAS lidars) is part of this chapter. We provide, in an analytic method,
the technical characteristics of the NTUA lidar systems. Furthermore, we describe the Klett
and Raman methods for deriving aerosol characteristics regarding their optical properties,
based on the received lidar signals. Calibration techniques and signal processing of raw lidar
data, are also provided here.

In Chapter 4, aiming to describe the interaction of light with matter, we make an
introduction to the electromagnetic scattering theory and how we determine aerosols’ optical
properties from the scattering field. In the same chapter we also present the inversion techniques
based on the aerosols optical properties, to extract information for aerosols’ microphysical
properties.

One of these inversion algorithms has been used within this Ph.D. Thesis and it is presented
in Chapter 5. The LIdar Radiometer Inversion Code (LIRIC) algorithm combines active and
passive remote sensing data and gives as output the profile of the aerosol volume concentrations
for fine and coarse-mode particles. LIRIC was applied on several case studies over Athens.
The results and sensitivity tests are included in Chapter 5.

The subject of Chapter 6 is the description of the research objectives of the international
experimental campaign HygrA-CD. The instrumentation network involved six participants
(academic institutes and research centers). The prevailing meteorological conditions over the
Athens basin were studied using a cluster analysis of the air mass backtrajectories arriving
over Athens. The major findings of the campaign are included in this chapter. In particular,
the vertical profiles of the aerosols’ optical properties (retrieved from NTUA multi-wavelength
Raman lidar data) are presented and an aerosol typing scheme has been performed. The
thermodynamic state of the atmosphere was explored from radio soundings and the PBL
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dynamics from the wind lidar data.

Moreover, in Chapter 7, two methodologies which were developed during this Ph.D. Thesis
are presented. First, a methodology aimed to link the aerosol number concentrations to
cloud droplet number was developed. The algorithm uses synergistic data obtained from
a multi-wavelength Raman lidar and a Doppler lidar and provides estimation of the Cloud
Condensation Nuclei (CCN) spectra and the cloud droplet number. Second, a methodology
aimed to quantify the vertical aerosol flux in the cloud-topped PBL, was developed. The
collocated measurements from a Doppler lidar and the NTUA elastic aerosol lidar were used to
estimate the aerosol turbulent flux through the eddy correlation technique. Both methodologies
were applied to cases from the HygrA-CD campaign and the results are presented in Chapter
7. Finally, the conclusions and perspectives for future studies are provided in Chapter 8.



Greek Abstract

O Boowxdg otdyog g Satefnc elvon 1 UEAETN TOV ETUNTOOEWY TWV WWEOVUEVWY CWUNTLOIWY
OTIC WBWOTNTEC TWV VEPWY UTO TNy enldpaon tne toelne oto Atuoopoupxd Optaxd Mtpdua
(AOY). H ouyxexpiévn pehétn xpldnxe onpovtind xodoe Lndpyouy Yeydhes ofeBoudtnies oTic
TPOCUPUOYES TWV VEQPWY AOYW TNG OAANAETIOPACYC TOUG HUE TA AUWEOVUEVA CwUATiO YEoa
oto AOX. H enldpaon g tOpBNg %ol TwV QUOIXO-YNUXDY WBIOTATOY TOV COUATOIWY TNy
aVATTUEN TV VEQOY PEAeTHONXE 010 aoTind mepifBdhhov tng Adrvag pe yeron Twv YETEHoEWY
Tou cUAAEYUNXay oty Adva tny meplodo Matoc-Iovviog 2014.

H SwtpBr elvon Sounuévn oe oxtod xe@dhono. 3to Kepdhawo 1 napovaidlovton tor yopax-
mnetoTixd tou AOX. Mdhota, To yapaxtneioTixd tne TupPdous xatdotaone eival WBloltepa
ONUOVTLXE Yot TNV avamTUEN VEPWONg xou avary vweilovton and to evepyelaxd @doua. O pududg
XATUVEAWONG TNG TUEBMOOUE xivNTix S eVvEpYELag elvol Wial TOPGUETPOS TIOU UTOPOUUE VL AVaIX-
thooupe péoa oto AOX ue éva Doppler lidar. Eminiéov, oe autd to xepdhaio nopoucidlovton
odpopeg uédodol yia TNy aviyveuorn tou Uoug avduellng tou AOX ye yerorn Tnhemoxdnnong
lidar.

Yto Kegdhowo 2, elodyouue oTov avoryveoTn TV €vvola g aAANAETOpUoTG CLUATIOY-
VEQWY X0 TNV ETULORACT, TOUS OTNY XAWATIX ahAaY Y. LUYXEXQUEVA, AVOPEROUACTE GTIC OTTLXES
WBLOTNTES TOV UWPEOVUEVKY CIUATIOIWY Xl TNV EVERYOTONOT, AUTWY OE VEQOGTAYOVidlaL xorddS
enione mopouctdloupe TOUS UNYaVIoUoUE AVATTUENC TWY VEQOCTAYOVDiwY oTta Vepud VEQ.

Y10 Kegdhowo 3 aoyohobuacte pe pedddoug TNAETOXOTNONG TN ATUOCPOLEOS XoL LOLOUTERX
TWV AWEOVUEVWY cwpaTdlwy. Avalutind teplypdpetar To cbotnua lidar tou EMII ye ta 6id-
(popoL TEY VXA YapaxTNELo Tixd Tng Btdtadhic Tou. Emmpdoveta, neptypdgpoupe tic wedodoug (Klett
xou Raman) yia ty avdxtnon twv ontixdy WL0THTWY TwV awpOVUEVKY owaTidlwy and ofuata
lidar. Ou pédodol Baduovounong xou encéepyaciog oruatog lidar nopovoidlovtal, enlong, oe
aTO TO XEPIANO.

Me otéyo v mepiypagpy) g aAinienidpaong axtivoBoiiac-UAng, oto Kegpdhowo 4 ciod-
YOUUE TOV OVOY VDG TN OTNY Xhaooixt| Vewplor ox€daone xoL 6ToV TPOTO AVAXTNONG TV OTTIXWY
WBLOTATOY TWV UWEOVUEVLY CWUATIOIWY and To Tedlo ox€daong. 2To (Blo xeEQdAo ToUpPOUCLY-
Covton pordnuotixéc uédodol avTloTROPHS TWVY OTTIXMY WLOTATOY TOV CWHATISWY UE GXOTd TOV
TEOGOLOPIOUS TV ULXPOPUCIXMDY TOUG WOTATWY. Alydprduol avTio Tpo@hc €Y0UV YEeNOLOTOL -
Vel evpltata oe auTy) TNV BdaxTopxt| SlorTElfHn.

‘Evog and toug alyopliuoug avtiotpoprc mou yenoiworodnxe oe autr tn datel3y) elvon
o alyoprdpoc LIRIC mou mapovoidleton oto Kegdhowo 5. Xuvoudlel dpyoava evepynTixnig xau
TodNTIXAC TNAETLOXOTNONE TeoXeWéVoL Vo e€dyel TAnpogopia yio Ty xod OPog oyxoueTExt
OCLYXEVTPMOT) AETTOXOXUWY XU Y OVOROX0XXWY cuUaTdlwy. O alydpruog LIRIC epapudotnxe
oe ddpopa eNeloOdlL owpaTdlaxhc ponavone oty Adniva. To aroteréopata autd pall ye
ueréteg evanoinolag ouvunepthauPdvovtar oto Kegdhato 5.

To avtixelyevo Tou Kegahaiou 6 elvon 1 meplypapn TV ETOTNHOVIXGY GTOY WY TOL OLeVvolg
newpdpatoc HygrA-CD. Yo nelpopo ovypeteiyay €€ ehhnvixol gopelc (axadnuaind dpiportor xou
EPELVITIXA XEVTEA) CUUBIAAOVTOS UE TOV EEOTALIOUS TWV epyacTNeiny Toug. Ot ueTewmpohoYIXég
OUVOAXESC TOU ETXEATNOAY GTO AEXAVOTEDIO TV AUnvov diepeuviinxay pe avdiuor xotd
oLOTAdEC TwY omoYoTEOoYIWY TwV acpiwy palwyv. To mo onpavtxd evpbuato and To melpoya
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ToEOVGLALOVTOL GE AUTO TO XEPIANLO. DUYXEXPUIEVD, Ol OTTIXES LOLOTNTES TWV AWEOUUEVWY
cwuatdinv xad Ooc omwe avoxtRdnxay and to cbotnua Raman lidar nopoatidevion oe autd
T0 xe@dhano xaddg eniong xan 0 YAPAXTNELOUOS TOU E(BOUE TV VLY VELIEVTLY AUWEOUUEVKY
couatdinv. H deppoduvauxi xatdotaon tne atudopoupac SlepeLVAUNXE UE YeHoT padloBolloewy.
Téhog, 1 Suvouxn tou AOX perethdnxe ue ) Bordela evdg ouothuatog Doppler lidar, 6pyoavo
EVEQYNTXNG TNAETUOXOTNONG Yo TNV AVAXTNOT| TV CUVICTOOWY NS ToDTNTAS TOU AVEUOU.

Y10 Kegdhowo 7 napouvoidlovton ol 0o pedodoloyiec mou avartiydnxay oto mhaioto g
Tapovcag owaxtopixhc dlateBhc. H mpdtn pedodoloyla €xel otéy0 Vo cuoyeTioel T ouY-
XEVTPWOELS TV OUWEOVUEVWY CWUATIOIWY UE TIC CUYXEVTIPWOELS VEQOTTaYovdlwy. O ahyodpl-
Yuog mou avanTOYUNXE YENOWOTOLEL CUVERYICTIXEC UETENOELS amd €VOL TOAUXAVOAXO CUCTNUA
Raman lidar xou éva Doppler lidar ye otéyo va mapéyet extiunoeic tou gdopatog Iuphvev
Yopminvewone Négoong (ITXN) xou tou apripod twv vegootayowdiny. H debtepn uedodohoyia
EYEL WG OTOYO Vo ToREYEL TNV Tocotxonoinon e xod Ohog petapopds Ualuc oaLwpOLUEV®Y
cwuatdiny péoo oto AOX ye yeron uedddwyv tnhemioxomnong. Ot Tautdypoveg YETEHOES amd
to oVotnua Doppler lidar xou to ehaotixd lidar cwpatidiony elvon anapaltnTes Yoo TV eXTiUnon
TN XATUXOPLUPNS UETAPORES OEPOAVUATOVY UECL TNG TEYVXNG CUCYETIONG oTeofhouny. Ko
oL 6Vo pevodohoyleg eQapUOCUNXAY O TEAYUATIXES ATUOCPUEIXES cLVINXES XdvovTag Yeriom
e Bdong dedopévey and to melpapo HygrA-CD xa mapoucidlovion oto Kegdhowo 7. Téhog,
oto Kegdhawo 8 auvodiCovton to cupnepdopato tne napotoas didaxtopxnc dlateBne xou diepe-
UVOVTOL OL TROOTITIXES YOl UEANOVTIXES EQYOOIES.

Axololdwe, Vo ecnidoouvye oty mepAnTiny mopouciaon twv Baowdy Kegodolwy tng
Tapovcag dLdaxTopxc epyaoiag: to Kegpdhoua 6, 7 xou 8.

Kegdhowo 6: To Ileipopa HygrA-CD

To diedvéc nelpopo Hygroscopic Aerosols to Cloud Droplets (HygrA-CD) 8y dn oty Eu-
cVtepn Hepoyh e Adfvac (EITA) v nepiodo 15 Mofou - 22 Touviou 2014. To cuyxexpiévo
nelpopor amooxonoloe oTN YEAETN TV CUOYETIOUDY UETAED TV AECOAUHATWY XA TWV VEQPLY
o010 AOX xan anotéheoe €va and To Bacixd TERAUATA TOU TRy HaTonoInxay 610 TAXGLO Tou
mpoyeduuoatoc ITaRS. "Eva afloonuelnto eniteuyyo 10U GUYXEXPWEVOL TELEAUNTOS HTAY 1) CUV-
TOVIOPEVY TEOCTIAYELN VO EVOUVOUWOOEL TN cuvepYaaior UETAED BVO EMCTNUOVLXMV XOWOTATWY,
QUTH) TOV TNAETLOXOTUXGY PETENOEWY XU AUTH TWV EMLTOTULY UETPNOEWY, TOU UEAETOUV TNV oT-
HooaLEaL Xal ToL CUCTATIXG TNG. 'Eva amhomoinuévo oyédlo Twv Baoindy QUOLXMY UNYOVICUGY
mou hofdvouy ywea péoo oto AOX xou GUVTEAOUY GTNY AVATTUEY VEQKONG OTNY XOPUYPY| TOU
AOY nogovctaleton oto Lyfua 6.1. To crwpolueva couatidior UETAPELOVTOL XATAXORUPO UECA
0710 AOY MoYw Vepumdy powy a€pa amd TO EB0POS TREOS TA AV TERA O TEWUTA AEEOL XAl OPLOUEVAL
a6 AT €Youv TNV WLOTNTA Var Aettoupyolv cav IIXEN. e Ogn ndve and to onueio tou x6pou
EEXWVA O OYNUATIONOS VEQWOTNG ONAAdY 1 CLUTOXVKOY TWV LBEATUGY Tévw otoug IIXN. Yo
Yyhua 6.2 mapouctdlovTon ToL 6pYovaL Xol To TEOY VOO TiXd LOVTEAN TIOU Y ENOHLOTOLAUNXOY XATd
NV VAomoinom Tou TELRHUATOC.

6.1 ITeipopatixol otodyOL

Ou xvpldtepol emotnuovixol otéyol tou mepduotos HygrA-CD Aroav ol mopaxdte: o) o yopax-
TNEIOHOC TV OEROAVUATOY WS TEOS TIC WLOTNTES TOUC OTO €00pOg Xa O PEYUAUTERA U oTNY
XATOTERY TPOTdoPALEd, B) 1) AVAXTNOT TNG AELIUNTIXNAC CLYXEVTEWOTNS UWEOUUEVKDY CWUATIOIWY
xou 1) SuYVATOTNTA ToUg Vo evepyoTotoLvTal we ITXN o enineda xopeouol TV UBEATHOY avTioToLY A
UE OUTE TOV TROYUOTIXMY EEMTEPLXMY CUVINXAOY Yo TNV Topousia VEQwong, ) 1 dtaxduovon
TWY UBEATUDY OTNV TEOTOGPALEA, §) 1) LEAETH TNS BUVOLXTC OTOL VEQT] XOU TO TIERLEY OUEVO LBPAT-
UV og oyéon pe TV avamTudn YoUnAAC VEQKOONG, OT) N avdXTNOT TV WIOTATWY VEPHY T
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YxAua 6.1: HygrA-CD: YXynuatiksj avanapdotaon twv QUOIKOY Slepyacidy mov epgavilovtal oo
vepehdddes AOX [94].

HygrA-CD campaign 2014

Meso-scale
forecast model
(WRF)

Sun | H
photometer

Microwave
Radiometer

Aerosol
Raman lidar
Doppler lidar

Cloud
development

Upward flux of
aerosols in the
convective PBL

Water content in
the atmosphere

WV Raman —
lidar

Radiosonde

”UCi'eation Hygroscopic buo\raﬂol

aerosols

00000

| [ —
ISORROPIA Il
model

IxAua 6.2: Puoikol unyaviouol mov peketiiOniay katd tn Oidpkeia tov mepduatog HygrA-CD. H
owvépyeia avdueoa 0TS EMTOTIES UETPITES €0APOUS Kal Ta Gpyava TNAETMOKITNONS eEetdoTnke e oTdyo
Y KaAUTEPN) KaTavonon twy Quotkay 61epyacidy oo vepedwdes AOX. ‘Eva npoyvwotikd 11ovTédo kalpol
Ka1 €va UovTélo aiwpolievwy gwuatidioy ypnoyorom)inkay yia thy npdywwon €kelvwy Twy atioo-
papIkdY Tapapétpwy Tov dev frav dueoa petprioues and tov dadéorpo efomhiopd [94).

In-situ aerosol
sensors and
chemical samples

Surface
Meteorological
Instruments

oev 0dnyolv ot ueTd.

Fevixd, n avdhuon TV BeB0UEVKDY TOU GUAAEYUNXAY XUTA TN OLIEXELN TOU TELYUATOS OU-
ToU pog eMETEEPE VO XATOUVONICOUUE XUADTERA TO POAO TWV UWEOUUEVLY COUATOIWY Xl TWV
UETEWEOAOYIXWY CUVINXOY UTO TIC oToleg oyMUaTilovTon VEQN XOVTE GTNY XOpUEPT Xou TEVE
on6 0 AOX oto actuxd mepdihov e Adfvoc. Xuyxexpwéva, oto mhaiclo authg g dia-
TePc, to Yéuarta Tor omola perethHdnxay extevéotepa ot Bddoc eivou: o) Buvépyeta YETAED TwY
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ETUTOTUWY 0PYAVWY GTO £BUPOG XAl TWV 0PYAVGLY TNAETUOXOTNONG UECK GTO XS AVAUUEUELYUEVO
AOX [92], B) Merétn tne duvapixic tou AOX xdvovtac yerorn petpoewy and éva oloTnud
Doppler lidar xou évo. Raman lidar [93, 94, 95], v) Alepebvnon tne cuoyETiong avauesa oTiq
WBLOTNTES TWV UWPOVUEVWV COUATIOIWY Yol TN AVATTUENS VEQPOO TAYOVIBIWY OE CUVHETNON UE
TG ETUXEATOVOES VEPUOBUVOULXES CUVINXES OTNV ATUOCPULEAL.

6.2 H Evpltepn Ileproyn tng Adrvag

H Evpttepn Hepoyh e Adjvac (EITA) Beloxeton otn yepobvnoo e Atuxic (nepinov 37°58
B xau 23°43" A) xon gioZevel 3.8 exatouudpto xatolxouc péoa oe 415 km?. H EITA yopox-
wnetleton and pio ToAd moAlmAoxy Tomoypapla, OVTAUC AviUEsH ot Téooepa UeYdha Pouvd: To
Avydhers (468 m) xou v Idpvndoa (1413 m) ota Bopewodutixd, tnv Ilevtédn (1109 m) ot
Boépewa xou tov Tuntté (1026 m) oto Avatohixd, xodde xou Ye €vol HEYGAO Gvoryua Tpog
Véhacoo oto Notodutind xopudtt (Lapwvixde Koinog). Autd to téooepa Bouvd Aettovpyolyv
oo QUOIXE EUTOdL, divovTtag €va uixpd dvoryua oto BA oty Enpd npog tn Ydhacoa. Autd to
Gvourypa elvon TOAD onpavTind yloti emitpénel otoug emoyixols xuplwe BA xahoxaipvolc ové-
wouc (Matoc-Avyouotog), tic etnoiec f pehtépa, vo eloépyovton 6To Aexavorédio twv AUnvay.
Mio cuvonTny| Teptypap TwV ETXEATECTEPLY 0éptwy poddv otnyv EITA Siveton oo [96].

To nelpapo HygrA-CD rnpaypatonomjdnxe oe didgopa onueia oty EITA. Yuvolixd €€
EPELVITIXG XEVTEA Xot oxadNUixd WpLuoTa EhaBay uépoc oto melpapo xou PUoZévnoay extdg
o6 To 86 Toug ECOTAIGUOG dpyava amd cUVERYALOUEVO EQELYNTIXG LVGTITONTO TOU EEWTERIXOV.
To Eyfuo 6.3 nopouvcidlel ta onueio 6mou yivovtay ol petproelc. To udduetpo tou xdde
uetenTxoL otaduol oe ayéon Ye TNy empavela TN Vdhaoocog divetan otny mopévieon.

Google earth

574ft eye alt 44.07 mi

Yxhua 6.3: To diktvo twv opydvwy oto Aekavomédo twy AOnvdy. Or é&r ouupetéyovtar oto meipaua
patvovtar pe: (1) pumnAé oduBoro to EMII, (2) pol oduBoro o ‘Anudkpicos’, (3) kitpwvo olpfolo to
IIBEAA, (4) xvavé oUpfolo to aotepookoneio AOnvdy, (5) kékkivo obufolo to EKIIA kai (6) mpdowo
ovuBoro n EMY. O anootdoes avdueoa oto EMII ka1 ta dAda epevvntikd 18pUuata efivar ta axdrovda:
EMII aré to ‘AHMOKPITOX’ 4 km, EMII arné to IIBEAA 2 km, EMII arné to Aotepookoneio 10 km,
EMII an6 o EKIIA 1 km ka1 EMII a6 EMY 12 km.
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6.3 'Opyava xou Xuvépyeleg

I vae vhomondolv ol emotnuovixol otoyol tou nepduatog HygrA-CD, plo mindopa opydvey
(BX. Eyfuo 6.2) Aettovpynoav otny EITA ye oxond va yapaxtneiodel 0 pobhog twv aimpolUevmy
COUATIOIOY TNV avaTTUEY VEPOS TaryoVdiwY, €A xovTd otnyv xopupn tou AOX. Yroug IIi-
voxeg 6.1 xou 6.2 mapoucidlovion avtioTolya Tor GpYOVO ETUTOTIWY UETEPHOEWY XL UETENOEWY
ue TnAemioxomixy pédodo mou yenotwonojunxay xatd TN didpexeta touv HygrA-CD. ¥e autoic
TOUG TIVOXES, TEPLEYOVTAL TANEOPORlEC WS TPOSC TO Gvoud Tou opydvou, Tty totodesia xou To
YEeovixo ddotnua Aettovpyiog Tou. Lo o dpyava TNAETIGXOTNONG, TUPEYOVTOL OL YPOVIXES XAl
YOPIXES TOUG DLOXPLTIXES IXAUVOTNTES EVE YLOL TOL ORY VAL ETUTOTUWY UETPHOEWY AVAPEPETAL UOVO
N xeovur Toug dloxplty txavotnta. Téhog, Ta puoixd pey€dn mou unopolv va yetenioly amd
TOL CUYXEXPUIEVOL OPYAVOL EUTIEQLEYOVTAL GTOUC THVOIXEC.

6.4 Emuxpatoloeg uetewporoyixég cuVIRxeS TAvVw and To Aexavonédio
Twv Adnvov

I va amoxtioouue pla yevixn Wéa ¢ Tpog TV TNYY TEoEAeuone Twv agplny paloy mou
¢pdocav oty EITA xotd ) Sudpxeia tou nepduatoc HygrA-CD, extehéoope plo avdiuon
XATé CLOTEBES Yia T OTOVOTEOYLES TLV AEpltV HalMV TOU AV VEUTNXOY XEVOVTAC Xerion Tou
novtéhov HYSPLIT [113]. H pehétn auth mpaypatonotfdnxe yio éva ouvolixd ypdvo Lomc 96
wewv Eexwvovtog and tig 12:00 UTC v xdde pépa Sieloywync tou netpduatog. To Odhn dpiEng
TV agplev paldv tdve and Ty Advva ebvon 0.5, 1, 2, 3, xou 4 km. H avdiuon xatd cuotddeg
6AwV TV 0meVoTEoY WY (0T0 6UVORS Toug 195) yior Gha o U dpiEng Betyvouv TNy emixpdtnon
TELOV GUYOTITIXADY XUTOOTAoE®Y, Xatd 72.3% pof| and nrepontxéc nepoyée, xatd 14.4% pov
Aoy twv Etnolowv xaw por and ty épnuo Xaydea xatd 13.3%. Avahutxéc tAnpogople oyetixd
HE TIC ETUXPAUTOVOES HETEWPONOYIXES cUVIXES tévw amd tnv EITA noapouvoidlovtan oto [91].

6.5 ITapouciaoy TwV YEVIXWY CULTEQACUATLV

Aedopévou 6Tt ta yevixd anoteéopota and to melpapa HygrA-CD cuvodilovta oto [91], oto
TPV XEPEVO TUPOUGLALOVUE LOVO To ATOTEAEGUATO TOU TELRGUATOS TTOU Oy ETILOVTOL UE TNV CUY-
XEXPWEVT epyaoio. Apyixd, O YOEUXTNEIOUOSC TV AWEOVUEVLY COUATIOIMY WS TEOG TIC OTTIXES
Toug WBLOTNTES EMTELYUNXE UE TN YENHOT TEYVIXDV EVERYNTIXAC oL TONTIXNAC TNAETULOXOTNOTG,
onAadr cuothpata lidar xan nAxd gwtouetea, aviiotorya. H mnyr mpoéheuong twv aviyveud-
MEVGWY 0EPONLUATOLY aviyveLUnxe péow tou poviéhov HYSPLIT [114]. Emmiéov, 1 Yepupod-
UVOLXY) XATAC TAOT TNG ATUOCPoUEAS 0ploTnXE YEow Twv dlorypopudtwy Skew-T LogP to omola
TopriyOnoay Bdoel twv dedopévmv padiohone. Telog, to medio avépou (évtaon xau dievduvorn
avépou) péoa oto AOX avoxtidnxe and Tic petprioeic we to ovotnue Doppler lidar [91].

6.6 Xoapaxtnelopds Ty agpolupdtny xad’ Ldog

To noluxavohixd olotnue Raman lidar (EOLE) xou to ehaoctxé lidar anonéhwone (AIAS)
YENOWOTOLRUNXAY Lol TNV VX TNOY TWV OTTXOV WBIOTATOY TV UOPOUUEVKOY owpaTdiwy. O
ouvteheo g omoYooxédaong xan e€ac¥évnong ota 355 nm xou 532 nm avoxtRdnKE pe TNV
wéVodo Raman [53] xou 0 cuvieheothc omoVooxédaone oto phxoc xbuatoc 1064 nm ovox-
™Onxe pe v pédodo Klett [51, 115]. Autéc ov omtixée Wbiotnteg eloptidvtan and To eldog
TOU 0EPOAUUATOC XoC XAl OmO TNV CUYXEVTPWOY| TOUS OTa Bldpopa VPN TNS ATUOCPAULRIG.
Yuyvd yopaxtneilouue ta agpohluata péow 800 eminpbdoietwy Topauétenmy, To Aoyo lidar xou
tov exdétn Angstrom ou omolec elvon aveZdpTnTec TS GUYXEVTEWONE TwV COUATBLY oTNY
atpoopatpa. O Adyog lidar Sy opileton we 0 Adyog Tou cuvteleaty| e€ac¥évnong mpog To GUV-
tehec 1) omioYooxédaorg xan amoteAel wla EVOEIEN Yior TN YNULXY) CUCTAOY TWV AEROAVUATLY %O
10 peyedoc touc. O exdétne Angstrom AE exgpdler tnv gaopotx cE8enon Tou cuVTEAEG T
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eCao¥évnome o YpnoLeonoteiTon (¢ EVOEXTIX ToEdUETEOS Tou UeYEDoUE TwV cwuatdiny (ouy-
XEXPWEVA Uixpd owpatidla éyouv wla yeyohltepn e€dpTtnon 6To Uxog xVUATOS TNG DECUNG UE
TNV omolot AIAANAETUOEOVY XalL CUVETWS Evay PEYAALTERO eXVETN Angstrom).

I 20 Nuépeg xatd T BLAEXELL TOU TELRGUATOS UTORECUUE VO OVOXTAHOOVUE TIC OTITIXEG TOUG
WLOTNTES Mo TIg Topouatdlovue ota Ny fuata 6.4-6.23. Emniéov, otov Ilivaxa 6.3 togoucid-
Coupe oLUVOTTIXG OAaL TaL VLY VELDEVTO O TEMUATA COUATIdIY Yior auTé Tig 20 Nuépec. O Adyog
lidar oto urxn xOpatog 355 xou 532 nm xododg xou 0 exdETng Angstrém avoxtRdnxay and
Tig petpnoeic Ye to obotnua EOLE Raman lidar. Emniéov, o cuvtedeotric anondiwong 6,
elvon plor mopduetpog mou avoxthinxe and petpnoeic ye to obotnuo AIAS lidar. Evywe avory-
VOpELoM ToL Eldoug Tou agpohluaTog hauBdvovtog LUTeYN TNV TNYY TREOEAEUONEC TWY COUXTIOIWY
xodog xou TIC mapamdve avagepdeioes napapéteous (dnhady Sy, AE xau 0,) oe oOyxplon pe
exelveg mou avagépovton oty Bihoypapio [116, 117, 118, 119, 120, 121, 122]. 'Onwe gaiveto
xan ot Lyfuota 6.24 xou 6.25, to topatneodueva owpatidia Tagivouinxay oTic xatnyopleg
o) ovaepeLYévn epnuixyy oxévn Naydeas, B) NrelpwTind owpatidi, ) ovapeperypuévo oouoti-
o amd xavom Propdlag, §) avopeperypuéva onpoatidior e Apxtixic, Nrelpwtind couatidia ye
owpatida and xadorn Bloudlag, oT) avoeUeryUEva NTEWTXd ue Vahdooio owuotidior ot €)
OVOEUELYUEVR NTELPWTIXG cwuatidla, cwuatidla and xadon Bopdlac xon epnuixy oxévn and
v Acla. T xdde éva and tor TpOTOCPUEIXE CTEOUATO UWEOVUEVLY owiaTdlwy (wg ta b
km) nou aviyvelbdnxav and to clotnua lidar xatd tnv Sidpxeia Tou TELPHUATOC, EXTENECUUE
plor avdhuon pe omoVotpoylés 9-nuep®y Yol TNV BAom, TO XEVTPO XAl TNV X0pUYPY| TOU GTEG-
HoToC TpOXEWWEVOL Vo oplooupe TV TNYY Tpoéhevone tne walac (BAéne Iopdptnuoa B). Xtic
TEQLITWOELS aviyveuong cwuatdiwy xamvol and to clotnuoe lidar, emfBefoumooue ovth Tty
TAnpogopio and dedouéva tou dopupdpou MODIS [123, 124]. Ta povtéha DREAM [125] xou
WRF-Flexpart yenoiwomoumdnxoy yia vor avory veplodoly oL TERLTTWOELS Topousiog oxovng and
Vv épnuo Xoydea otny EITA.

Vertical profiles from EOLE lidar
# Date: 20140515, Start: 182851 , Stop: 192718
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EyxApa 6.4: O1 ontikés 1610tnTes Twv aiwpoliuerwy cwuatdior kad Vog (15 Maiov). Ard apiotepd
mpos ta b6edid, To mpddTo Ypdgnua Oefyver to owrtedeotn omodookédaons, To Oeltepo To TurTeAeoTI)
eLaoBévnong, to tpito to Adyo lidar Sy kai to térapto ypdenua deiyver tov exbétn Angstrom AE.
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Altitude a.s.|. [km]
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Backscatter coef. [sr ’1Mm’1]

# Date: 20140517 , Start: 183134 , Stop: 193140

Vertical profiles from EOLE lidar
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EyxApa 6.5: O1 ontikés 1610tnTes Twv aiwpolievwy cwuatidiov kad Uipog (17 Maiov). Arnd apiotepd
mpos ta b6edid, to mpdTo Ypdgnua Oefyver o owrtedeotn omodookédaons, To beltepo o oTurTedeoTiy

ebaoévnong, to tpito to Adyo lidar Sy kar to térapto ypdenua Oeiyver tov exlétn Angstrom AE.

Altitude a.s.l. [km]
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Backscatter coef. [sr ’1Mm’1]

# Date: 20140518, Start: 190027 , Stop: 201307

Vertical profiles from EOLE lidar
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EyxApa 6.6: Or ontikés 1610tnTes v Aiwpolevwy cwuatidioy kad Upog (18 Maiov). And apotepd
mpos ta bedid, To mpddTo Ypdgnua Oefyver to owrtedeotn omodookédaons, To beltepo o ourTeAeoTi)

efaoOévnong, to tpito to Adyo lidar Sy kai to térapto ypdenua delyver tov exOétn Angstrém AE.

Altitude a.s.I. [km]

()

Backscatter coef. [sr ’1Mm’1]

# Date: 20140520, Start: 210824 , Stop: 220924

Vertical profiles from EOLE lidar
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EyxApa 6.7: O1 ontikés 1610tnTes v Qiwpolpevwy cwuatidior kad Uog (20 Maiov). And apiotepd
mpos ta b6edid, To mpddTo Ypdgnua Oefyver to owrtedeotn omodookédaons, To beltepo To TurTeAeoTr)

eLaoBévnons, to tpito to Adyo lidar Sy kai to térapto ypdenua deiyver tov exlétn Angstrom AE.
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ITivaxacg 6.1: Opyarva tnAemokdnnong mov Acitolpynoar katd tn Sidpkea tov nepduatos HygrA-CD

‘Opyavo Avocx"coup.svn At.om’pn'cm‘q Toérnog Ilepiodog Avap.
TAPAUETEPOG IXAVOTN T
Fhaotixd YuvteleoTrc
lltiar T Xoapmni 7.5 m, DEM 15.05- 1]
AMOTOAWONG , i Xpovixn: 100 s 22.06
(ATAS) Adbyog anondiwong
. Yuvteleotic ,
Raman lidar , Xwpwx: 7.5 m, 15.05-
(EOLE) omolooxEdaone Xy ok 100s NTUA 9906 g
eCaocVévnong
Ontwxd Bédoc
Aepolbuartog,
, Angstrém exponent, ,
H)\,Locxo XATAVOWY| CWUATIOWY, XPOVD,(Y]’ 15 BRFAA 15.05- [3], AERONET
PWTOUETEO , , min 17.06
EVERYOC oXTivA,
AVOXAACTIXOTN T
UEHOVOUEVNS OXEDOCTG
‘Evtoaon xo diedduvon
. aAVEUOL, ToyOTNTA Xopw: 30 m, 15.05-
Doppler lidar Doppler, tupPcdeg Xpovux: 24 s DEM 17.06 4]
XIVNTIXY EVEPYELX
Oepuoxpacio xou Xopwr: 200 m
Yypaocio xod” Ooc, (0-2 km), 400
Podiopetpo OLVONXT| TOGHTN T m (2-5 km), NTUA 15.05- 61, [0, [
UXEOXUUATWY  UBRATUOY Xl VEROD 800 m (5-10 20.06 Y
OTY) ATHOCPAUPLXN km), Xpovuer:
OTHAN ls
Yuvtedeotic
Coilometer omoBooxédaong, Ohog  Xwpwr: 5 m, DEM 15.05- 5]
oTpdpatog avduelEng,  Xeovix: 30 s 22.06
Bdom vépoug
taryUtnta Doppler
(oxTivinn) won S,
0 ngj %z-t:{);(t) gLZng’Lx' apetdvmer LA
’ ocvoc;)\ocouxé'c;}PTof ! m (24 km
Pocv‘ccx,p Y range), ,prum NOA 23.05- 9], [10]
pcitelold) , , HATOHOPLPAL: 17.06
paone, puiuoe 12-25 m (from
Beoyomtwong xau 0.5-12.5 km)
XAUTOVOUT| yeysﬂoug eavizap 1 i
otayovdiwy (Yo
otoyévee > 0.3 mm)
Oepuoxpacta, nieon, Xopueh: 20 m
Padopéhion | TXET Lrpdotd, Xpovixr: HNMS 15.05- [11], Vaisala
€vtoom xou dieLuvon 0.4-20 s 22.06

’ 7
avéuou, Ljog



http://aeronet.gsfc.nasa.gov
http://www.vaisala.com/
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ITivaxac 6.2: Opyava emtémewy petprioewy mov Acitolpynoav katd tn didpkewa tov neipduatos HygrA-

CD
Avaxtobuev Xeovos
‘Opyavo X wevm delypo- Téorog Ilepiodog Avap.
TAPAUETEOS
Tog
PM; PM; cuyxévtpwon pdlog 1 min NTUA  15.05-22.06 N/A
PM;g PMio ouyxévtpwon pdlog 1 min NTUA  15.05-22.06 N/A
Koartavouy| peyétdoug . DEM,
SMPS-OPC Ry 5 min NTUA 15.05-22.06  [17], |
oetduNTIX CLYXEVTEWON
CCN counter  CCN, k-mapdyetpog und 10 min DEM  18.06-22.06 [14]
UTIEPXOPECUO
Yuvteleotiic ohixric
Negehbpeteo oxEBaome 1 min DEM  15.05-22.06 [15]
omicVooxEdaong
COUATIOIY
Aaidpsspo  LOPODYOMN OLYHEVIPLOT 5 min DEM  15.05-22.06 [16]
uadpou aviponoar
E Z 7.
EC/OC UTXEVTPWOT OTOWEISDN gy o DEM 15052206 [17], [
%ot opyovixol dvipaxa
Tovtiny ’ TB’oc'co&ochw L(?V'EO( o€ 3.5 hours NTUA  21.05.07.06 [19]
Yewpatoypapio OelyuoTor agpOALUATOC
, Oepuoxpactia, nieon, NTUA,
ME::;%OX;YLXOQ oyetn vypaota, Evtaon 10 min NOA, 15.05-22.06 N/A
poe xou dlevYuvon avéuou HNMS
Vertical profiles from EOLE lidar
# Date: 20140521 , Start: 195857 , Stop: 205904
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6

EyxApa 6.8: O1 ontikés 1610tnTes Twv aiwpolievwy copatidior kad Vog (21 Maiov). Ard apiotepd
mpos ta Oedid, To mpdTo ypdgnua detyver o ovvtedeotn omolookédaons, To deltepo To OUVTEAETTN

eLaoévnong, to tpito to Adyo lidar Sy kar to tétapto ypdenua deiyver tov exlétn Angstrom AE.
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ITivaxag 6.3: Ontixés 1bi6tntes Ty owuatidioy and tny fdon dedopévawr tov HygrA-CD. H tpdtn
otiAN avagpépetar ot nuepounvies ekeives onou enebepydotnkay ta vuvytepwvd onuata lidar pe tn
pnétodo Raman. To OBA ota unikn kluatog 355 ka1 532 nm Oivovtar otny deltepn otidn. H tpitn
oTHAN mepiéyer Tn Pdon kai Ty KopUPH TwY ATHOTPAIPIKOY oTpwrdtwy Tou aviyvedOnkav. H tétaptn
ka1 TéunTn oTtiAn avagépetar otov Adyo lidar Sy kar AE twy couatidiov avtiotoya. Téog, n éktn
oThAn napéyel mAnpogopies oxetikd ue tov Adyo anonddwons ocwuatidivv and to AIAS lidar. To AIAS

Aertovpyoloe udvo katd tn Owdpkela T épac kair emouévwg ta aviyveviévta orpduata owuatidioy T
194 U n owap ns pepas HEVDS X PO u n

riyta lowg dagpépovy kuping péoa oo AOX.

, , Angstrijm
?—Ip,;w.o]c OBA E-EE:;]HOL Sy [sr] Exponent oy (%]
nn/ - (AE)
355nm 532nm 355nm 532nm
15 /05 0.06 0.04 1.2-2.0 4142 4445 1.5+0.3 1.1+0.9
2.0-2.4 508  54+9 1.34+0.5 -
17705 0.00 0.08 1.2-1.8 2843 3446 1.7+0.4 1.4+0.2
2.0-2.5 375  334k7 2.4+0.7 1.2+0.3
18/05 0.03 0.02 1.2-1.5 46+8 38+11 1.9+0.6 2.3+0.1
20 /05 0.20 016 2.5-3.2 4143 4745 0.6+0.2 28.4+2.6
3.4-4.0 61+8 4844 1.04+0.2 -
21/05 0.05 0.03 1.2-1.7 56+t5  60+8 1.3+0.3 2.34+0.2
99 /05 0.10 0.07 1.2-1.5 40+8  46+3 0.84+0.6 4.7+0.2
1.6-2.0 40+3  38%6 1.3£0.3 6.940.6
23/05 0.28 0.24 1.3-2.8 35+3  43+5 1.54+0.4 14.04+2.5
26/05 0.28 0.24 3.0-4.0 539  44+5 0.5+0.3 -
27 /05 0.13 0.08 1.2-2.0 35+3 4046 1.3+0.3 25.1+3.7
2.0-2.5 44+9 51+16 1.1+0.4 28.1+3.1
01/06 0.1 0.08 1.2-2.5 40+5 46+10 2.04+0.6 6.3+0.1
07 /06 0.97 0.19 1.2-1.7 39+3 4547 1.640.3 4.8+1.2
2.5-3.2 515  47+5 2.0+0.3 2.9+0.5
10/06 0.19 0.11 1.2-2.1 59+4  584£8 1.3+0.4 6.440.7
11/06 0.99 0.19 1.2-2.1 59+4  55+9 1.24+0.4 2.0£0.1
2.1-3.0 62+3  54+5 1.440.2 0.9+0.4
19/06 0.13 0.08 1.2-2.0 56+4 55+14 2.0+0.5 8.9+0.4
2.1-2.8 7318  T6+L7 1.440.1 11.3+1.7
14706 0.34 0.19 1.3-1.7 37+3 4147 2.240.4 5.74+0.1
2.3-2.9 55+9  60+8 1.940.2 6.81+0.8
15/06 0.22 0.16 1.7-3.2 70+£12 67411 1.94+0.2 -
16/06 0.26 0.19 1.3-2.7 46+8  40+£8 2.3+0.4 7.1+1.4
17/06 0.38 0.33 4.0-4.8 404+4 4248 0.14+0.3 24.946.0
18/06 0.42 0.41 2.5-3.5 44+4 4645 0.1£+0.1 19.0£2.0
22/06 0.33 0.21 1.2-2.5 40+5 4448 2.0+0.4 1.8+0.5
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Vertical profiles from EOLE lidar
# Date: 20140522 , Start: 202847 , Stop: 212853
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EyxApa 6.9: Or1 ontikés 1610tnTes Twv aiwpolievwy cwuatidior kad Uipog (22 Maiov). Arnd apiotepd
mpos ta b6edid, to mpdTo Ypdgnua Oefyver o owrtedeotn omodookédaons, To beltepo o oTurTedeoTiy
ebaoévnong, to tpito to Adyo lidar Sy kar to térapto ypdenua Oeiyver tov exlétn Angstrom AE.

Vertical profiles from EOLE lidar
# Date: 20140523, Start: 202957 , Stop: 214557
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EyxApa 6.10: O1 ontikés 1010TNTES TV QwpPOUHEVLY owuatibioy kal Uos (23 Maiov). Ané apotepd
mpos ta bedid, To mpddTo Ypdgnua Sefyver o owrtedeotn omodookédaons, to beltepo o ourTeAeoTi)
eLaoOévnong, to tpito to Adyo lidar Sy kar to térapto ypdenua delyver tov exbétn Angstrém AE.

Vertical profiles from EOLE lidar
# Date: 20140526 , Start: 190850 , Stop: 200858
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EyApa 6.11: O1 ontikés 1010TNTeS TV QwpPOUHevLY owuatibioy kal Oos (26 Maiov). Ané apotepd
mpos ta b6edid, To TpddTo Ypdgnua Oefyver to owrtedeotn omodookédaons, To deltepo To TurTeAeoTr)
eLaoBévnong, to tpito to Adyo lidar Sy kai to térapto ypdenua deiyver tov exlétn Angstrom AE.
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EyxApa 6.12: O1 ontikés 1010TNTeS TV QiwpoUpevwy owuatibiov kal Oos (27 Maiov). Arnd apiotepd
mpos ta b6edid, To mpdTo ypdgnua Oefyver to owrtedeotn omodookédaons, To deltepo o ocurTeAeoTi)
ebaoévnong, to tpito to Adyo lidar Sy kar to térapto ypdenua Oeiyver tov exlétn Angstrom AE.
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0

Backscatter coef. [sr ’1Mm’1]

EyxApa 6.13: O1 ontikés 1616tnTes Twv Qwpoluerwy oopatidivy kel Uog (1 Iovviov). Arnd apiotepd
mpos ta b6edid, To mpddTo Ypdgnua Oefyver o owrtedeotn omodookédaons, to beltepo o ourTeAeoTi)
eLaoOévnong, to tpito to Adyo lidar Sy kai to térapto ypdenua delyver tov exbétn Angstrém AE.
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0

Backscatter coef. [sr ’1Mm’1]

EyxApa 6.14: O1 ontikés 10i6tnTes twy aiwpoluevowy cwpatidiov kalUipos (7 Iovviov). And apotepd
mpos ta b6edid, To mpddTo Ypdgnua Oefyver to ourtedeotn omodookédaons, To beltepo To oTurTeAeoTr)
eLaoBévnons, to tpito to Adyo lidar Sy kai to térapro ypdenua deiyver tov exlétn Angstrom AE.

# Date: 20140527 , Start: 192951 , Stop: 202957
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# Date: 20140610 , Start: 184557 , Stop: 194604

Vertical profiles from EOLE lidar
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EyxApa 6.15: O1 ontikés 1016TNTES TV Aiwpoluevomy owuatidior kald tios (10 Iovviov). And apiotepd
mpos ta b6edid, To mpdTo ypdgnua Oefyver to owrtedeotn omodookédaons, To deltepo o ocurTeAeoTi)

ebaoévnong, to tpito to Adyo lidar Sy kar to térapto ypdenua Oeiyver tov exlétn Angstrom AE.
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# Date: 20140611, Start: 185904 , Stop: 195911

Vertical profiles from EOLE lidar
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ExApa 6.16: O1 ontikés 1016TNTES TV Aiwpoluevmy owuatidior kald tios (11 Tovviov). And apiotepd
mpos ta b6edid, To mpddTo Ypdgnua Oefyver o owrtedeotn omodookédaons, to beltepo o ourTeAeoTi)

eLaoOévnong, to tpito to Adyo lidar Sy kai to térapto ypdenua delyver tov exbétn Angstrém AE.
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# Date: 20140612, Start: 185229 , Stop: 200009

Vertical profiles from EOLE lidar
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ExAre 6.17: O1 ontikés 1816tnTes TV Alwpoljuevwy swpatidiov kad tios (12 Iowviov). Ard aprotepd
mpos Ta b6edid, To mpddTo Ypdgnua Oefyver to owrtedeotn omodookédaons, To deltepo o TurTeAeoTr)

eLaoBévnong, to tpito to Adyo lidar Sy kai to térapto ypdenua deiyver tov exlétn Angstrom AE.
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# Date: 20140614 , Start: 202841 , Stop: 212846

Vertical profiles from EOLE lidar
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EyxApa 6.18: O1 ontikés 1016TNTES TRV Aiwpoluevmy owuatidior kald tios (14 Tovviov). And apiotepd
mpos ta b6edid, To mpdTo ypdgnua Oefyver to owrtedeotn omodookédaons, To deltepo o ocurTeAeoTi)
ebaoévnong, to tpito to Adyo lidar Sy kar to térapto ypdenua Oeiyver tov exlétn Angstrom AE.

# Date: 20140615, Start: 202602 , Stop: 213702
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EyxApa 6.19: O1 ontikés 1016TNTES TV Aiwpoluevmy owuatdior kald tios (15 Iovviov). And apiotepd
mpos ta b6edid, To mpddTo Ypdgnua Oefyver o owrtedeotn omodookédaons, to beltepo o ourTeAeoTi)
eLaoOévnong, to tpito to Adyo lidar Sy kai to térapto ypdenua delyver tov exbétn Angstrém AE.

# Date: 20140616, Start: 190141, Stop: 200148
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ExAue 6.20: O1 ontikés 1816tnTes TV alwpoluevwy swpatidiov kad tipos (16 Iowviov). Ard aprotepd
mpos Ta b6edid, To mpddTo Ypdgnua Oefyver to owrtedeotn omodookédaons, To deltepo o TurTeAeoTr)
eLaoBévnong, to tpito to Adyo lidar Sy kai to térapto ypdenua deiyver tov exlétn Angstrom AE.
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Vertical profiles from EOLE lidar
# Date: 20140617 , Start: 205926 , Stop: 215753
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EyxApa 6.21: O1 ontikés 1016TNTES TV Aiwpoluevomy owuatidior kald tihos (17 Iovviov). And apiotepd
mpos ta b6edid, To mpdTo ypdgnua Oefyver to owrtedeotn omodookédaons, To deltepo o ocurTeAeoTi)
ebaoévnong, to tpito to Adyo lidar Sy kar to térapto ypdenua Oeiyver tov exlétn Angstrom AE.

Vertical profiles from EOLE lidar
# Date: 20140618, Start: 190810 , Stop: 202910
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EyxApa 6.22: O1 ontikés 1016TNTeS TwY wpolievwy owuatidioy kadTios (18 Iovviov). Andé apiotepd
mpos ta b6edid, To mpddTo Ypdgnua Oefyver o owrtedeotn omodookédaons, to beltepo o ourTeAeoTi)
eLaoOévnong, to tpito to Adyo lidar Sy kai to térapto ypdenua delyver tov exbétn Angstrém AE.

Vertical profiles from EOLE lidar
# Date: 20140622 , Start: 185339 , Stop: 195346
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ExAue 6.23: O1 ontikés 1816tnTes TV alwpoluevwy swpatidiov kad tipos (22 Iowviov). Ard aprotepd
mpos Ta b6edid, To mpddTo Ypdgnua Oefyver to owrtedeotn omodookédaons, To deltepo o TurTeAeoTr)
eLaoBévnong, to tpito to Adyo lidar Sy kai to térapto ypdenua deiyver tov exlétn Angstrom AE.
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Emmiéov, ewdind n mopdueteog Tou Aéyou lidar etvon mohd onuoavtind) otny xatnyoplonoinon
e aéptac udloc. To MyAuota 6.26 xow 6.27 nopouctdlouy Ta L6 TOYPHUUAT TWY TUEATNEOU-
HEVOY TV Tou Aéyou lidar péoa oto AOX xou otnv Eletdepn Tpondogopa (ET) ota prixn
xOuatog 355 xan 532 nm, avtiotoiya. H mo cuyvd mapatneoluevn Ty yia to Aéyo lidar etvou
40-45 sr mou etvan TuTXY Yiar Ui NTELEWTIXWY cLUATBIWY e Valdoolo owpatidio. AvticTolyeg
Tég Tou Aoyou lidar mapatnpolvTon dtay oxovn PeTAPEpETUL and TNV Agpeixy|, uws cuvidwg
aviyveveta oe peyohitepa U oty ET xou oyt yéoo oto AOX. To cuumépacua 6TL aviyvedinxe
ulEn relewTindy pe Yohdooto cwuatidia evioyvETan amd To 1o ToYpduuota Tou exdétr Angstrom
%ol ToU AOYoU anomohwaong ota Lyfuato 6.28 xou 6.29, 6mou SlomoTedveTon 1 UTUEEY WXEOY
XolL oPAEXAY owUaTdlwy péoa ato AOY ta omolo yapaxtnellovton and évav exdén Angstrém
weyahitepo and 1.2 xou éva o) pxpéTepo and 5%.

Ané v ohoxApwaon Tou cuvteleo Ty e€aoVévnong oe ONOXANEY TNV ATUOCPAUEIXT OTAAN
uropoUue v avaxthooupe 1o Ontxd Bddoc twv Aepolupdtwy (OBA). Ta OBA ot uhnn x0-
natog 355 xou 532 nm tou XyHuatog 6.30 elvon YapoxTNELO XA TOU ATUOCPAULELXOD QopTiou oTNV
atudoponpa xatd T didexela tng voytac. H obyxplon avducoa ota OBA 6nwe avaxtidnxoy
an6 1o obotnua lidar xon T OBA xatd tn didpxelo Tng nuépag mou YeteRinxay omd To nitoxd
putouetpo CIMEL napatideviar oto Xyfua 6.31. O yetprioeic xatadexviouy éva auinuévo
OBA étav undpyel mapoucio epnuixfc oxévne. Tig nuépec 6mou undpyel Tapoucia oxdVNe xau
oLvente LPNA6 OBA Bev mapatneiinxe n avdntuin vépnaong, emouéveoe 1o OBA Sev umopel va
xenowonolniel cav avTITPOCWTELTIXY TUPAUETEOS YId TN UEAETT TNE EVEQYOTONOTNS TWY VEPOO-
Tayowdiwy. To epotnua mou tidetan elvan xata tdéco n un evepyonoinomn twv IIXN cuvdceton ye
ToL ALWPEOVPEV cepatidia (Snhadh T epnuixsy oxdvn) xow oyt we TNy YepRodUVIUIXY| XUTAC TAOoT
e atpoéopopas. H amdvinon dlveton €dv yopaxtnplooupe YepUoduvopxd TNV oATUOCHULEO GE
TEQLTTWOELS 61OV oL aéplec Waleg mou pidvouy otnv EITA eivon ond A-NA sievdivoelc.
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Lidar Ratio at 355nm [sr]

YxApa 6.26: Iotéypaupa ya to Adyo lidar ota 355 nm.
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YxApa 6.27: Iotéypaupa ya to Adyo lidar ota 532 nm.
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YxAue 6.28: Iotéypappa ya to exdérn Angstrom AE355/532-
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SxAua 6.29: Iotéypaupa ya to Adyo arondlwons ota 532 nm.
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SxApe 6.30: Méoo nuepriioio OBA ota 355 ka1 532 nm, énws petpninke and to ovotnua FOLE.
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YxAua 6.31: Méoo nuepricio OBA ota 500 nm ka1 0 ovvtedeotig Angstrom AFE440/870, 0TS
uetpnOnke and o NAAKS PWTOHETPO.

6.7 H deproduvapixy] xatdoTaoy NG AThOCOALRL

H atpdoganpa umopel var yapaxtneiotel Yeppoduvopuxd dtay undeyouv dlodéoyles padtoBolloeig
otV meployn mou peretdton. O yopaxtnelonds e YiveTtal péow twv drypopudtey Skew-T Log-
P xou tnv xataxdpugn mAnpogoplo wg mpog ) Yeppoxpacia 5o6c0ou, T0 AOYO avahoylog UBEATUWY
xou Ty eviohnior [126]. H Baowr mhnpogopia tou ypeetaldpacte eivon o xodoplopds tou Ghoug
omou umopel va Eextvioel 1 ouuTOXVLor LBpaTUWOY. Onoladnrote avodxr xivor aépa Tdve omd
0 Uog autd, Va odnyhoel oe odhayn pdone Tou vepol (amd tnv ofpia pdomn oty UYER) xou
N avepyouevn aéplo udla Yo cuuneplpépeton cav Peudo-adlofatind cUOTNUA TOU AMEAELVEQHDVEL
hovidvouoa Yepuotnta oto tepiBdrlov. Emouévee, 6tav 1 vépwon Eexwvd va aynpatileton, oe
exelvo 1o Oog mapatneolue plo andtoun apvnTixny| Baduida 6To AéYo avohoylag TwV LBEATUGY
xa oty eviohnio Tou cuoTAuatog. Acdouévou 6T oL padloolicelg Sev ftay Siadéoyueg xdde
uépa, 0 oyYoMaouds aopd povo T dladéoiuec nuepounviec mou eunepléyovtar otov Ilivona
6.4. H meplntwon e 22 Moafou anotehel évo tumxd mopddetyuo avdntuéng végpwong. To Udog
OLUTOXVWONS TWV LBEATUOY evtoniotnxe ota 1660 m (~ 840 hPa) (Bréne Lyrua 6.32) xou n
VEQwo dnuovpyinxe oto Gog twv 1900 m dnwe galvetan 6to Lyhua 6.33. Exelvn tnv nuéea,
TO 0pLOXG GTEMUA HTay TAOUCLO GE UBPUTUOUC OE €VaL OYEDOY OHOYEVMS avopeperyévo AOY ue
AoYo avdelgng udpatumy Teog Enpd wépa ico pe 8 g/kg. Ilapduolec Veppoduvounés ouviixes
epgaviCovtan otnyv eplntwon e 11ng Iouviou émou o péoog Aoyoc avduelEng UBEATUWY TEOG
Enpd aépa (~ 9 g/kg) frav otadepde and 1o €dapoc £me To BPog CUUTUIXVHONE LIPUTUMY GTA
2000 m (BAréne Eyrua 6.34). Kou tic dUo autéc nuépes, ou aépieg udleg mou €pdacoy méve
an6 v EITA npoépyovtav ané B-BA dieudivoelg avéuou xan yapaxtneilovtay and éva OBA
ota 500 nm peyoritepo and 0.1 xou exvétn Angstrém peyolUtepo amd 1.6-1.7 (EyAua 6.31).
Emnopéveg, autég ol aépleg pdlec mepihduovay uételo mpog UYNAG cwaTdLXG PORTO UE ULXpd
owyuatidio. Mio dAAn evilapépouoa teplntwon avdntung vépnaong napatneriinxe otic 30 Motou
HE YouNnh6 oopatidiond pdpTo xou ueydho owpotidioe (OBA (500 nm)~0.05 xou AE<1). e auth
NV nepintwon, 1 avepyouevr aépto pdla @ddvel oo onuelo xdpou oe €va younhé vhoc ota 1050
m. Y& xdie TepInTwoT, 1) ONUAVTIXY TUPGUETEOS Yo TNV OnuiovpYlo VEQWOTNS xplveton 0 delxTNng
CAPE é6mnou exeivn v nuépa fitav mohd udmhoe (~2300 J/kg).



ITivaxoacg 6.4: Oepuoduvvaukés tapduetpor and padiofoliceg
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21/05 2000 7 4
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23/05 1390 12 0
27/05 1410 14 0
30/05 1050 15 2295
02/06 1500 9 0
05/06 1090 15 0
08/06 1990 9 863
11/06 1360 15 863

Hygr.ﬁ._-GD sounding; 220514 12.00UTC
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YxApa 6.32: SkewT-logP Sudypaupa (22 Maiov 2014, 12:00 UTC)
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YxAua 6.33: Padipfdhion onig 22 Maiov 2014, 12:00 UTC. To apotepd ypdenua deiyver eEwtepixi
Uepuokpaoia ka1 Jeppokpacia dpéoov, to ueoaio ypdenua delyver tov Adyo avduea&ns vdpatudy kar to
oe&id ypdenua deiyver tny evlairnia tou avepxduevou aépa.
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Yo 6.34: Padiopdhion otns 11 ITovviov 2014, 12:00 UTC. To apiotepd ypdenua deiyver eEwtepixn
Uepuokpaoia ka1 Jeppokpacia dpéoov, to peoaio ypdenua Oeiyver tov Adyo avduea&ns vdpatudy kar to
oe&id ypdgnua deiyver tny evlainia tou avepxouevou aépa.
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6.8 To nedlo avépou péoca oto AOX

Extog amd v iavédTnTol TV olwpoUUEVLY COUATIOWWY Vo Asttovpyoly cav IIXN clugova
UE TIC WOLOTNTES TOUg, TO medlo avéuou mailel évay xooploTixd pOAo oTNV avdmTuEn VEQKONS
we ddpopouc tpémouc: (1) 1 dievhduvorn tou avépou (xadde xou 1 évtaot) xodopillovy to el
boc e aéptag pdlag 1 omola YetapépeTtal Tdve and tnv tonovecsio mou pehetdtan. H mnyy
Tpoéheuong xou 1 dadpour| mou axohovUnoay ol Pdleg mev TNV GPIEr Toug 0To omMuElo EVOL-
apépovtog elvon Wiaitepa onuavtixég xong xadopllouy TNy MU c0CTACT TWV CWUATIOIWY
xaL TG Quoég Toug WotnTee. Tor mopdderyua, 6tav ou aépleg pdlec mpogpyovtar and N-NA
olevdivoelg avéuou, To o THavd oV VELCLIO UwEOVUEVO cwUaTdlo mdvw amd v Adrva ei-
vou 1) gpnuixy) oxovn. Emmiéov, n diebduvorn tou avéuou noilet xpiowwo pdho otov xadopiouod
e Yeppoxpaciog TV acpiwy Lalny xaL TNY TEQEXTIXOTNTA Toug ot LdpaTuolS. Aveldotnta
AmO TNV IXAVOTNT TWV COUATIOIY oxdvne va oynuatiCouv vegootayovidla, Ttay 1 TocoHTNTA
TWY LORATUWY OTNY aTUoopuLea elvan yaunin, 1 evepyornoinon twv IIXN dev pnopel va ouy-
Bel emeld?] 1 VeproduVoXT XUTACTACY) TNG ATUOCPAULEAS OEV EUVOEL GLVITXES UTEEXOPECUOD %ol
etepoyevolg tupnvornoinong. (2) 1 évtaon avépou elvan eniong Told onuoyTinde Topdyovtac oty
OLULOPPWOT] TOU COUATIOLXOU (PORTOU: T.Y., N YUUNAT EVTaoT avéuou odnYel oE OTACOTNTA
v aeplwv paloy, n onola EUVOEL TNV CLUCGMEEVOT ATUOCPUEIXWY PUTWY Yéoa oto AOX ot
TEPLOYEC XOVTA OTIC TNYES PUTAVOTNC.

Katéd ) dudpxeor touv mepdpatoc HygrA-CD, to Sudvuopa tne toydtntag (évtaorn xou
dietduvon) amoxtidnxe yenowonoudvtag dedopéva and to obotnua Doppler lidar. Yta Xyh-
wotar 6.35 xou 6.36, mapouctdlouue CUVOTTIXG TNV WéoT évtaon xou diebduvorn avéuou uéco 6To
AOX vy 6An Ty mepiodo Tou mewpduatog. Auth 1 TAnpogopia elvon Wiaktepa yeHoWUT VLot Vo
amoxThooLUE Wla Yeryoen avTiindgn twv yopoxtneto Ty tou avépou péoa oto AOX. Ac xd-
voupe pio didxplon e évtaong tou avépou oto AOX elodyovTog TG Topaxdte xatnyopies: (1)
Younhf évioon w<8 ms~1, (2) uétpla évraon 8<w<16 ms™! xou (3) i évtaon w>16 ms~L.
YT¢ MEPLOOOTERES TEPIMTAOELS, loyupol xau acVevelg dvepol eugaviCovton otay 1 dievduvor Tou
avépou frav A-NA. Negwoewg eugavicdnxay oto AOX dtav ou aépieg udleg mou Egdovoy Téve
and v AUvva dev meplelyoy epnuixy] oxovn xou 0 AVEUOS NTay TOAD LoYUROS, OIS OTIC TEQLT-
twoelg v 15, 30 xaw 31 Moalou (Béne Lyfua 6.35 xou Ilivaxa 6.5). ‘Otav cwpotidio oxdvng
pOdvouv Téve and Ty Adiva and A-BA Sieudivoeig (n.y. mepintdoes otic 24 xou 25 Malov),
1N €VTaon Tou avéuou NTav acdevic xou dev oynuatiotnxay végn. IIoAd cuyvd, uétplag évtaong
Gvepol yetpRdnxay and 1o cVotnua Doppler lidar étav n Siedduvorn tou avépou ftav B-BA
(BMéne Eyhpota 6.35 xou 6.36). o mopdderyya, oe mohhéc mepintwoels (n.y. 21-22 Maiou
xou 09-11 Touviou) mapouvsiac vépwong otnv xopuer tou AOY, ol aéplec wdlec mpoépyovToy
ané B-BA 8ieudivoeic xou n yetpoluevn évtaor avéuou ftav pétpa. Ta yapaxtneio tixd tou
avépou xan e TOpPng oto AOX amodelydnxay va eivar TOAD onuavTxd Yo TNV evepyomolno
VEQOO TAYOVIOIWY, oXOUA XL THO CNUAVTIXG Ao TOV optiud TV COUATIOIWY Xal TN YNUXAC
cUCTAOTC.

6.9 I'evixd cvpnepdopata and To svpLRate Tou nelpduatog HygrA-CD

Bdoer twv ouvoliopévwy mAnpogopiidyv mou nopgovaidlovtar otov Ilivoxa 6.5, umopolue va
ouumepdvouue OTL Tot VEQTN dev epgavilovian xovtd oto AOX otav ol aéplec udleg pudvouy
ané N-NA Sievdivoeic xou mepéyouvy cwyatid oxovng. O Bacixdc Aoyog yio autod elvon OTL TO
onuelo dpoécou evtoniletan o TOAD peydAa Um, TOAD yeyohlTtepa amd T xopuptr Tou AOL,
X0l CUVETOS, TA AVERY OUEVES Beudtia aépa péoa ato AOX Sev p¥dvouy ToTé GTOV UTEEXOPECUO.

Avtdétwg, n vépwon otny xopuey) Tou AOX cuvidwg epgaviCeton 6tay ot aépieg pdleg gud-
vouv a6 B-BA 8ieudivoeig xou petapépouy avipnnoyevol owpatidia xon owpatidio amd xadon
Bloudloc xou mo omdvia cwyatidie oxovne. ‘Onwg nopatneovue otov Iivoxa 6.5 ot uPniég
Tiwéc OBA (OBA(500 nm)>0.1) 8ev avtiotoryolv oe Nuépes Ue epgdvion vépwons oto AOX.
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ITivaxag 6.5: Ilapovoia aiwpolpevwy couatidior kar vepdy oto AOX oe axéon pe tny dievduvon
tov avéuov. To OBA ota 500 nm (tpitn otriAn) avaxtiinke and nueprioies petprioes tov nliakov
pwtopétpov CIMEL énws mapovoidletar oto Xynua 6.31.

Hu/via oo0e OBA A Ba B-BA N-NaA Ybos AOZ
[n/ ] >0.1 [mm]
Exévn ‘ANo  Xxévn ‘Alho Yxévn

15/05 X X 0.85£0.15
16/05 X X 1.68+0.07
17/05 X X 1.13+0.07
18/05 X X 1.69£0.20
19/05 N/A
20/05 X X 2.01+0.10
21/05 1.71+0.10
22/05 X 2.5240.20
23/05 X X 2.59+0.20
24/05 X X 0.79+£0.15
25,05 x x 1.82-0.10
26/05 X X 1.57£0.07
27/05 x x 1.94£0.15
28/05 X 0.7940.10
29/05 x N/A
30/05 X X X 1.524+0.20
31/05 x x 1.71£0.25
01/06 X X 2.31+0.15
02/06 X X 2.324+0.15
03/06 N/A
04,06 N/A
05/06 b'e b'e X 0.68+0.10
06/06 X X X 0.65+0.05
07/06 X X X 0.724+0.05
08/06 X X X 1.88+0.16
09/06 X N/A X 2.231+0.25
10/06 x N/A x 1.45+0.18
11/06 X X X 2.4740.20
12/06 X X X 2.31+0.20
13/06 X N/A X 2.57+0.07
14/06 x N/A x 2.1340.18
15/06 x N/A x 2.330.20
16/06 X X 1.86+0.30
17/06 0.86£0.15
18/06 N/A N/A
19/06 N/A 2.1140.20
20,06 x N/A x 1.98+0.15
21/06 N/A 1.18+0.16
22/06 N/A 1.88+0.15
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Mean Wind Speed at N.C.S.R. DEMOKRITOS (m/s)

00:00:00 -~ -~ [ _

21:36:00

'35
-

19:12:00

: ]
, S

HyEY

B Fae 0w e ey 5y 33
] i . 3’
1 ’ 1
Towm'y b w3 st
:mnmnu:

r—

¥ xy

7
@
E
E
=
£
o
£
'—

L3335
AR ;
.
-
e

g RS SRR YRS S R
' ;

-y
[
o 2 S Y ¥ Y
»

-

. )

07:12:00

;]
2 3 B

04:48:00

¥
»

% FUNF
-

02:24:00

=5

00:00-00 N 1 i g8
05/11 05/16 05/21 : 05/31 06/05 06/10 06/15
Date (mm/dd)

YxApne 6.35: Méon tayvtnta avépov péoa oto AOX dnws avaxtrifnke ané to HALO lidar

Mean Wind Direction at N.C.5.R. DEMOKRITOS (deg)
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ExAna 6.36: Méon diedfuron avéuov péoa oto AOX onws avaktiinke ané to HALO lidar
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Emouévag, etvan Eexdiopo amd v yeovooeipd tou HygrA-CD étu 1 evepyonoinomn vegoo tory-
ovidlwy, Tavw and Ty Adrva dev unopel va cucyetidel uovo pe pio topdueteo 6mwe to OBA.
Yy nedén, n dnuovpyia vépwone ouuBaivel axdua xou Ue YoUNAG LTSNS POpTO, OTAY
urdpgel Yepuoduvouixy| actdielo Tou odNYel o VETXN AVWOT XL XATUAXOPUPT| UETAPOEE. TWV
cwuatdiny péoa oto AOX uéypl to Uog tou onuelouv dpdcou. And tnv Bdon dedouévwy Tou
TELPAUATOS, UTOPOVUE VO GUUTIERAVOUUE OTL To VEQOG TorY OVIBLOL SNULOUEYOLUVTOL OTAV TAL oULKEOU-
ueva owpatidla €youv To péyedog exelvo mou odnyel o€ EVEpYOTOINOY AXOU XU OE YAUNAOUg
unepxopeopols (8<0.1%). H vypooxomuxdtnra twv cwpatdiowy toilel eniong évav Pooixd pdho
oty evepyornoinon tou oav IIXN, duwe axdun xou hoydtepo uypooxomixd cwuatido (6twe T
owpatidia oxévng) evepyomoloUvtal 6Tay QTAcoUV oTNV Xplown SIUETEO Xt TNV SLdpXEL TNS
AATOHOELPNG UETAPORAS Toug Wéoa oto AOX.

Téhog, oav éva yevixd ouunépoaoyo, to nelpopa HygrA-CD avédelle tnv onpacia twv cuv-
OLUXUUAVOEWY XAl CUCYETIOUWY avauESa aTr duvouxy) Tou AOX xou Tol awpoUUEVA GLUATIOLL
TEOXEWEVOL VoL EPUNYVEVCOUNE T dnutovpyio VEQmanNg xovtd otnyv xopupr Tou AOY mdve and
ulo teploy ) 6mwe 1 Adrva pe e€oupetind toAbThoxn tonoypapla. Emmpdoieta, xatavoriooue ot
1 LEYAAVUTEQRT) GUVELCPORE GTNV OLAXVUAVGT] TOU dpLUUOU TWY EVEQYOTOLNUEVY VEQYOS TOYOVLOLWY
ogelheTol TNV PETABANTOTNTA TNC XATAXOPUPNC CUVLOTOOCOS TNG ToyLTNTAG, XoTd OEVTEPOV
OTNV GUVORLXY] aEIUNTIXT CLUYXEVTEWON TWV CWHATOIWY XaL TEAOS, GTNY YNUXH 00CTACT Xol
XAToVOUT| UEYEVOUS TWV CWUATIOIWY.

Keg@dhowo 7: MeJ0o80hoYIES YL AVAXKTOVUEVES TARAUUETEOVG
we xenon lidar

Kévovtag ypron twv dedouévwy and to nelpopa HygrA-CD, n datp3r) emxevipddnxe oty
avdntugn 800 uedddwy e oxond v mocotxomoinomn 1) tou @dopoatoc IIXN xou tnv apl-
VYuUNTn) CLUYXEVTEWOT TWV VEQOTTAYOVDIWY OE VO CUYXEXQPLIEVO ATUOCPUEIXO GTEWUO XKoL
2) xataxdpuen oY) cwpatdiwy péoo oo AOX.

7.1 ITpwtn wéVodog: Yroloyiopog tou gacpatog IIXN xou twv vegoo-
Tayovidlwy and dsdopéva lidar

H npwtn uédodog expetahheetan T enlyeleg UeTproelg TAemoxomnong and to chotnuo EOLE
lidar yio var avaxticoupe tov aprdud twv IIXN cav cuvdptnon tou unepxopeouol. H nAnpogopia
oTH) GLVBLALOUEVY UE TNV XATAXOPUPT| CUVLO TG TNG ToYUTNTOG LIS EMITEETEL VoL UTOAOY{GOUUE
XL TNV OLYXEVTPWOY TV Vegootayowdiwy. Ta Raman lidar napéyouv Tic omtxég 1OTNTES
TWVY AWEOVUEVLY COUATIOIWY oL omtoleg elvan oL cuvteheoTtéc omoYooxédaong xou eacévnong.
H Boowy) 0éa xou Sour) tne mpocéyyilong authig tne uedddou napoucidletar oto Xyhuo 7.37.
Ot omuxég WBLOTNTEG TWV UWEOVUEVKY CWUATIOWY YENOWOTOOUYTOL YLt TNV oVEVREST] TWV
HXEOPUOLXWY WOOTATKY HECH GTO VLY VEUOUEVO OUOYEVES ATUOCQAULOIXO OTEMUL. LUYXEXPWEVA,
N AVOXTOVUEVY WOLOTNTA aPORd TNV XATAVOUT UEYEVOUC TwV CLHATOIWY ot didpopa O mdve
an6é 1o oVotnua lidar. Ta oawpoldueve cwuatidio avdhoyo Ye TV YNuLxy Toug cUCTACY Xal
EMOUEVWS TNV LYPOoXOTUXOTNTA Toug, dnuovpeyoly IIXN toug onoloug xou avaxtodye and tnv
xatovopn) peyédoug. Télog, ye TV Ypromn ToRUUETEOTOMNONG XoL UE YVWOTH TNV XATAXORUPT|
Ty 0TNTA, 0 AAYOELIUOC ETUTEENEL TOV UTOAOYLOUO CUYXEVTPWOTS VEQOOTAYOVIOIWY O GAAGY
MOV TOROUETPWV.

XNV mopolod EQUQUOYT ETUIXEVIPWVOUACTE OTO YAUUNAOTEQO TUAUX TNG ATUOCPOUEAS VLol
Ogn <2000 m oto evanopévov otpwua Tou AOX. Yuyxexpiéva, emAEEoUE OTEWUATA AERiwY
paldv mou mhneolv to e€nc xptthptor (o) Tar cwpatidla elvol TEOCEYYIOTIXG CQPAUEIXE DOTE 1)
Yewpio Mie v etvon egapudon, (B) to cwpotidio éxouy ecmtepnr) avpelin xou () 1 wéla eivou
opotouoppo xatoveunuévn. H eyxupdtnta g opoupixdtntag Tev owuatdiny e€acpolileton and
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nversi 2 )
Inversion
53 K-theory 1%_
——> | 2 ————>| 2
T b=l
a(h),BA) RH.T
D d
Wet size distribution Dry size distribution
ﬂ K-parameter
Lidar
z Doppler
lidar
w
W
Cloud droplet number CCN spectra

YxApo 7.37: Llapovoiaon tov adyopiduouv: avaktolueves moodtntes kar avdAvon

TOV OVOXTOVUEVO GUVTEAEGTY| OATOTOAWOTNG TWV CWHATOIWY Tou peTpdton and to cvotnuo ATAS
lidar. Ta cwpatida pe cuvtereoth anondrwone wxpdtepo and 5% Yewpohvial TEOCEYYLOTIXY
ogapwxd [133]. H avtiotpopy twv ontxmv dedoyévenv epopudletal HOVo OE TEPLTTMOOEL TOU
TopaTNEONVTOL o@anexd cwpotidio xar tepopiletoan otic dapétpoug [0.1 um, 20 um] Adyw tou
unxoug xouotog tng déoung laser mou oAANAETOEE AlyOTEQO UE WxEOTEPX 1) UEYOADTEQPA OF
uéyevog owpatidia. H xowr mnyn npoéhevone eréyydnxe e tig omodotpoyiés acplwy paloy
om6 to yovtého HYSPLIT. Etot, e€ac@ahiletor xan 1 ogologoppla TV acplwy paldy autdy
Tou ueheTrOnxay.

O alydpripog mou anantiydnxe, egapudcinxe oe TECOERA ATUOTPAUEIXE G TEOUATIL ATO TNV
neplodo tou mepduatog: 21 Mailou, 22 Motou, 10 Iouviou xou 11 Iouviou. H omtixr ogparyida
TWV VY EVIEVTLY cwuatdiny napouvctdletar otov Ilivaxa 7.6. H avtiotpopn twv dedopévwy
lidar od¥ynoe oTic xotavouég Tou LyHuatog 7.38 mou delyvouv OTL 1) TO PORTWUEVY] CWUXTION-
oxd pépa etvon auty) g 10mg Touviou. Tlopd)” autd, 1 Nuépa pe To peyahbtepa owuatiow etvan
ot g 220¢ Mofou. Méow tng dedpnone wlag yopaxtnelo TXnE Yiot TNV TEPLOY T K-TUpUUETEO
UYPOOXOTUXOTNTOG UTORECUUE VAL AVAXTHOOVUE OO TIG OPYIXES XATAVOUES O eEMTEPIXES OLV-
WMxeg o€ xatavopéc umo Enpég ouvirixes. And auTég TIC xaTavouéc Berxaue TNV xployn SLaUETEO
Y1 %Gde UTEPAOPECUO XOU XATUCKEVACUUE To Qdoparta Twv IIXN tou tagousidlovtar oto Lyrua
7.39. To Ayotepo vypooxomxd cwpatidia Yewprinxay ye £K=0.1, evd Ta Mo LYPooKOTUXE Ve~
efOnxay pe k=0.3. T to TpdTar Tapatneolue 6tL yia évay xplowo vepxopeoud s=0.2% bha
o Slrdéotya owpatidi evepyonolotvton we IIXN. o ta o vypooxomixd, €vag uTEEXOpEs-
noc e tédne tou 8=0.1% elvar oxEETOC YLl VoL EVEPYOTOLACEL GAOL TOL OULWPOVKEVOL COUATIDLL
Yuyxpivovtog YeTta€l TwV BLUPORETIXWY TEPITTWOEWY, TURATNEOVUE OTL 0 UEYAAUTEROS apLdudg
ITYN epgpovileton yia Ty neplntwon g 10ng Iouviou xodde etvon xou 1 uépo ue to peyolitepo
cwpatdiond pépto. O péyiotoc wprdpdc tov N eivar 770 avé cm ™. Auté eupioxeton ot
ouvéneta ue o L6 OBA ota 355 nm mou exeivn v nuépa Beédnxe (oo ye 0.069. Avudétwe,
1 Mydtepo pumaouévn pépa gaiveton auth tne 22 Mofou e ouvolxd aprdpéd TIEN 330 em ™3 oe
éva atgoopaueixd otpdpa pe OBA ota 355 nm (oo pe 0.037.

‘Oho ot oopatidia evepyorototvtan we IIXN edv €youv tnv xatdAAnin xplown didueteo. To
gpdopo IIXN cov cuvdpTtnor Tou UTEEXOEECUOU TOU OVOXTOUUE ONd TNV XAUTAVOWUY| COUATLOIWY
elvan eEUPETING ONUOVTIXG YLoL TNV TOEVOUNOT] TOV VLY VEVOUEVWY CTPWUATWOY OE GYECN UE
TNV anodoTixdTNTA Toug Vo Aettoupyoly w¢ IIXN. ¥to MyAua 7.40 gaivetar 1 ixavédtTnTtd TRV
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IIivaxag 7.6:  Orntikés 1010TNTES QWPOUUEV@Y CTwUaTidwy O0Ta aTHOOPAIPIKE  TTPOMATA  TOU
aviyvevOnkay
Hup/via "Ydog orpodpatoc [m] Sy [sr] AE
355nm 532nm
21 Moidou 1200-1700 56 (5) 60 (8) 1.3 (0.3)
22 Maiou 1200-1600 40 (8) 46 (3) 0.8 (0.6)
10 Iouviou 1200-1600 59 (4) 58 (8) 1.3 (0.4)
11 Iouviou 1200-1800 59 (4) 55 (9) 1.2 (0.4)
5000 : : ———
A —e— 21 May
4500[ "' mol - %= 22May |
m ' = = 10 June
4000+ ' “ : ' —%— 11 June 1
3500} o ‘.

f(D) [um"cm‘a]
N
3

0.1 0.2 0.3 04 05 06 0708091
Wet diameter D [um]
YA 7.38: Katavourj cwpatidior o€ e€wtepikés atpoopaipikés auvOnkes ya tig téooepis Hépes
onws avaktriinke and ta ontikd dedopéva tov lidar.

oOUATIOIY va yivovTo vegootayovidia yia Ti¢ didpopeg tepintwoelc. To mo anodotind cwuati-
o efvon avtd e 22 Modou. T évay e€wtepind unepxopeoud 0.05%, o Aéyoc evepyornoinong
oty nepintwon e 22 Mofou ebvor peyolitepog and 40% evdd otny tepintwon tng 11ng Touviou
Mydtepa and to 30% Ttwv cwpatdiwy unopoly va evepyornomdolv cav IIEN. H tponyoluevn
rapathenon e€nyel yiotl oAdxhnpo 1o @doua IIXN etvon plor onuovter WOTNTA TOU TEETEL Vot
unopel vo avoxtnel and dedopéva lidar xou oyt pévo o cuvohixde aprdude IIXN.

H andxpion tou alyoplduou avixtnone oe oyéon pe Ty oTtoadepdtnta TV AICEWY ovTL-
otpopic elvan TOAD xplown yio Tig xatavopés peyédoug. H onuooia wg mpog toug Aéyoug
evepyornolnone twv IIXN elvar epgavic oto Xyrua 7.41. H enildpaon twv un otoadepdv Aoewy
elvan o onuavTixy o utepxopeools wixpotepous and 0.1%. H peyohitepn Swugpopd xatd 30-
35% epgaviletoan yia tig nepintdoeic 10 xou 11 Iouviou otov unepxopeoud 0.06%. Autd onuoivet
6T plo vroextiunomn xatd nepimou 30% unopet va ewooydel otov apiud twyv IIXEN. Onwe gaivetos
xou To Uy o 7.41, auth n uroextipnon unopel va pewwdel and 30% oe 10% edv yenorpwonowmdel
ulo extiunTelar LEYLOTNE TUAVOPAVELNS OTIC XATAVOUES UEYEVOUC TV CLUATIOlWY TtpLy avatrniet
o opiuoeg Twv IIXN.

Metd and ta @dopata twv IIEN, o untoloyiopoc twv vegoatayovidiny uropel va emteuy Vel
£V YVwellouUe TNV XATOXOELEPT CUVICTAOCA TNE To OTNTAS OO THY YEOVOGELRd TOU CUCTAUATOS
Doppler lidar. A6 tig ouvaptroelc TuxvoTnTog TUAVOTNTAS TOU BNULOVRYHCOUE, AVIUXTHOUUE
TNV Uéomn T xou TN SLIOTIORE TWV XATAVOUWDY TV UETENOEWY Xal TIC ToEOUCIAlOVUE Yid TIG
téaoeplc Nuépeg 0to Lynua 7.42. Iapoatneolue ott tar ovodixd xou xordodixd pebuata Emxeatoly
oc OlapopeTiXég oTiYUéS Tne Nuépag. H uéon nueplowa yopoxtneiotxn taybtnta 08 OAeC TIC
repintOoelc Beédnxe ton pe 0.6 ms™! mou elvon Tumxd Yo to AOY xatodpupne petapopdc [146].
Fevixd, yior Tov UTOAOYLOUS TOU UEYIGTOU UTEPXORECUOU XAl TOV OpLIUO TV VEQOGTAYOVLOIWY,
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(¢) 10 June: CCNpaz = 770cm (d) 11 June: CCNpaa = 480cm

SxApe 7.39: Pdopa IIXN ya tg téooepis nuépeg, omov napovoidletar o ovvolikds apiluds evep-
yoroinuévewy IIXN cgav ouvvdptnoel tov umepkopeouol. Xe OAe§ TIS TEPITTWOELS, Ta aviyvevdéva ai-
wpolueva owuatitie evepyorootvtar ws ITXN avedptnta and Ti§ QUOIKOYNUIKES 1010TNTES TOUS OTOUS
urnepkopeaots s > 0.2%.

—e— 21 May
- ¥ = 22 May
= B = 10 June
0.8 —¥— 11 June
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SxApne 7.40: O1 Adyor evepyomoinong mpoékuvpay ané tov apidué twv IIXN mpog to ourokikd aprud
v owpatdior. OrAdyor evepyoroinong onueidrovtar pe yipl xpopa yia k = 0.3 ka1 pe pavpo xpoua
ya k=0.1.
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40

—8— 21 May
- ¥ = 22 May
= B - 10 June |
=—¥— 11 June
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Fractional difference in CCN number [%]
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0.01 0.1 1
Supersaturation [%]

EyxApa 7.41: O1 Siapopés atous Adyous evepyornoinons A¢(s) katd punikog Tov pdouatos Twy VTEPKO-
PEOUDY A OAES TIS TEPITTAOTEI.

40

e corrected
30 = _corrected ODE |
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SxApe 7.42: Ilooootiaies diapopés ooy apiiud twv IIXN npw kai petd tny epappoyn tng eKTIUNTOIAS
péyiotng mbavopdreas.

eXTOC oMo TN u€om TWr OheC oL mavEC TWES TNG YapeaxTNeloTixic oy dTnTag mou cuvolilovton
otov Iivaxa 7.7 €youv Yewpniel. Xtov Ilivaxa 7.8 nopouscialovtar ta anoteréopata. O yéylotog
uEEXopEcUOS eppavileton v Ty mepintwon e 22 Moalou. Autéd odnyel oe €va mococTo
evepyonoinone vegootayowdiny éwe 82%. Enouévne, o yapoxtnelopds twv oopatdioy tne 22
Moifou w¢ to o amodoTixd otnv dnuovpyia Vépnmong emBeordvetal and TNy TagoueTeonolino
cov aAnine.

O apuiudg twv vepootayovdiny ennpedletar mohd Alyo amd Tic un otadepéc AoeC Tou
TEOPBAAUATOS AVTIOTEOPNG, EMOUEVKC OL AVUXTOVUEVES TOCOTNTES OeV elvan evaloUnTeg OTIC Un
HOVOOXES XUTAVOUES TV OWUATIOIWwY. Xe OAeC TIC TMEPITTMOELS, 0 APUUOC TWV VEQOCTOLY-
ovdlwy exTwdTon yior évol Uéyloto unepxopecud oto ddotnua [0.13-0.31]. T awtole toug
UTEEXO0PECUOUS BAETOUUE OTL O AOYOG EVERYOTONONE VEPOS Ty OVISItY BEV TapoLGIALEL UTEREX-
tlunon ¥ unoextiunon. Luyxexpyéva 6tay epopuoleton xou 1 exTiuiTela YEYIoTNS Tavopdvelog
OTIC XTAVOUES peYEDoug, 1 Slaupopomoincy oto Adyo evepyomoinong vepootayowdiwy eivan
wxpotepn tou 5%.
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IIivaxag 7.7: Yratiotikd ané tg ovvaptrioes ntukrotntas miavdtntag tng Kataképuens ouvioTdoag
ToU avéuou.

Huepiowo

(otvoduxd »oun Moévo avodixd Towzoypova
, . RE TNV
xadodixd pelpoTo ,
, AVILOTRPOYN
pelporTal)
Meéom Twuq . mean min max | mean min  maz
21 Maitou 00 -01 0.3 04 00 03 0.9
22 Maitou -0.2 -0.2 0.0 0.1 0.1 0.1 -0.2
10 Iouviou -03 -01 -0.3 | 0.1 02 0.1 -0.3
11 Touviou -02 -03 -02| 03 02 03 -0.3
Alaonopd o mean Min  Mar | mean Min  MAT
21 Maifou 08 03 1.2 09 04 12 1.1
22 Maifou 0.7 04 1.2 0.5 04 05 0.6
10 Iouviou 08 05 1.1 08 05 1.1 0.7
11 Touviou 0.7 03 1.2 1.0 0.8 1.2 0.3
Xocpoc’x‘cnptc‘ian mean Min  Mar | mean Mmin  Maxr
TayLTNTX W
21 Maitou 06 02 1.0 0.7 03 1.0 0.9
22 Moatou 06 03 1.0 04 03 04 0.5
10 Iouviou 06 04 09 06 04 09 0.6
11 Touviou 0.6 02 1.0 0.8 06 1.0 0.2

ITivaxacg 7.8: Ilapduetpor evepyornoinons vepootayovidiwy

21 Moiouv 22 Moaoiov 10 Iouviou 11 Iouviou

Mey. vnepxopeocpos (%) [0.13,0.26] [0.15,0.31] [0.14,0.19] [0.13,0.26]
Negootayovidia (m—?) [285,453] [270,324] [539,655] [281,476]
Aoy. evepyornoinons (%) [62,98] [82,98] [70,90] [58,98]

7.2 Acltepr wEV0080g: YT TOAOYLOWOG TNG PONG UETAPOEAS CWUATLOWY
xataxopugpa cto AOX

H petopopd tov auwpolueveny owpatdiwy 1o AOX mapouctdlel TOAULTAOXOTNTA XoL UEYEL TWOEA
0ev €yel pedetnlel cuoTnuatxd pe pedddous evepyntixhc tniemioxdmnone. Tekeutada €xel
napovctlaotel Wialtepo evdiapépov and Ty xowdtnta tou ACTRIS/EARLINET va nopéyouv
xad” Ooc N poY) TV cwuaTdiwy yéoa ato AOX. TuvepyloTixéc UETRNOELS amd €Vl ENAOTIXG
oVotnua lidar cwpatdiwy xou éva cbotnua Doppler lidar yropolv va yenoiwwomoindoiv yia
TV avdxtnor authg Tng TtAneogopiag. Mia uédodog vionowinxe tpdopata u€oa 6TO avEPENO
AOY o€ Enpéc atpoopapixéc ouvifixes (younhn oxetxy vypaoia) avapépeton otny [147]. Edd,
TEOCTICOUE VoL ETEXTEVOUUE TNV EQAPUOYY TNG HEVOBOUL OF Wlal TEP(MTWOTN UE EUPAVIOT| VEPL-
onc oty xopur| Tou AOX 6TOU XAUTE TNV YETAPOEA TV TWUATLOIWY XATAXOPUPA, BLOYXWVOVTAL
xa UEYOAWYOLY o€ PEYEVOC AOYR TWV UBPATUMY TOU TEOCGAUUBAVOUY YOpw TOUG.

Ané v Bdorn dedouévwy Tou mewpduatog HygrA-CD, yenowonomoaue T TauTOYPOVES
nueptoleg petproelc otov otadud ‘Anudxeitoc’ tng 1lng Iouviou. H nocotixonoinon tng
AATOXOPUPTG UETAPORAS CWUATIOIWY Tpouto¥étel 6TL xou Tar 600 cuothAuata lidar yetpolv tov
(8o atwoopoupind 6yxo. To lidar ATAS Aertovpyel oo prxog xOuatog 532 nm xou o YEWUETELXA
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YxAua 7.43: Ywanoukd and g ovveptioes tukvétntag mbavétntag tng kataképueng tayvTnTas.
H kéxkivn ypapuun eivar n péon tipn g tayvtntas kar n palpn ypauun n diaomopd ws mpog tn péon
Tun.

XUEAXTNELO TLXE TOL TOUTIOV Xal OEXTY) UAC ETUTEETOLY TNV AVAXTNGCT| TOU GUVTEAEG TY| OTUCVOOKE-
000N CLUATIOIWY Tdve and to 300 m amd TNy empdveia Tou eddpous. O puiudg detypatiowol
Tou eAaoTd omoYooxedalouevou ofuatog etvar 20 MHz xou odnyel otny xotaxdpupn dlonpt-
T avoTnTa Ty 7.5 m. H ypoviny| Stopitir ixavotnta tou cuo thpatog lidar opiotnxe (on e
100 s ye oxomo vo emtevy Vel Evag xavomomnuxd xohog onuatodopufxog Aoyoc. To teleutalo
Hog EMETEEPE VoL AVOXTACOUKE TIC BLUXUUAVOELS TOU GLUVTEAEGTY) omoBooxEdaong cwuaTidiwy 3
we o@diua e téEne ~15% [97]. O cuvtedeothc omobooxédaone extiwhinxe and tn uédodo
Klett [51,115] xdvovtag unddeon we npog to Adyo lidar S. EmhéZaue v ) S=45 sr enewdy
Aty 1 o oLYVE TopaTNEoVUEY T xotd TN didpxelo Tou Tepduatog (Bhéne Lyhuo 6.27).
To cVotnua Doppler lidar efvon éva eunopixd chotnua mou yenoylonolel cOUPYT €TEEOBLYY
YY) laser pe duvaTOTNTES CAEWOTNE OTIC TEELC DLUOTACELS TO OTOIO0 XATACKEVACTNXKE AO TNV
etaupioc HALO Photonics, 1 xahf Aertoupyla tou onolou éyel motonomdel oto [99]. To ouy-
xexpluévo cLotnua lidar €yel T duvatdTTa Vo Aettovpyel ye évay ahvieto TpdT0 Gdpwaong Tou
HOC ETUTEETEL VO UETEOVUE TNV XATAXOQUYPY| CLVICTHOOO TN ToUTNTUG W UE CQIAUA WUXEOTERO
amé 0.1 ms~! [151]. H xotaxdpuen ywewd daxpltind wovétnto eivor 30 m xon 1 ypovixh
ool avotnTa 14 s.

[No yetprosic TUpP®BOUC UETAPORAS YeNotoTolelTan TOAD GUY VA 1) TEYVIXT CUCYETIONS O TEO-
Buliouwy. H cuyxexpuuévn teyvint| EMITEENEL TOV HUECO UTOAOYLOUO TNG PO TWV AEROAVUATOY
wéoo 6to AOX xou punopet vo cuoyetiotel pe v Stoxduavon e pdlog and to €dapog Yéypet TNy
xopu@Y) Tou AOX. H yedodoroyia anantel Tov UTOAOYIOUS TNC CUVBLIXOUAVOTNE TNE XATAXOPLUPNS
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oUVIOTMOoAS ToL avéuou w’ ot Tou cuvteheoTol omoooxédaone . Mio mpounddeon yio v
eQapUOYY) TNS ueVOdOoL elvon 1 Aeyouevn ‘morywuévn toePn’ mou mAneeiton Yéoo and TNy undveon
tou Taylor. Ytnv npdén, 6tay UeAeTOUUE OTOLUBNTOTE UETEWPOAOYLXY) TUPAUETEO, OL YPOVIXES
OLIXVHUAVOELC 0TO UETO EXPEACOVTOL WC W0l ATTAY) HETAPORA TWV YWEIXWY DLUXVUAVOEWY UTO TNV
enidpaom tng TaydTNTaC Tov elvon (o e TNy évtaot tou avépou. To teheutalo pog emiTpémel va
OUVOEGOLUE TNV XAHAX TOU YEOVOU ol TNG CUYVOTNTAS AUTNS TNG TOEOUETEOU UE TNV YWELXN
TOU XA{axo Tou Prxoug xouatog ¥ Tou xupotopiduol [153).

Anéd v Bdon dedouévev tou mepduatoc HygrA-CD, emié€aue v meplntwon tne 11ng
Touviou Yy va egapgudécovue TNV mapandve Ttexvixr. O Adyog elvon 6TL exelvn v nuépa
TopaTNENINXE VEQPWOTN xaL TOUTOYEOVA Xoh avauelln oty xatotepn atudogapa. H xotdo-
Taom avdpeline yapaxtnelleton and tov xo Uhog Aoyo avduelEng Twv LBEATUMY. XTo Lyruo
7.44, o Noyog avduellng elvan oyeddv otadepdc xou (oog pe 9 gkzg_1 and To £00poc EmS TA
2000 m Uoc. Autod eivon plor Evoeln evog xahd avapeurypuévou AOX Aoyw Tne TROYEVECTERN
enidpoaone TuePdoug poric péoa 6to AOX. NyeTixd YUE TO CWUATIONXG POPTO, 1) CUYKEXQULEVT
nuépa yapoxtnelotnxe and oyetixd vdnid OBA(500 nm)>0.17 xa évav exdétn AE(440/870
nm) nepinou 1.5-1.6 (BAéne LyAua 7.45). H ypovooelpd twv petploewy o tapotd nepitou oTic
07:30 UTC Aoyw ToU oyNUaTiono) VEPHONG TOU dNUOVEYOUY TROBANUN OTIC UETEHOES UE TO
nhoxd putoueteo. To cbotnua ATAS aviyvevoe ta mpwta vEgpn Ayo mplv tig 08:00 UTC ot éva
Oog mepinou 1900 m. Enopévwg, 1o ypovixd mapdidupo mou yenowonotidnxe yio Tnv HeAé
e TUEPMOBOUE XATAXOEUPNG UETAPORAS TwY CwUATOWY elvon petagd 06:40-07:45 UTC.

3000 T T T 3000

25001 2500+

2000

2000+

1500} 1500} }
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1000 1000

500} 500 -

0 i i i 0
=10 0 10 20 30 5 10 15

Temperature C] Water Vapour Mixing Ratio [g/kg]

YxAua 7.44: Padiopdlion ons 11 ITovviov 2014, 12:00 UTC. To apiotepd ypdenua deiyver eEwtepixi
Uepuokpaoia ka1 Jeppokpacia dpéoov, to peoaio ypdenua O€iyver tov Adyo avduea&ns vdpatudy kar to
oe&id ypdgnua Seiyver tny evlainia tou avepxduevou aépa.

Or petprioeic g poric cwpatdiny xad” Ujpog urtopolv va tpaypatonondoly xdtw and tnv
uno¥ean OTL 1 CUYXEVTEWOT TOV COUNTIBIWY elvor ouoloyevrg oTic oplldvTies X,y-Oleudivoelg
mavew and ta cuothpata lidar. H eyxvpdtnta autrig tng unddeorng elepeuvidnxe yéoa and to
wovtého WREFE. Ou Soxupdvoeic tne udlag oatwpolUevmny ooUATIOmY Téve omd To CUCTAUATI
lidar elvon xLpltg AoY K XUTAAOELPNG UETAPORAS TWV CWUNTIOIWY HECAU TNV ATUOCPUEIXT OTAHAN
agpat xou oL dlaxupdvoele Aoyw optllovTiag PeTaopds unopolyv vo mapaingvolv. H évtaon
EXTIOUTNG oMo TIC TNYES TWY COUATIOIDY QUIVETIL VO TUPAUEVEL TPOCEYYIOTIXG oTodepn Yl TNV
neplodo 06:00 xou 12:00 ota Xyhuorta 7.46(o) xon 7.46(B).

H xotoxdpugn por| cwpatidlnv xuplwg ogelletar otoug peydhoug otpofihoug ue péyedog
Tapouolo Ye awtéd tou Bddoug tou AOX. Acdopévou 6Tl 1 TOpPRN unopel vo ex@paoTel oE OL-
APOPETIUES HAUOXES, VAL AEXETA YEHOWO VAL XATUACHEVACOUUE TO EVEQYELOXO (QAOUN TO oTolo
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ExApa 7.45: OBA ka1 AE arnd ta Sedopévay touv nhiakol gwtduetpov (11 Iovviov 2014)

expedlel moon xvnTixt evépyeta etvon amodnxeuvuévn otov oTpofloud avdhoya Ue Tov PEYE-
Yog/xupotopdud k. To evepyelaxd @dopa tou cuvieheot onoYooxédaone mopouctdleto
oto Uyfuo 7.47 v 800 BlapopeTnd athoopoeixd otpwuata o LdN 720 xou 810 m yl ToO
xeovix6 dudotnua 06:40-07:45 UTC. To gdoua paiveton vor xahOTTEL TO UEYAADITERO UEROS Ao
v adpavetaxr) unoneployy) mou axohoudel Ty unddeon Tou Kolmogorov yio tnv opoyevh xou
wwotpomxt TOpPN [155]. O vépoc tou -5/3 €yel npocupuoctel Téve oo dedopéva YLo To doua
Twv ouyvothtwy 8 X 1073 —2 x 1072 Hz. Ye udmibtepec ouyvétnree mopatnpolye pic mo
eninedrn ovunepipopd mou ogeihetan oTov YopuBo o onolog emxpatel e exelvo GTO TUHUA TOU
pdopatog [156]. Ipdyuartt, teproployacte and v ouyvotnta derypatoindioc towv 100 Hz xou
OEV UTOPOVUE VO UEAETHOOUUE UixpdTERES BoUés TUEPNG.

H ocuvelogopd twv tupfdn potv xatd ufxog twv otpoflilwy umopel vo nocotxonomlel
wéow Tou dapdopatoc Twv w' xou . By mepintwon pog, oL GUYVOTATEC TOU GUVELTPEPOLY
OTNY XATONOPLGT, UETOPOPS Elvan 670 glpoc 1 x 1073 —2 x 1072 Hz (BAéne Lyfuo 7.48). Me
v unddeon Taylor yio v naywuévn tOpPn, Beloxovue 6Tl auTéC oL CLYVOTNTES AVTIOTOLYOLY
oe ueyedn otpoPilwy and 450 éwg 8000 m. To urxn xOpatog A v oTpolIAoudyY unopody
VoL UTOAOYLOTOOY amtd TN uéor ToDTNTU Tou avéou mou Hrav 8 ms . Emxpoatel avodixh
AATOXOEUPT] LETOUPORS COUATIOIY OTay TO Bldpacua €yl YeTxd TpoaLuo, dnhady yio otpofiloug
ueyédoug 450-1500 m. Autol o otpofihiouol €youy tagduoto yéyedog ye autd tou Bdioug tou
AOX xou owtéd e€nyel TNV xUAH XUTAXOELUEPY) AVIUEIEN UETE TO TOTUXO UECTUEQL.

H ouyxévtpwon pdloc twv agpolupdtony oe Enpéc ouvifixes (yopunhh oyetix vypooio)
unopel va Peedel and Tov cuvteheoTr) omicVoox€daone TV cwuatdlwy. ‘Ouwg, oe atyoo-
poupeéc ouvixeg Ye LPNAT oyeTnr Lypasia AVOUEVOUPE OTL O GUVTEAEG TN OTLOVOOXHEDACTG
evioy Vet AOYw Tne auinuévne nocdtntac vepold ota cwpatidi [158, 159, 160]. H péon tun
Tou oLVTEAES T omoVooxédaone ato ypovixd mapddupo 06:40-07:45 UTC mapoucidletoan oTo
Yyfhuo 7.49. Ebvon gavepd 6t o Uoc 1800 m uniple evioyuorn tou cuvteleo Ty omoVooxé-
daonge, 1 onolo awtiohoyeiton Brénoviag ta eninedo oyetxfic Lypoaoiog xod Udoc (Bréne Lyfua
7.50). H oyeuxh vypooio méve and to 1800 m Eenepvd to 80%. Xto (o ypdgnua Brénoupe
N duvoxy) Yeppoxpacio xod” Uog dmou mave and ta 2000 m eupaviler pio Yetinr Baduido xou
CUVETIC Ol XATAXORUPES UETAPORES TAVw amd autd to Oog neptopllovTon.

IIptv mpoywenooupe 0ToV UTOAOYLOUS TNE PONG TWV CWUATIOWY, elvol amapaitnTo Var amoth-
A&&ouye tov ouvteeo T omoVooxédaong amd TNy enidpoon tTng uypaoioc. 't autd avaxtiooue
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Yxhua 7.46: EvaioOnoia exmopundy and to povvého WRE otis 06:00 ka1 12:00 UTC ya ta atjpoo-
paipikd otpduata 0-1 km kar 1-2 km (aépieg pdles nov épdaoar ndvw and tny Adve onig 11 Tovviov
2014)

T0 TopdyovTa evioyuong Tou cuVTEAEGTH omicVooxEduone YewpvTag dedouéva Tou 3 xou Tou
RH yw tnv neployry 2100-2500 m. YTrovétouue 6Tl O qUTH TNV TEQLOYT OL TEPLOOOTERES Ao
TIC BLPOPOTOINTEL 0TO GUVTEAECTY OTLoVOOXEDUOTC TapaTnEoLYTL AdYw dlapopds oto RH.
H vnéddeon avth emBeBancdvetan and v detinh Badulda tng Suvouixhc deppoxpaciac (BAéne
Eyhua 7.50). To Uog avagopd tou yenotworowidnxe Aoy to 2500 m 6mou 1 oyeTxt| uypaocio
etvan 65%. Egopuélovtoc v napopetponoinon Hanel yio évay exdétn y=0.85, nethyoue nohd
%A TPOCAPUOYY) TOU LOVTEROU TV oTar dedouéva yia oyeTixéc Lypaoiec 65-70% xar 80-90%.
Ia ty meptoy RH petalt 70-80% o mopdyovtag evioyuone extipdron and to dedoyéva lidar va
elvon LeYohOTEPOC amd TOV TUPAUUETEPOTIONUEVO TtopdyovTa. Autd mdavotnto tapatnee(ton ETELON
N CUYXEVTEWOT AEQONDUATOS UEAVETOL OO OVETERO 1} XUTWTEPN CTEWUITA TNG ATUOCPAUEIG.
H avaxtoduevn twn yio tov extétn v Beédnxe (on pe 0.85 mou elvon plo péon Twn TV THoOY
0.47-1.35 mou Beédnxay yio aotixd owpotidio otny néin tou Iopiool [162].

Yy neplntwon twv Enpdv atpoogoupixey cuvinxoy 6tou to RH napapével oyetixd oto-

Vepd oe oyéon pe 1o o xou mdvtote xdtw and 40%, onoladHToTE dloaxduaveT, 0TOo CUVTE-
Aeo | omioYooxédaone cwuatidiwy ogetheton o HETUBOAY TNS CLYHEVTEWONG TWV COUXTIOILY
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IxAua 7.48: Audpaocua twy diukvudvoewy tov owtedeotn omioPookédaong twy cwuatidiny Kai Tng
KaTakopuepng ouvioTidoas Tov avépou.

eVe oTNY TEp(nTwon g uyeRg atudogalpa, wa adEnor tou cuvtekea Ty omioYooxéduong dev
OLVETAYETOL amOALTA Xt aOENon Twv cwpatdiny. 'V autd xa dopddooue T0 cuVTEAEoTH
omoPoox€daong and To pouvoueva evicyvong Aoyw udmiol RH 6nwe gotvetoan oto Lyrua 7.51.
Or Sapopéc avdpeoa otov BlopYwuévo CUVTEREC T xaL Tov apyixd elval Wlatepa eupavelg ot
weyolbtepo On (m.y. ota 1200 m yetd ) diépdwon o cuvteleos T omoVooxédaong etvar d0o
POPES UIXPOTEPOS AT TOV dpYIXO CUVTEAESTY).

H oY) twv cwyatidinv Aoye xatoxdpupng UeTagopds unoloyioUnxe puéow tng cuvdlaxs-
wavong Cy, g mou elvon Vet 6Ty €YOUUE AVODIXES XWVACELS XL OQVNTIXY OTAY €YOUUE XOo-
Yoduxéc avoelg. H por| twv cwyatidiny napovcidletar 6to Lyhua 7.52 yior o On 700-1300
m. H petotpon) tou cuviekeoty| omioYooxédaone cwuatdinwy B o pdlo cwpatidiny €yive
uéow tou alyoplituou LIRIC ypnollonoldviog yopaxTnelo TIXES TUXVOTNTES Yiol ToL AETTOELOT
xan Yovdpoeldy) cwpatidio. Tehxd n pory wdlog cwpatdinwy tou nopgovaldleton 6to Lyfuo 7.53
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xpoviké mapdBupo 06:40-07:45 UTC (11 Iovviov 2014)
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SxApoe 7.50: Avvapikr) Oeppokpacia kar oxetikn vypaoia kal’ Upog ané dedopéva padiofolicewy otig
12:00 UTC (11 Iovriov 2014)
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YxAua 7.51: Méon nurj tov ovvtedeotr) omofookédaong twy aiwpolpevwy owpatidioy S1oplouéros
and v enidpaon tng oxetikng vypaoias (11 Iovviov 2014)
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Tpoéxue and évav péow mopdyovia yetatponic C=23.5 ug m—3Mmsr. O avoxtolpevec Tyuée
Tou xupaivovtor 6o evpoc 0.5-2.4 g m~2s71 oo avdtepo evepyd AOY (800-1300 m) gatvov-
To ToAD Aoyixég xau yopoxtnelo Tég Yoo AOX ue mopousia avodixdy Hepuixdv peuudtwy. H
wéon ponf pdlac ebvon mpooeyyotxd 1 ug m—2s~! nou aviioTouyel oe éva pudpde enaywyhc
tou AOY {60 pe 100 m k™1, o onoloc ftav o péooc pudude adinone tou AOY oty Adfva Tic
apyoTepES Tpwivée wpeg (07:00-07:30 UTC) v xohoxaupwvh nepiodo.

1500
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IxAua 7.52: Ymodoyouds tng katakdpueng pors aepoddjuatos yia to xpoviké mapdivpo 06:40-07:45
UTC (11 Iovviov 2014)
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EyApoa 7.53: Extiunon wng poris udlas aepoAvuatos (11 Iovviov 2014)

Keg@dhowo 8: Eniloyog xou LEANOVIIXES TEOOTTIXES

O o106y 0¢ TNg Tapoloag BdaxTopIXhS SlatEB3rc HTay Vo pedetniel 1 enldpaon TwV awEOLUEVWY
CWUATBIWY OTIC BLOTNTES TWV VEQWY LTS TNV entidpaom TUEBNE oto AOX. Ta xupldTepa euplAT
oyetiovtal Ye TNV avanTun VEQwong otny Teploy Y| TNg xopuprg Tou AOY dnwg autd tpoéxuday
and o melpopo HygrA-CD. Ilapatnerdnxe avdntuin véguone tic nuépes pe Bod AOX (~2-
2.5 km). Xty Adva, epgpavileton ouyvd Badl AOX dtav emxpatody o Etnolec, dtav dnhadn
EMXEATOVY PETELOG TEOC Loy LENE EVvTaong dvepol and Bopeieg dieudtivoelg. Tote, ov aépieg pdleg
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mou @idvouv otnv EITA npoépyovton amd v Kwotavtvoinohn xo tig Blopnyovixée {oveg
YOpw amd Ty Maden Odhacou, xou GUVETOS YeTapépouy Torholg agploug pinoug. Ilapdho mou
UTIEEY 0LV HEYBAES GUYXEVTEWOELS cwpaTdlwy ato AOX, miavdtata ol cuyxevipwoelg IIXN mou
onuoupyolvTar vo uny etvon uhmiég. Mia mdoavr e€¥ynon etvon 6TL T cwpatidla avtoywvilovta
yio Tov (B0 UTEPXOPEOUS XU TEAXA TAL AEPOALHATO O €lvol TAOUGCLY GE avOEYAvVAL oToLyEld
EVEQYOTOLOUVTAL ETELDY EIVOL TO UYPOOXOTIXY.

Yav uehhovtind Brjua, mpotivoupe vo uehetnoly xou vor Y apaxtnetoVoly auTté oL UETUPER-
oueveg agplec UAleEC WS TPOS TNV LYPOGXOTUXOTNTE Toug. Tote, plo uehétn cuoyétiong aviueooa
otov puiUd peYEviuong NG OLIUETPOU TWV COUATOIWY XaL TNV €VIoYUOT OTO OUVTIEAECTH
omioVooxEdaoNe Umopel Vo Mo TAUREYEL €VaL HEYHAO apLdUd amd TEQIITAOOELS Yiol Vo ETBeBandd-
GOUUE TNV TEYVLXY| UTOAOYIGUOU TNG XATOUXORUPTS PONC CWUNTLOWY.

It tic nuépec ou yapaxtneloVnxay and éva pnyd AOX (<1-1.5 km und N-NA poéc avépou),
0 UTEEXOREOUOG Bev emTelYUNXE oE xavéva onuelo péoa oto AOX. Xe dheg T MEQITTWOELS UE
cot) agplowv wolonv and N-NA dievdivoel, n atudogoipa Rtay mold Ener xaw to eninedo mou
EEXWVOUOE 1) CUUTOXVWOT TWV LOEATUWY HTAY OE YEYAAo LpdueTEo extdg Tou AOX. H dicpelivnon
NS TOCHTNTOC TV LORATUDY OTO XUTWOTERO CTEMUA TNG ATUOCPoues Yo pog dwaet uio Evoelln
yia T0 OG0 ENet| efval 1 ATUOCPALEA ETELDT] TO COUATIOW TOU ETUXEATOVY EfVal 1) EPMULXT| OXOVY)
am6 TV Maydeo. Aedouévou 6Tl Tor cwpatida oxdvne ebvar peydha oe péyedog, unopolv vo
evepyononUolyv € VEQOOTAYOVIBLOL AXOUa XU OF YounAoTepa eninedo unepxopeouol. Enouévag,
N LEAETY) TNG TMEPLEXTIXOTNTAS USPATIUMY TNV ATUOGHPOUEN GE GLYOVUCUO UE T Suvapixt| Tou AOX
Vo pog BWOOLY ATAVTNOT WS TEOS TO TOGO CLY VA dev Unopel vo emiTeLy Vel 1 CUPTUANVWOY GTNV
ATUOCPALEOL XU UTO TOLEG GUVITXEC.

To Bdédoc to AOX gaiveton va elvor avTloTeépng avdhoyo and Ty Tay TNt ToU avéuou
otav ot pot tou apa eivar and NA-A-BA dievdivoeig. Tic nuépeg ue u€tplag €viaong avéuoug,
0 AOX Bev &emépaoe tar 2 km, eV 0TIC MEQINTOOEIC PE loyupols avéuoug amd NA-A-BA
dievdivoelg, to Uog Tou AOY Yo frav yeyohitepo and 1.2 km. H enldpaom tng toelne oto
Bddog tou AOY mpéner vo pehetniel neploodtepo Yoo autée TiC mepntwoelg. H moAdmhoxn
Tomoypapla g Avrvoc lowg va talel évay xplowo podho otny dnuiovpyia VEQwong 6tav ot
agpleg udleg pidvouy amd mapduoles Sievdivoels.

Qc éva yevixod cupnépacya, to nelpopa HygrA-CD unoypduuios Ty onuacior Twv Tautdyeovwy
UETEHOEMY TV 0ERONUMATODY o TN duvax e Tou AOX ue oxond Ty xatavénon e dnuovpyiog
vépwong otnyv meployn e xopu@rc tou AOX. O apriudc twv vegootayovidiwy apyxd oplle-
T OO TNV XATOAXOPUYPT| TUYUTNTO TOU AVEUOU, BEUTEPOY ANO TNV CUYXEVTPWOY] AUWEOVUEVLV
COUATIOIY ot TEAXE Ao TNV YNUXT] CUCTACT] TWV AEPOAVUATMY. 11O UEAAOV, TUQOUOLO TELRH-
portor Yo pog emitpédouy va epfardivoupe otn UEAETN TV OAANAETUORACENY UETOEY OULWPOVUEVWY
COUATIOIY X VEQOTTAYOVLdIwY Tou 01 youv ot Bpoyr|, xadd apXETd EQOTALNTA TUQUUEVOUY
OVOLXTE LOLATEQO OYETNG UE To IXTAG PACTS VEQY XL ToL VEQT T8y ou.



List of Symbols

Greek Symbol Description Units
Qger aerosol extinction coefficient m~!
Baer/ Bp aerosol backscatter coefficient msr
Batt attenuated backscatter coeflicient mLsr
Bm molecular backscatter coefficient m~Lsr
vy lapse rate K/km
T diab adiabatic lapse rate K/km
Om linear molecular depolarization ratio

dp linear particle depolarization ratio

Oy linear volume depolarization ratio

€ kinetic energy dissipation rate m2s™3
nr lidar optical efficiency

Csph sphericity

0 scattering angle rad

(C] potential temperature K

O, virtual potential temperature K

K hygroscopic parameter

A wavelength m

v kinematic viscosity m2s~!
Lo chemical potential for vapor species J/kg
L chemical potential for water species J/kg
p air density kg/m?
Paer/ Pp aerosol mass density kg/m?
Pw water density kg/m?
o surface tension J/m?
o molecular extinction coefficient m~1
Os/a surface tension of the solution/air interface J/m?
O scattering cross section m?

T transmittance

Taer aerosol optical depth

10} azimuthal angle rad

w angular frequency rad/s
w single scattering albedo

Q solid angle sr



50

Latin Symbol Description Units
A Angstrém

Cp heat capacity of air Thg LK1
Cs speed of sound ms
cv columnar volume concentration m3/m?
D particle diameter m

d dry particle diameter m

D diffusion coefficient

e vapor pressure Pa
es/p’ vapor saturation pressure Pa

E turbulence kinetic energy m2s—?2
E collision efficiency

E’ coalescence efficiency

Ey energy of transmitted laser pulse w

E; incident electric field V/m
E internal electric field V/m
E; scattered electric field V/im
f/o frequency Hz
fr(Dp) mass distribution function gm=Y Jm?
In(Dyp) number distribution function m~t/m3
fs(Dp) surface area distribution function m/m3
fv(Dp) volume distribution function m?/m3
G Gibbs free energy J

k wavenumber m~1
l/AH, latent heat of condensation J/g

L length scale PBL/eddy length m

Lo characteristic eddy length m

My vapor mass kg

My water mass kg

M, molecular weight of air g/mol
M, molecular weight of water g/mol
n,m refractive index

N number density m=3
N total particle number m™3
Ny total cloud droplet number m™3
Npa molecular number density m™3

P pressure Pa

P lidar signal w

q specific humidity kg/kg
r particle radius m
r/rL mixing ratio of water vapor/liquid water in the dry air  g/kg
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Latin Symbol Description Units
Qe Mie extinction efficiency

Qs Mie scattering efficiency

Ri Richardson number

Ri, bulk Richardson number

Riy flux Richardson number

S supersaturation

Sc critical supersaturation

S Stokes vector

S total aerosol surface area m?2/m3
S entropy J/K

S backscatter power spectral density .
Sk spectral energy density Y
S lidar ratio sr

t time S

T temperature K

v degree of ionic dissociation of the solute

A% velocity scale PBL ms 1

Vo characteristic eddy velocity ms™1
Ve/Vy coarse-/fine-mode particle volume m3/m3
V/V, total particle volume m3/m3
w vertical velocity ms

wy liquid water content of cloud g/m?

Y impact parameter m

z altitude, height m
Constant Description Units
Qg Kolmogorov’s constant

co speed of light ms1

g gravitational constant ms—?2

h Planck’s constant kgm?s™!
k Boltzmann’s constant J/K

R ideal gas constant Jmol 1K1
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List of Abbreviations

Abbreviation Description

ACTRIS Aerosols, Clouds, and Trace gases Research
InfraStructure

AE Angstrom Exponent

AERONET AFErosol RObotic NETwork

AOD Aerosol Optical Depth

APD Avalanche Photo-Diode

BB Biomass Burning

BC Black Carbon

BL Boundary Layer

BR Backscattering Ratio

BRFAA Biomedical Research Foundation Academy of Athens

CAPE Convective Available Potential Energy

CAT Clear Air Turbulence

CCN Cloud Condensation Nuclei

CDSD Cloud Droplet Size Distribution

DBS Doppler Beam Swinging

DEM National Centre for Scientific Research
“DEMOKRITOS”

DMS dimethylsulfide

EARLINET European Aerosol Research LIdar NETwork

EKF Extended Kalman Filter

EZ Entrainment Zone

FT Free Troposphere

FWHM Full Width at Half Maximum

GAA Greater Athens Area

GCM General Circulation Model

HNMS Hellenic National Meteorological Service

HR-Tof-AMS High-Resolution Time-of-flight Aerosol Mass
Spectrometer

HTDMA Hygroscopic Tandem Differential Mobility Analyzer

HygrA-CD Hygroscopic Aerosols to Cloud Droplets

HYSPLIT HYbrid Single Particle Lagrangian Integrated
Trajectory

ITaRS Initial Training for atmospheric Remote Sensing

IFF Interference Filter

IR Infrared

LCL Lifting Condensation Level

lidar Light Detection and Ranging
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LIRIC
LWC
ML
MODIS
NA
ND
NKUA
NOA
NTUA
oC
OD
ODE
PBL
PBS
pdf
PMT
POM
RH
RL
RR
SBL
SNR
SSA
UuTC
uv
VAD
VRR
WRF

LIdar Radiometer Inversion Code
Liquid Water Content

Mixed Layer

Moderate Resolution Imaging Spectroradiometer
Numerical Aperture

Neutral Density

National and Kapodistrian University of Athens
National Observatory of Athens
National Technical University of Athens
Organic Carbon

Optical Density

Optimal Distribution Estimator
Planetary Boundary Layer

Polarizing Beam Splitter

probability density function
Photomultiplier Tube

Particulate Organic Matter

Relative Humidity

Residual Layer

Rotational Raman

Stable Boundary Layer

Signal-to-Noise Ratio

Single-Scattering Albedo

Universal Time Coordinated

Ultraviolet

Vertical Azimuth Display

Vibrational Rotational Raman

Weather Research and Forecasting
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CHAPTER

The Planetary Boundary Layer

The PBL is the lowest part of the atmosphere wherein the majority of the human activities
take place. A widely known definition for the PBL has been given by Stull (1988) [20] as
following:

“The planetary boundary layer is that part of troposphere which is directly influenced by the
presence of the earth’s surface and responds to surface forcings with a timescale of about an
hour or less”.

1.1 Structure of the PBL

The structure of the PBL and its diurnal variation is presented in Figure 1.1. The physical
mechanisms which contribute to the diurnal variation of the PBL structure are forcings such
as evaporation and transpiration, heat transfer, frictional drag, pollutant emission and terrain
induced flow modification. During daytime, there is a statically-unstable Mixed Layer (ML)
which reaches its maximum depth in late afternoon. At night, a statically Stable Boundary
Layer (SBL) forms under a statically neutral Residual Layer (RL). The RL contains the
pollutants and moisture from the previous ML, but is not very turbulent. The layer close
to the surface is the so-called surface layer. This layer is also known as the constant flux
layer since turbulent fluxes are relatively uniform with height. The surface layer occupies
approximately 10% of the Boundary Layer (BL) regardless of whether it is part of a ML or
SBL. The free troposphere is clearly separated from the ML by the so-called Entrainment Zone
(EZ). During nighttime, turbulence is diminished in the entrainment zone but a nonturbulent
separation layer called the capping inversion remains [21].

Mixed Layer

The stronger dynamic characteristic of the ML is that of turbulence. Eddies of many
different scales govern within the PBL and, hence, they are responsible for the transport of
heat, momentum, water vapor and pollutants vertically. Usually, turbulence in the PBL is
convectively driven even though a real well-ML can only occur in the presence of strong winds.
The main source of convection is the ground surface since the air just above the surface is
heated by the solar radiation and thermal plumes are being formed. In a cloudy boundary
layer, radiative cooling from the top of the cloud layer is another convective source leading to
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YyAue 1.1: Structure of the PBL and its diurnal variation [20]

thermals of cool air sinking from the cloud top. An example of simultaneous presence of such
sources is a cool stratocumulus topped ML advected over warmer ground.

Apart from convection, another cause of turbulence initiation is the wind shear across
the top of the ML. In particular, wind shear is responsible for the production of Clear Air
Turbulence (CAT) and seems to be connected with the formation and breakdown of waves in
the air, the so-called Kelvin-Helmholtz waves.

At the top of the ML, a stable layer known as the entrainment zone is responsible for the
restriction of turbulence domain which functions as a cap for the rising thermals. For this
reason, it is also called as capping inversion layer by referring to the temperature inversion that
mostly happens at this height. Moreover, this inversion layer is responsible for the trapping of
pollutants within the ML. Very frequently atmospheric gases and aerosols are used as tracers
for the determination of ML height. In addition, water vapor mixing ratios tend to decrease
with height because soil and plant moisture is evaporated and dry air is entrained towards
the surface. Often, profiles of potential temperature and moisture are used to characterize the
ML top [22].

Residual Layer

About half an hour before sunset, the thermals stop forming and atmospheric stability almost
diminishes eddies’ effectiveness. The ML gives its place to the RL which maintains its initial
mean state variables and concentration variables very similar to ones of ML.

The RL often stays for a while in the morning before being entrained into the new ML.
When the top of the ML reaches the base of the former’s day RL, the ML growth becomes
faster.

Stable Boundary Layer

The depth of the RL decreased with time. This can be explained by the fact that the bottom
portion of the RL is transformed by its contact with the ground to a SBL. The SBL tends to
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suppress turbulence, however the developing nocturnal jet' enhances wind shears that tend to
generate turbulence. During turbulent periods mixing becomes possible even at the SBL and
during nonturbulent periods, the flow becomes decoupled from the surface. In this case, the
top of the SBL is not well discriminated from the RL.

1.2 Different states of the PBL

The state of the PBL can be characterized as (a) unstable, (b) neutral or (c) stable [23].
Profiles of lapse rate v = _dT/ 4. with respect to the adiabatic lapse rate I',4;4p and vertical
gradient of potential temperature © are widely used for the characterization of the PBL state
as Figure 1.2 illustrates.

A —— unstable \ dO/dz=0
z —— stable z |
- — neutral ‘
|
dO/dz<0 | dO/dz>0
T (c]

YyApa 1.2: States of the PBL: (a) neutral: there is no temperature inversion and the lapse rate v is
equal to the adiabatic one T ygiqp, (b) stable: there is a positive temperature gradient and v is lower
than Tqgiqp and (c) unstable: there is a negative temperature gradient and v is higher than Tqgiap-

The main characteristics of each PBL state are summarized below:
neutral: there is no temperature inversion and the lapse rate « is equal to the adiabatic one
T'oaiap- This is a state which occurs when sensible and latent heat flux from the surface are
negligible. Then, turbulence is exclusively formed due to wind shear stress and not due to
any ascending thermals. This state is rarely true during the day, however, a neutral PBL is
generally observed in late afternoons.
stable: occurs usually during night time when the surface of the earth functions as a sink
of heat. The air closer to the ground gets colder than the air at higher altitudes a positive
temperature gradient occurs. In this case, the prevailing forces due to density difference
subtract energy to the atmosphere which may result to nullification of the turbulence in the
PBL.
unstable: occurs usually in the morning and noon when earth’s surface functions as a source
of heat and thermal plumes are formed. Such thermals may also take place in the marine
PBL when the air close to the surface is more humid than the air above. Thus, instability
which is indicated by a negative temperature gradient result to enhancement of turbulence in
the PBL since the system is fed with energy.

Often, the characterization of PBL stability can be done through the gradient Richardson
number Ri [21]:

lnocturnal jet or low-level jet is a physical phenomenon which occurs when the wind at ground level is
moderate and the winds aloft accelerate to supergeostrophic speeds.
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jj . (1.1)
(&)

For a zero Richardson number the PBL is characterized as neutral, whereas a positive and a
negative Ri implies a stable and unstable state, respectively.

1.2.1 Cloud development over the Planetary Boundary Layer

In general, clouds form when an ascending air parcel becomes saturated. Saturation only
occurs by adding water, by cooling or by mixing processes. In particular, cumuliform clouds
form in statically unstable air and are grouped as active clouds. Cumuliform clouds form
within convective updrafts rising from the ground. The principle behind this mechanism is
that unstable air tends to turbulently stabilize itself, unless there is continuous destabilization
from the ground, due to the solar radiation hitting the surface. The highest thermals may
reach their Lifting Condensation Level (LCL) if the atmosphere is rich to H2O content. Other
type of clouds close to the surface are formed by updrafts caused by turbulence due to wind
shear. In reality, both buoyancy and shear contribute to these updrafts. All these type of
clouds are developing in the entrainment zone as also illustrated in Figure 1.1 [25].

1.3 Formation and maintenance of turbulent flow in the PBL

As it is well-know from fluid mechanics, there are two states of the air flow in the atmosphere;
the laminar and the turbulent flow. In the PBL, the flow is generally turbulent and the
production of turbulence is either mechanically induced or thermally induced or even the
product of the contribution of both. Several concepts that are of value when we speak about
turbulence in the PBL are discussed below:

1. Turbulence is stationary if its statistical properties are time invariant. In simple words,
stationarity condition is only satisfied if the mean value of a random variable is the
same for a given averaging period.

2. Turbulence is homogeneous if the field is statistically invariant in all three dimensions.
This may be approximately true in the horizontal dimension but it cannot be true in
the vertical.

3. Turbulence is isotropic if the field is statistically invariant to axis rotation and reflection.
By definition, an isotropic turbulence should be always homogeneous. In fact, PBL
turbulence is quite anisotropic due to surface roughness and buoyancy effects.

The complexity of a turbulent flow implies the consideration of two components for any
atmospheric quantity s(x,t); the mean flow component 5 and a rapidly oscillating turbulent
component s’. This convention was introduced by Reynolds (1895). Simply, we refer to the
average S and the fluctuation s’ of the random variable s (x,t)

s=35+s (1.2)

with properties
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where a is a constant. The first- and second-order moment of the random variable s is the
mean value 5 and the variance s’ respectively. The covariance® w's’, where w the vertical
wind component is an important quantity which is widely used in Section 1.3.1 representing
flux? terms.

The set of equations governing the flow consists of three equations for the conservation
of momentum (i.e., the Navier-Stokes equation), an equation for the conservation of mass
(the continuity equation), an equation for the conservation of thermal energy (first law of
Thermodynamics), an equation for the conservation of moisture (the humidity equation) and
the equation of state (the gas law)[21]. For brevity reasons, in the current thesis only the
continuity equation for the conservation of mass is included. The compressible form for any
substance x; with instantaneous advective velocity u; is

% + 853;:?) =0. (1.10)
By considering the total derivative form St 8t +u, 8 - Eq. (1.10) becomes
.2 a
The “shallow convection” assumption %% < auj may lead to the incompressible form of Eq.
(1.11)
aa(zj) =0 (1.12)

Such an approximation is possible only if (a) V < 100m/s, (b) £ < 12km, (c) L < C?/g
and (d) £ < Cs/f where V and L are typical velocity and length scales for the PBL, Cs
the speed of sound and f the frequency of any pressure waves that may exist. Generally in
mesoscale phenomena these conditions are met.

1.3.1 Turbulent Kinetic Energy Budget

As it is already mentioned above, the primary source of boundary layer turbulence is the
wind structure and the temperature profile close to Earth’s surface. If the lapse rate is
unstable, turbulence is convectively generated. If it is stable, convection is suppressed and

’In statistics, the covariance is a measure of how much two random variables fluctuate together.

3Any ensemble average of the temporal derivative % can be written in flux notation:

ds 9s

T =5 TV (@) (1.7)
a(s+s)+g(ﬂ+u’)(§+s’)+g(§+v’)(§+s’)+g(@+w’)(§+s’) (1.8)
ot Ox dy 0z
_0s O g Qg O g
8t+v (us)—i—ad +8d —l—adws (1.9)

with u = ui+vj+wk. The last three terms are the eddy correlation terms in the three directions. Usually, the
vertical flux divergence is dominant and the contribution of the terms zz-u’s’ ,%v’ s’ can be neglected.
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the instability associated with wind shear is responsible for the production of PBL turbulence.
The generating processes of turbulence in the PBL can be well parameterized through the
turbulent kinetic energy budget. By definition, turbulent kinetic energy per unit mass is given
as

 (Ereran)
E= 2

where u, v, w are the x- , y- and z-component of the wind vector. The temporal variation of
energy E is formulated as

(1.13)

dFE

where S is the production rate of turbulence due to wind shear effects

S = uw(?j)— W (?;) (1.15)

with the statistical covariances u/w’ and v'w’ refer to the x- and y-direction kinematic eddy
flux of W-momentum B is the energy production rate due to buoyancy effects

B= Hiwfeg, (1.16)

v
with the statistical covariance w’@, being the vertical kinematic eddy heat flux, where 6,* the
virtual potential temperature. Hence, this buoyancy flux could be further analysed to the
sensible and latent heat flux components.

w'0!, = w'¢’ +0.610w'q’ (1.17)

The contribution of S term in the production of turbulent kinetic energy is significant
near the surface layer and at the top of the mixing layer. It is proven that the ratio —B/S is
approximately equal to the flux Richardson number

o
Rij = ei (1.18)

. (u w’gz +v w’a”)
When the Richardson number is negative then both terms S and B have a contribution to
the energy production in the turbulent boundary layer. When Ri; has a positive value, the
buoyancy term B subtract energy from the atmosphere and turbulence might reduce. There
is always a threshold for Rif such as turbulent flow is developed in the PBL if and only if
Riy < Rif [26].
The vertical transport term T in flux form

o(wE-+ )

T=—
0z

(1.19)

8pw

where p is the air density and the pressure transport term. Integrating over the whole
depth of the PBL, the transport term T becomes zero.

The dissipation rate € in Eq. (1.13) is the primary sink of turbulent kinetic energy. It
expresses the rate at which the produced turbulent kinetic energy is converted into thermal
internal energy.

4The virtual potential temperature is mathematically defined as 6, = 6 (14 0.61r +r) with 6 expresses
the actual potential temperature, » and rp, the mixing ratio of water vapor and liquid water in the dry air
respectively.
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1.3.2 Turbulent energy spectrum

In the case of homogeneous and isotropic turbulence, Kolmogorov (1941) showed that turbulent
kinetic energy has a spectral dependence. Figure 1.3 illustrates the energy spectrum as a
function of eddy wavenumber k,, in the vertical. The (a) region is the energy containing part
of the spectrum which is basically the large scale of turbulence where energy is produced
by wind shear, friction or/and buoyancy. The energy that is fully developed at these large
scales is not dissipated. On the contrary, through an energy cascade mechanism the kinetic
energy carried by large eddies is transfered to newly induced eddies of smaller scales. This (b)
region of spectrum is called the inertial sub-range. Within this part of the spectrum, under
the Taylor’s hypothesis of frozen turbulence [27], Kolmogorov showed that the spectral energy
density of turbulent kinetic energy follows a —5/3 power law.

(1) = 2205

where ay is the Kolmogorov’s constant, and k,, is the wavenumber related to the eddy length
scale L, as k,, = 2w /L.

~ o, € /3Ky~ (1.20)
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ExAua 1.3: Energy spectrum of turbulence

The (c) part of the spectrum is called the viscous sub-range. The turbulent kinetic energy
is now carried from eddies of very small scales where viscous effects become important. The
kinematic viscosity of the fluid v can effectively dissipate the kinetic energy into internal
energy. This is the second hypothesis that Kolmogorov introduced for very high wavenumbers

1
and describes the universal microscale length of turbulence n = (V—;) /4.

1.3.3 Kinetic Energy Dissipation Rate from a Doppler lidar

The energy enters the turbulent atmosphere as a result of variations in the mean vertical
wind component. In continuation to Section 1.3.2; the outer length scale of turbulent eddies
Lo supply the turbulent atmosphere with kinetic energy equal to Vi/Lo, where V; is the
characteristic velocity for an eddy of size Ly. The respective energy dissipation to themal
energy is of the order of € ~ 1/V02 / L% and it is negligible with respect to the corresponding
kinetic energy. The eddies of such large scales are unstable and break down to smaller scale
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eddies (Lj < Lg). The smaller eddies are unstable too and transfer their kinetic energy to even
smaller eddies and so on (L, < ... < Lo < L1 < Lg). This energy cascade process demonstrates
that the kinetic energies per unit of mass and time of all scales are approximately equal.
While the size becomes smaller, the dissipation vV;2/L? increases until the eddy becomes to a
critical size [y where the kinetic energy is of the same order with the dissipation rate from
kinetic energy to molecular thermal energy.

L A A 1.21

7R iab Mkl e T (1-21)

The kinetic energy dissipation rate e can be estimated from a vertically pointing Doppler

Light Detection and Ranging (lidar). The method is based on the assumption that turbulence
is exclusively responsible for the broadening in vertical velocity spectra [28]. The variance
of the observed mean Doppler velocity (i.e., the vertical wind component w) contains the e
information.

k
2= [ S(k)dk (1.22)

ko
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If both length scales L and L; lie within the inertial sub-range, the energy dissipation rate
can be estimated directly from w’2.

In Figures 1.4 and 1.5, several quantities derived by the lidar backscattered signal are
presented for a case of cloud-topped PBL. The cloud layer present at the PBL as a result
of the turbulent flow can been distinguished at the top colorplot of Figure 1.4 (showing the
attenuated backscatter coefficient). The retrieved e is presented in the colorplot just below f.
The retrieval of € was possible through the measurements of vertical wind component and
the respective uncertainty which are both illustrated in Figure 1.5. Large values of epsilon at
around 03:00 UTC (06:00 local time) have a smaller associated fractional error as can be seen
by the bottom colorplot of Figure 1.4. The fractional error in dissipation rate is calculated by

Ae  3Aw AL

— == 1.25
c = o T (1.25)

where Aw’ denotes the measurement error in the variance. This is basically due to low
contamination of solar background noise to the lidar backscattered signal. The main source of
turbulence should be the wind shear at this time of the day. Later in the day, at around 09:00
UTC (12:00 local time) the PBL reaches its maximum depth and clouds are still forming at
the capping inversion layer. The production of turbulence should be a contribution of both
wind shear and buoyancy.

1.4 Determination of the PBL height

The accurate determination of the PBL height has been studied by use of lidar remote sensing.
The range-resolved backscattered signal P (z) of elastic lidars contains information about the
height of aerosol layers (see Chapter 3, Section 3.3). By considering the capping inversion
layer as a physical border for the aerosols to move higher, aerosols can be considered as good
tracers of the mixing layer height. In literature, several methods have been proposed for
capturing of the convective PBL top.
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Yxua 1.4: Range-resolved quantities from a Doppler lidar: the top colorplot depicts the attenuated
backscatter coefficient. Just below, the € dissipation rate is retrieved by the variance of vertical wind.
The corresponding fractional error in the dissipation rate is associated to the mean error in vertical

velocity and hence to the signal-to-noise ratio at a particular range gate [28].

Gradient technique

This method is based on the fact that a sudden drop in the range-corrected signal lidar
P (2) 22 vertical profile means the geometric edge of an aerosol layer which usually occurs in
the presence of a temperature inversion. The exact height of this sudden reduction in the
lidar signal can be derived if the first derivative of the lidar signal with respect to height is



72 The Planetary Boundary Layer

3 June 2014

4 T
Vertical wind = -
-
=

0.8

0.6

m st

04

0.z

L L L
1z:00 16:00 20:00 o0:.00

Time (UTC)

0 L L
00:00 04:00 0&:00

SxAwa 1.5: Vertical wind component from Doppler lidar: the top colorplot depicts the spatio-temporal
variation of vertical wind component and the associated error is shown just below [25].

calculated. Then, the PBL top is determined by a negative maximum [29].

2GM ~ min (%) (1.26)

Inflection point technique

The inflection point technique[30] is very similar to the gradient technique with the only
difference that the second derivative of the lidar signal with respect to height should be

calculated.
a2 (P 2
21p & min (%) (1.27)

As a gerenal comment, it seems that this method is less accurate than the gradient method.

Haar wavelet transform technique

The wavelet transform method [31] has a slightly different concept. The lidar signal is
supposed to be correlated with a function of a certain form like the Haar function here. The
mathematical formulation of the wavelet correlation Wy (a,b) for a certain window [Zmin, Zmaz
is

1
Wf (CLJ)) = a

/ TP (2) 2H <ZT_b>}dz (1.28)

Zmin
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with the Haar function being

) I, b-2<z<b
H(Z ): ~1, b<z<b+d (1.29)

a

0, otherwise

where b defines the center of Haar function and is called translation of the function and a
denotes the spatial extent or the so-called dilation of the function. The edge of the aerosol
layer is denoted as a maximum in the convolution of lidar signal with Haar function

zawr ~ max (Wy(a,b)) (1.30)

for zmin < b < Zmaz. This is lately considered as a stable and more accurate method for
automatic identification of mixing layer tops.

The above methods have been compared with respect to their accuracy in capturing PBL
top in cloud-free and cloudy conditions. In Figure 1.6 a typical convective cloud-topped PBL
is illustrated. The color scale in arbitrary units demonstrates the range-corrected lidar signal
at 1064 nm. The highest values denoted with red color indicate very strong backscattered
signal from an atmospheric substance (e.g., clouds). Low values shown with blue color imply
weaker light backscattering by air molecules and aerosols. All intermediate colors between
blue and red mean higher aerosol concentrations in the atmosphere.
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SxAne 1.6: Cloud-topped PBL. The colorplot illustrates the time series of the range-resolved range-
corrected lidar signal at 1064 nm. In this case of 16 July 2013, fair-weather clouds (the so-called
cumuli) have been formed at the capping inversion layer of the convective PBL.

As an example, the above methods are applied to two time intervals in the case of Figure
1.6. The first time interval of 06:45-07:00 UTC (i.e., 09:45-10:00 local time) corresponds to
cloud-free sky whereas the second of 08:15-08:30 UTC (i.e., 11:15-11:30 local time) corresponds
to cloudy atmosphere. The determination of PBL top is more accurate in the case of cloud-free
conditions as it is shown in Figure 1.7. In the lidar profiles, there are two local minima/maxima
at 1700 m and 2500 m which could be considered as the PBL top. The reason why the PBL
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top has been determined at approximately 1700 m and not around 2500 m is the a-posteriori
information of a cloud presence with a base lower than 2500 m. The PBL top could not appear
at a height higher than the cloud base. At a later timeslot, the presence of clouds in the lidar
profiles makes the precise determination of PBL top more difficult. In Figure 1.8, we could
not precisely identify the PBL top by applying any of the aforementioned methods. In fact,
the strong backscattering from the cloud base might prohibit the successful discrimination of
aerosol layer edge. For this reason, we frequently assume that cloud layer base coincides with
the mixing layer top. Therefore, in the cloudy conditions of Figure 1.8, the PBL top has been
determined at 2000 m.
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SxAwe 1.7: PBL top in cloud-free sky. The lidar profile corresponds to the time period 06:45-07:00
UTC (i.e., 09:45-10:00 local time) from the case study of 16 July 2013 shown in Figure 1.6. The first
panel from left shows a profile of range-corrected lidar signal from 800 m (full overlap function) up to
4 km height. The gradient technique, inflection point and Haar wavelet transform methods have been
applied to the lidar profile and is illustrated in panels above. PBL top seems to be approrimately at
1700 m height above sea level.
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YxhAua 1.8: PBL top in cloudy sky. The lidar profile corresponds to time period 08:15-08:30 UTC
(i.e., 11:15-11:30 local time) from the case study of 16 July 2013 shown in Figure 1.6. Similar to
Figure 1.7 the panels from left to right depict a profile of range-corrected lidar signal from 800 m (full
overlap function) up to 4 km, the gradient technique, inflection point and Haar wavelet transform
methods applied to the lidar profile respectively. PBL top has been difficult to be identified for such a
lidar profile because of the cloud layer at 2 km. Consequently, the PBL top has been determined to
coincide with the cloud base at approximately 2 km height above sea level.
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Using lidar remote sensing for the continuous capturing of PBL top, an estimation of the
entrainment rate is possible. For this specific convective PBL of Figure 1.6, the entrainment
rate has been estimated of around 200 mh~!.

Recently, the Extended Kalman Filter (EKF) technique [32] has been applied to the NTUA
lidar data [33]. Against classical techniques, the EKF approach is based on estimating four
time-adaptive coefficients of a erf-like curve model h (z)

h(z;zbl,a,A,c)zg{l—erf {\C/Xi(z—zbl)}}—i-c, (1.31)

where zp; is an initial guess of the PBL height, « is the entrainment zone scaling factor, A is
the amplitude of the erf transition, and c is the average molecular background at the bottom
of the free troposphere. The PBL height over Athens in early summer (e.g., 15 May-22 June)
showed a daytime maximum of 2.57 km during Etesian flows (N-NE wind directions) and a
minimum of 0.37 km during Saharan dust flows (SW-S wind directions) [33].

In addition, apart from the PBL height determination from lidar data, radio soundings
are reliable for the accurate PBL height derivation under various atmospheric conditions by
calculating the bulk Richardson number Rij [34], [35], [30]. Rip at a certain altitude z is given
as a function of the potential temperature and wind speed at this altitude and the surface [37]

. o %(Gv (2) = Ouwo) 2
R S e,

where 6,0 and 6, (z) is the virtual potential temperature at the surface and at altitude z,
respectively, g/0,0 is the buoyancy parameter and wu(z), v(z) are the two horizontal wind
components at the altitude z. The PBL height is found at the altitude in which Ri; exceeds
a certain critical value Rip.. The optimal Rip. value varies with respect to the application.
Typically, a Rij, value larger than 0.25 is needed for the unstable PBLs [38]. In a recent
study [39], the authors found that Rip. increases as the PBL becomes more unstable: 0.24 for
strongly SBLs, 0.31 for weakly SBLs, and 0.39 for unstable boundary layers.

(1.32)
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CHAPTER

Aerosol-cloud interactions and their impact to climate
change

Atmospheric particles or particular matter may be solid or liquid with diameters from 0.002
um to 100 um. The lower bound is not strictly defined because there is no accepted criterion
at which a cluster of molecules consist a particle. The upper bound corresponds to particles
(like drizzle or sand) which are so large that they cannot remain suspended in the atmosphere
for a long period because it does not have negligible terminal velocity. Larger particles in the
atmosphere are usually produced in the form of precipitation (e.g., rain drops with diameter
in the order of mm) and fall out of the atmosphere very fast. The atmospheric processes which
result to interactions between aerosol and clouds are still unknown. This lack of knowledge
adds more uncertainty in the prediction of future climate from the numerical models.

2.1 Climate change: state-of-the-art

After the industrial revolution, aerosol concentrations have been significantly increased and
the response of the climate system to this sharp increase of emissions is still not well-predicted.
Consequently, we need to improve our understanding of the role of aerosols and cloud droplets
in the climate system. A recent overview of our current knowledge on the topic is summarized
in [40]. Tt address many questions with respect to lack of experimental data to improve the
General Circulation Models (GCMs). Provided that aerosol microphysics can be accurately
measured in-situ, retrieval algorithms for vertically profiling aerosol optical properties with
means of ground-based and space-borne remote sensing instruments should be developed.
From the radiative forcing point-of-view, cloud microphysics (i.e., liquid water path and
cloud fractional coverage) is the dominant contribution to planetary albedo that needs to be
simulated in climate models. Cloud droplet concentration is the key microphysical mediator
of aerosol - cloud interactions in warm clouds. It is governed by two factors: (a) the size of
the aerosols that activate and (b) the updraft velocity of the air that transports the aerosols
to the aerosol of activation. The most advanced GCMs represent the warm cloud formation
using mechanistic parameterizations that use updraft velocity, particle size distribution and
particle composition to predict the Cloud Droplet Size Distribution (CDSD).

The observations of aerosol-cloud relationships are still very limited [11], [12], [13]. Aerosol
hygroscopicity required to account for humidity-dependent aerosol optical property changes
when there are conditions in the atmosphere which initiate cloud formation. This is a barrier
for deriving remote sensing observations in a systematic basis [44]. The number of activated
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cloud drops at cloud base depends on the aerosol CCN supersaturation activation spectrum
and the cloud base updraft velocity. From satellite measurements AOD has been considered
correlated to CCN [15]. However, because of no other options, AOD has been used as a proxy
for CCN number. However, such an approach comes with many disadvantages:

e aerosols smaller than 0.1 ym in diameter are indistinguishable from molecular scattering
from air molecules, whereas aerosols larger than ~0.05 pum often serve as CCN especially
in pristine environments, where small absolute changes in aerosol loading lead to large
relative changes in cloud properties;

« aerosol swelling at high Relative Humidity (RH) causes uncertainty in determining the
size distribution and total dry mass of particulate matter [10];

o cloud contamination of aerosol retrievals can exist [17];
¢ cloud-scattered light can alias nearby aerosol retrievals;

e the observed AOD are column integrated quantities and may come from aerosol layers
other that those which interact with cloud base.

o clouds obscure the aerosol signal beneath them [15]

2.2 Aerosols: characterization and properties

Aerosols are defined as relatively stable suspensions of solid or liquid particles in a gas.
Particles may be either directly emitted into the atmosphere or formed in the atmosphere via
photochemical reactions. The former particles are called primary while the latter are called
secondary particles. The formation mechanism for primary aerosols is twofold (a) bulk-to-
particle conversion (e.g., mineral dust, pollen) and (b) liquid-to-particle conversion (e.g., sea
salt). Secondary aerosols form only within the atmosphere from precursor substances like
gases, hence through the physical mechanism is gas-to-particle conversion. Through physical
and chemical aging processes, when the thermodynamic state of the atmosphere permits
it, aerosols functions as CCN and enhance cloud development processes. Aerosols lifetime
is generally short from few days to few weeks and they are transported to remote regions
following always the wind trajectories. Finally, they are removed from the atmosphere via
either dry deposition due to the gravitation force or wet deposition in the form of precipitation.
Aerosols’ life cycle is schematically illustrated in Figure 2.1.

It is common to discriminate atmospheric aerosols with respect their size range and their
origin. We usually make a distinction between “fine” and “coarse” particles referring to
particles smaller and larger than 1 pm respectively. In fact, particles falling in “fine” mode
are further classified to the “nucleation”, “Aitken” and “accumulation” mode. The nucleation
mode refers exclusively to secondary particles and its formation involves the nucleation of
a new phase (liquid or solid) from a supersaturated gas phase. The other modes consist of
both primary and secondary aerosols. Table 2.1 provides the most common aerosol types with
respect to their size.

Aerosol sources have been grouped into two big classes; the anthropogenic sources due to
emissions from industry and power plants and the natural sources. The most common aerosols
of natural origin are mineral dust, sea salt, biological aerosols like bacteria and pollen. Aerosols
of anthropogenic origin include sulfates, nitrates, Black Carbon (BC) and particular organic
matter. Sulfates may also originate from natural sources through dimethylsulfide (DMS)
which is emitted by phytoplankton species after their death. Due to the high concentration of
oxygen to the atmospheric, DMS by its reaction with Oy produce sulfur dioxide SO2 and a
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ExAuwe 2.1: Life cycles of aerosols: sources and sinks [/9]

secondary product is sulfate S Oz_. Moreover, apart from the ocean, DMS is also released to
the atmosphere through vegetation. Last but not least, volcanoes (via eruption and continuous
degassing) may be substantial natural sources of SOz which functions as an effective sulfate
precursor. SO is mainly emitted to the atmosphere through anthropogenic activities among
which ship emissions and fossil fuel combustion are the most dominant. Biomass Burning
(BB) is an important source for BC and Particulate Organic Matter (POM); main products
of incomplete combustion of biomass. High concentrations of BC and POM are due to fossil
fuel combustion. The anthropogenic activities are also responsible for nitrates NO, although
one small portion of such emissions comes from natural sources; lightning and the soil which
produces NO [50], [51].

ITivaxag 2.1: Aerosol modes and possible types per mode

Diameter Range

Aerosol mode Type

[1m]
Nucleation 10731072 secondary aerosols
Aitken 1072 -10""1 soot, sulfuric acid, organics
Accumulation 10-1—1 ammonium sulfate, ammonium nitrate, organics,
smoke from BB or fires
Coarse 1-10 mineral dust, sea salt, pollen
Giant 10—-100 mineral dust, sea salt

2.2.1 Chemical composition

The chemical composition of the aerosol stems from the mixing state among its different
chemical components. The discrimination between externally and internally mixed aerosols
is usually convenient however the true mixing state stands between these two extremes.
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Frequently, we use the population mixing state to define the distribution of chemical compounds
across the particle population and the morphological mixing state to express the distribution
of chemical compounds within and on the surface of the particle.
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IxAua 2.2: Aerosol mizing state Versus size range for the compounds: BC, OC, Sulfate, Dust and
Sea salt. Internally-mized soluble aerosols of a radius larger than 0.005 pm have an affinity to water.
Picture was adapted from [50].

The exact chemical composition depends strongly on the geographical location however,
the most probable chemical components with respect to size range are summarized in Figure
2.2. Mineral dust is generally insoluble when is in pure form, close to the emitting sources.
Nevertheless, when mineral dust is internally mixed with soluble components, like sea salt,
the resulting aerosol becomes prone to water uptake. In nature, the internally-mixed particles
can be decomposed into an insoluble and hydrophobic component, like Organic Carbon (OC),
and a soluble and hygroscopic component, like sulfate.

Global distribution of aerosols

Aerosols are globally distributed as shown in Figure 2.3. The largest values of AOD appear in
Asia and the tropical regions of Africa. The estimated contributions from different aerosol
types in selected regions are shown in pie diagrams. In general, there is large spatial and
temporal variability in global aerosol composition. Remote sensing from both space and
ground together with in situ observations have substantially advanced an understanding
of geographical aerosol distribution, but there are still large uncertainties especially in the
characterization of aerosol chemical composition with respect to anthropogenic emissions [52].

2.2.2 The size distribution function

In this section, aerosols are characterized with respect to their size distribution signature. An
aerosol composed of particles of a single size is called monodisperse, while an aerosol composed
of particles of multiple sizes is called polydisperse [55]. The aerosol size distribution is most
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IxAua 2.3: Global aerosol distribution as seen by Moderate Resolution Imaging Spectroradiometer
(MODIS). AOD at 550 nm averaged over the 10-year period 2001-2010 [53]. Pie charts show how
various aerosol types contribute to the total AOD for different regions, as estimated by a global aerosol
model [5]]. Aerosol types are Sul (sulfate), BC and OC from fossil fuel usage, Bio (OC and BC from
BB), Nitrate, Sea (sea salt), and Min (mineral dust). Gray areas indicate lack of MODIS data. Some
aerosol types, e.g. sulfate, have enhanced contributions to AOD due to hygroscopic growth. Picture was

adapted from [52].
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frequently presented in the form of the number distribution function fy (Dp) [um™tem ™3
such as fn (Dp)dD),, expresses the number of particles per ecm? of air having diameters in the
range [D,, D,+dDp]. The total number of particles is estimated as the integration over all

size ranges

N= /OOOfN (D,)dD, (2.1)

By differentiating both sides of Eq. (2.1) with respect to size we end up to the number
distribution function fy (D))

dN

D, - In (Dp) (2.2)

Frequently, instead of the fy (D)) notation, we use the normalized size distribution

fn(Dy) = w [m 1] such as the mathematical expression fy (D,)dD, denotes the fraction
of the total number of particles with diameter in the range [D,,, D,+dD,] per em? of air.
In general, it is more convenient to express the number distribution as a function of In D,
(or log D) fn (InD,) em™3 in order fy (InD,)dIn D, describes the number of particles with
sizes within the range [In D), In D, +dIn D,]'. Now the total number concentration is

N-= / fv (D) dIn D, (2.3)
and then in correspondence to Eq. (2.2)

AN
dinD,

= fn(InDp) (2.4)

Provided that dérbip = 3, the transition from linear space function fy (D)) to logarithmic
space function fy (InD,) implies their relation

_dN _ dN dD,  dN
- dlnD, dD,dlnD, ~"dD,

fn(InDy) (2.5)

Since fn (D)) is generally a log-normal distribution, fy (InD,) will appear as a Gaussian
distribution.

Analogous to the number distribution function the surface area fg(D,) and volume
distribution distribution function fy (Dp) can be expressed as under the assumption of
spherical particles.

2
s (Dy) =17 (2 ) 4 (D)) (2.6
T 3
fr(D) =5 () in(Dy) (2.7

Depending on the research application different aerosol property is useful. For instance,
aerosol number distribution is important for the estimation of CCN number and CDSD. In
radiative transfer models, total surface area is the preferred aerosol property [50].

! fx (Dp) notation is not preferable for two reasons: (1) dependence of the distribution on the size width
dDy and (2) the size width dDjy is universal along the whole range of diameters Dy and thus the tail of the
distribution is not well represented. For example, if the considered size width is dDp = 1um, the number
concentration around diameter 10 um would be negligible in comparison to aerosol number around 1um (i.e.,
fn (Dp =10pm) < fn (Dp = 1pm). However, with introducing the fy (InDjp) notation the size width in a
logarithmic scale becomes dimensionless and increases as much as the diameter increases.
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Like in Eq. (2.1), the total aerosol surface area S [um2em 3] and volume V [um3cm =3

can be calculated

S— w/ooo D2 fy (D) dD, = /OOO fs(D,)dD, (2.8)
V= % /O D3 fn (Dy)dD, = /O fv(D,)dD, (2.9)

Sometimes, we refer to the aerosol size distribution moments to define the total number
N, surface area S and volume V' as the zeroth, second and third moment of the distribution
respectively.

Since usually we consider different orders of size magnitude, the log notation is generally
more convenient for surface area fs(InD,) and volume size distributions fy (InD,) too. The
different forms of representation for the same aerosol is illustrated in Figure 2.4.
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SxAua 2.4: Aerosol size distribution: number, surface area and volume function.

In specific applications, we need to produce the aerosol mass distribution function with
respect to particle diameter fys (D,) if all particles have the same density p, [ugum =3

. _WPng
far (Dp) = ppfv (Dp) = 5 fn (Dy) (2.10)

2.3 Formation of cloud droplets from activated aerosols

The atmospheric aerosols serve as potential CCN when water vapor condenses around them.
The exact number of CCN depends on the supersaturation of the ascending air parcel and
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then maximum supersaturation implies the fraction of the CCN which turn to cloud droplets.
Liquid water droplets are present in warm and mixed-phase clouds below the 0° isotherm. In
general, we are interested in geometrical characteristics and microstructure of warm clouds.
The complete drop size spectrum is a important microphysical property, sufficient to retrieve
the total cloud droplet number concentration. The spatial homogeneity of the cloud in the
vertical is evaluated through its Liquid Water Content (LWC). Typically, in warm clouds like
cumuli, LWC increases with height above the cloud base, reaches a maximum at the upper
half of a cloud and decreases towards the cloud top [57].

In this thesis, we focus on PBL clouds of cumuli type. A frequent discrimination of such
clouds is through the PBL environment where they form and develop. We observe differences
within clouds developed above land, the continental clouds, and those developed above oceans,
the marine clouds. Most of marine clouds have concentrations in the order of few hundreds
while continental clouds may contain droplets which exceed one hundred droplets per em? of
air. Such differences in clouds are related to the efficiency of continental aerosols to act as
CCN. With respect to their LWC, marine and continental cumuli are very similar. Hence, the
droplet size distributions in marine cumulus should be of a wider variance than in continental
cumulus. This is an indirect effect that aerosols may have on clouds by modifying their
microphysical properties in the presence of polluted air masses [57].

The next sections describe the growth mechanisms which take place in low level clouds;
growth by condensation and growth by collision-coalescence.

2.3.1 Growth by condensation

Cloud droplet formation is via homogeneous nucleation?, where water vapor becomes condensed
and forms liquid water droplet. Such droplet is formed initially by random collisions of H>O.
The equilibrium of the system “droplet-surrounding water vapor” ensures the survival of
this droplet as a competition between condensation and evaporation. The Gibbs free energy
equation describes thermal and mechanical equilibrium of the system “droplet-surrounding
water vapor”

dG = —SdT + Vdp+ (p — prw) dmy +0dA (2.11)

where the first term SdT is related to the energy loss due to temperature change of a system
with entropy S, the second term Vdp + (y, — ptyy) dm,, describes the enthalpy change of the
system as the summation of pressure difference dp in the air volume V' and the internal energy
of the system for the diffusion of mass from vapor to liquid water phase is expressed with
the term (g, — pi) dm, where pi,, 1y, are the chemical potentials for vapor and water species
respectively and dm, = —dm,,, = —n,dV,, with n,, and V,, the number density and volume of
the droplet. The last term odA represents the mechanical work which performs a spherical
droplet in association with its surface tension o to the vapor-droplet interface area dA [58].

The chemical potential difference between vapor and liquid phase can be expressed in
terms of vapor e and saturation vapor pressures e

fto — i = KT'In (6) (2.12)
€s

with K denoting the Boltzmann constant. Under isothermal and isobaric conditions the first

two terms of Eq. (2.11) can be nullified [59] and by incorporating Eq. (2.12) the required

Gibbs free energy change for the formation of a spherical droplet of radius r4 is given as

2Nucleation process is any physical process in which a free energy barrier needs to be overcome like in phase
transition (e.g, vapor-to-liquid transition, liquid-to-ice transition).
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AG (rq) = —4mrio — gﬂ'rgnwKTln <) (2.13)
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SxAua 2.5: Gibbs free energy as a function of droplet radius for sub-saturated (e < es) and super-
saturated (e > es) conditions. Picture adapted from [60)].

Droplet formation is only favored for e > e; when supersaturation occurs. This is because
for saturation e = e; and sub-saturation e < e, Gibbs free energy increases monotonically
with respect to droplet radius r4 as shown in Figure 2.5. On the contrary, for supersaturated
conditions, AG (r4) posseses a maximum at a critical radius 7., beyond which the free energy
decreases and condensation is more efficient than evaporation. Any droplet with radius larger
than the critical radius will become activated and grow through condensation of water vapor.
The critical radius can be defined through the Kelvin’s formula for a certain temperature and
vapor pressure of the air

20
Te =

B nwKTln( ) (2.14)

e

€s
In a true atmosphere, homogeneous nucleation cannot result to cloud droplet formation
because the required supersaturation to activate a droplets is never reached. Instead, cloud
droplets are being formed through heterogeneous nucleation, when water vapor condenses
onto an aerosol activated as CCN. Only a small fraction of tropospheric aerosols act as CCN
because aerosols may be of a very small radius, hydrophobic or even insoluble. In general
aerosols can be classified as hygroscopic, neutral or hydrophobic. Nucleation on a neutral
aerosol requires almost the same supersaturation as homogeneous nucleation. The hygroscopic
particles serve generally as good CCN because they are soluble and have an affinity for water

[61].

Cloud droplet activation

The role of CCN in cloud droplet formation by condensation, as stated above, is essential.
Kelvin’s equation (2.14) expresses saturation vapor pressure as a function of size. Raoult’s
law added a reduction in the equilibrium vapor pressure in the presence of dissolved materials.
A non-volatile dissolved substance tends to lower the equilibrium vapor pressure of a liquid.
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The effect is explained by the fact that when solute is added to a liquid, some of the liquid
molecules in the surface layer are replaced by solute molecules. If the vapor pressure of the
solute is less than that of the solvent?, the vapor pressure is reduced in proportion to the
amount of solute present. This effect can effectively decrease the equilibrium vapor pressure
over a droplet. Therefore, a solution droplet can be in equilibrium with an environment at
much lower supersaturation than a pure water droplet of the same size. The equilibrium vapor
pressure of a solution droplet decreases by a factor 2/ v

sol B
C _1-= (2.15)
€s 5

where B* depends exclusively on the type of solute for a given solvent (i.e., water in this case).

The curvature effect on the equilibrium vapor pressure can be included if we express
Kelvin’s equation (2.14) in terms of molar units [62]. The exponential curvature term which
expresses the increase in saturation ratio over a droplet as compared to a plane surface should

be added in Eq. (2.15).
esol B A
=1-—= — 2.1
€s 7“2 b <Td> ( 7)

where A is a constant for droplet liquid which depends on the absolute temperature of the
droplet and its immediate surroundings

A 20 M,
puwRT

(2.18)

with R being the ideal gas constant.
A good approximation for the Kelvin effect is to accept only the first two terms of the
series expansion of the exponential function (2.17)

sol A B
S (2.19)
€s rq Ty
The resultant total curve is called Kéhler curve [63] and is presented in Figure 2.6. The

curve shows that the solution effect is dominant when the radius is small, so that a very small
solution droplet is in equilibrium with the vapor at RH<100%. If the RH gets increased,
the droplet will grow until it finds its thermal equilibrium. Up to slightly above the level
of RH~100%, any increase in the ambient humidity will always permit to the particle to
grow to its equilibrium size. However, at the point that RH increases enough to reach the
critical saturation ratio S. (i.e., the peak of the curve in Figure 2.6), the droplet can grow
beyond its equilibrium size r.. Up this r. size, the droplet is in a stable equilibrium with
its environment: any change in saturation ratio allows the droplet to reach its equilibrium
through the competing mechanisms of condensation and evaporation. But beyond the critical
size r., the Kelvin term of Eq. (2.17) dominates and the equilibrium turns to unstable: the
vapor diffuses to the droplet causing increase in its size without the need of increasing the
ambient saturation ratio. Now the condensation nucleus is called activated. The critical values
for radius and saturation ratio are those for which the Kohler curve gets a maximum

3Solvent is called a substance that dissolves a solute.
‘B expresses the Kohler hygroscopicity coefficient
v My Ps
B= 2.16
Mape (2.16)
where Mg and ps is the molecular mass and density of solute, My, and py the molecular weight and density of
water and v the degree of ionic dissociation of the solute [57].
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YyApa 2.6: Kohler curve: the two contributions from the curvature (Kelvin) effect and solution
(Raoult) effect are shown here. The critical supersaturation S, is found at the peak of the curve. The
critical supersaturation splits the droplet radius domain into two regions: (1) the stable equilibrium
rq < r. where droplet may grow in size for increased RH level but then returns to the initial size and
(2) the unstable equilibrium rq > 1. where droplet enters the zone where is now considered an activated
particle meaning that its radius will keep on growing. Picture was adapted from [6/].

The growth by condensation does not continue indefinitely because many droplets compete
for the available water vapor in the environment [65]. The consequence on the drop size
distribution is the narrow width in the dispersion of the distribution.

Growth rate of droplet size due to condensation

For an ambient saturation ratio S = ¢/., the rate of increase in droplet radius due to conden-
sation is given as

drq _ 1 (5—1)

= 2.22
dt rq Fi,+ Fy ( )

where I}, = (% — 1) %5 is the thermodynamic-heat conduction term and F; = Dp éi%ﬁ is
the vapor diffusion term. The rate of growth is inversely proportional to the radius of the
droplet. This explains the fact that growth by condensation initially is large but after a time
interval that droplet reaches larger size, the rate of growth significantly drops. We observe a
narrowing effect in drop size spectra meaning that droplet growth by condensation results to
a monodispersed distribution.

5Latent heat of condensation [ is the heat per unit mass needed to make the change from vapor to liquid
phase.

5The diffusion coefficient D is the rate of mass flow of water vapor (and normal to) a unit area in the
presence of a unit gradient in water vapor density.
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2.3.2 Growth by collision-coalescence

Cloud droplets do not grow enough to produce raindrops with the mechanisms described in
the previous section. The responsible mechanism for the further growth of droplets is the
collision and coalescence of droplets. Collision can occurs when a large droplet (the collector)
due to the force of gravity applied on it collides with smaller droplets which may lie in its
path.

A
/
I
|
I

d),Radius ra

y b

—

SxApne 2.7 Description of a collision. The collector droplet with radius r1 due to its large size falls
down due to the gravity. The collecting drop with radius r2 may have a successful collision with the
collector drop if the impact parameter y is smaller than (r1+ra) [57].

Suppose a collector drop of radius r; which overtakes a smaller droplet of radius ro, like
in Figure 2.7. As the collector drop approaches the droplet, the later will tend to follow the
streamlines around the collector drop and, hence no collision occurs. An effective collision
cross section depends on the critical distance between the center fall line of the collector drop
and the center of the potential collecting droplet. This parameter y known as the maximum
impact parameter is estimated at a large distance from the collector drop. Only if the distance
of centers between the two droplets (71 +r2) is smaller than y, the collision will be successful.
Hence, the effective collision cross section of the collector drop for droplets of radius rs is
7y? and the geometrical collision cross section is 7 (71 +7"2)2. Finally, the collision efficiency
FE for a droplet of radius ro with a drop of radius 71 is given as the ratio of effective over
geometrical collision cross section

y2

(ri+ 7’2)2
The collision efficiency depends significantly on the ratio :—f When % > 1, the collision
efficiency is low since the collecting droplet tends to follow the streamlines around the collector
drop. Larger collecting droplets might move nearly in a straight line rather than on the
streamlines around the collector drop and collision efficiency increases. In cases that fraction
% increases from 0.6 to 0.9, the collision efficiency drops for smaller collector drops because
the terminal fall velocities of collector and collecting droplet become similar and thus relative
fall velocity becomes small. Finally, when % ~ 1 collision efficiency tends to increase again as
two nearly equal sized drops interact strongly to produce a closing relative velocity.
A small droplet may collide with a much larger one but then coalescence fails. This is

typical when air is trapped between the touching surfaces of the two droplets. Coalescence

(2.23)
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YyAuno 2.8: Coalescence efficiency E' for several size pairs of collector drops r1 and colliding droplet

ro [57].

will occur only if the cushion of air is squeezed out before the collecting droplets rebounds at
the collector’s surface. The coalescence efficiency E’ is then defined as the fraction of collisions
which result to coalescence over total number of collisions. Coalescence efficiency depends on
the relation of collector’s radius ry versus collecting droplet’s radius ry as illustrated in Figure
2.8. E’ increases when the collector droplet collides with small droplets. As the colliding
droplets increase in size, coalescence efficiency decreases until the point that collector droplet
and collecting droplet become comparable in size where E’ suddenly increases. Moreover, it
has been observed that electrically charged droplets become more prone to coalescence.

Growth rate of droplet size due to collision-coalescence

collision-
coal escence

condensation

droplet radius r,

timet

EyxApa 2.9: Growth rate of droplet radius with respect to time for two mechanisms: (1) Condensation
expressed by Eq. (2.22) (2) Collision-Coalescence expressed by Eq. (2.24).

Lets’ assume E’ =1 and vy, vs the terminal velocity of collector and collecting droplet
respectively under the condition v; > vo. The rate of increase in the radius of a collector drop
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due to collisions will be given as

dri1  viwFE

At 4p
where w; is the LWC of cloud droplets of radius 79 and p; is the liquid water density. Unlike
the droplet growth due to condensation, droplet growth due to collision-coalescence is a
accelerating process responsible for the vertical development of clouds.

Figure 2.9 illustrates the growth rate of droplet radius with respect to time. The growth of
cloud droplets due to condensation is the first mechanisms which takes place in cloud formation.
When the droplet is small, the growth rate is large in accordance to Eq. (2.22). When the
cloud droplet gets large enough (rg ~ 20pum), the second mechanism of collision-coalescence is
activated in the cloud. With time, the growth rate due to condensation gets very slow and the
mechanisms becomes weak whilst the growth rate due to collision-coalescence is expressed by
a function which becomes asymptote to y-axis. The latter explains the accelerating behavior
of this mechanism which is further strengthened by the presence of turbulence in warm
deep-convective clouds.

(2.24)



CHAPTER

Remote sensing of the atmosphere

Remote sensing is the science of making inferences about objects from measurements, made
at a distance, without coming into physical contact with the objects under study. In general,
remote sensing includes any method which uses a force field (i.e., acoustic, gravity, magnetic,
electromagnetic etc.) in order to retrieve remotely information about an object. In atmospheric
studies, remote sensing has received quite an attention, in the last decades, because of the
many possibilities to retrieve information about the structure and the constitution of the
atmosphere with a high vertical resolution (i.e. few meters depending on the instrument
and the application). In the current work, lidar is the fundamental active remote sensing
instrument which was used to study the structure of the lower troposphere (including the
PBL) and to retrieve the optical and microphysical properties of aerosols.

3.1 Atmospheric lidar

A simplified representation of a lidar set-up is demonstrated in Figure 3.1. The transmission
unit consists of a pulsed laser source, followed by a series of high reflection mirrors, and
a beam expander which sends the collimated laser beam, vertically, up to the atmosphere.
Part of the transmitted radiation is scattered by the atmospheric components (i.e., gases,
molecules, aerosols, clouds) backward to the lidar system, where it is collected by a telescope.
The backscattered laser light is driven to an optical analyzer where the optical signal is first
spectrally separated, amplified and transformed to an electrical signal. Finally, the signal is
digitized and stored in a computer unit for further signal processing and analysis.

3.1.1 Elastic aerosol lidar

The elastic backscatter lidar is the most common type of such system. The characterization of
a lidar system, as an elastic one, demonstrates the principle of operation. The laser transmitter
emits a beam at specific wavelengths and a receiving telescope collects the photons/signals
which are elastically backscattered by the atmospheric molecules and particles. Elastic
scattering is the process which occurs when the detected wavelength is the same with the
transmitted one. In the current study, three wavelengths are emitted by a Nd:YAG laser in
the atmosphere covering a wide part of the spectrum from the ultraviolet (A = 355 nm) to
the infrared (A = 1064 nm) including the visible region (A = 532 nm) too. Using these three
wavelengths we are able to detect different types of aerosols, with the assumption that these
aerosols are treated as spheres in order to be consistent with the Mie scattering theory.
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YxAue 3.1: Lidar schematic configuration

3.1.2 The NTUA Raman lidar EOLE

The NTUA Raman lidar system is called EOLE. The transmitting unit of EOLE is illustrated
in Figure 3.2. The laser source is a pulsed solid state Nd:YAG (Neodymium-doped Yttrium
Aluminium Garnet) laser (Spectra-Physics LAB-170-10 model). The primary laser beam is
emitted at 1064 nm with 10 Hz repetition frequency. The energy of each laser pulse is, at the
beginning, 850 mJ. The second and third harmonic frequencies of the Nd:YAG system (at 532
nm and 355 nm, respectively) are generated with the use of two non-linear KD*P (Potassium
Dideuterium Phosphate) crystals. The laser beam has a Gaussian profile, a 10 mm diameter
and its beam divergence is lower than 0.5 mrad. The characteristics of the first, second and
third harmonic beams are summarized in Table 3.1.

ITivaxoac 3.1: Characteristics of laser harmonic beams

1064.2 nm 532 nm 354.93 nm
Energy per pulse (mJ) 260 300 240
Pulse duration (ns) 10 9 8
: N >90% >90% >90%
Degree of linear polarization (%) H-polarized H-polarized V-polarized

At the beginning of each measurement, while the laser is getting heated, the energy of the
laser beam is controlled by an energy meter (see Figure 3.2). With the use of a 100% reflective
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Sxhua 3.2: FOLE lidar Transmit Unit

dichroic mirror only the laser beam at 355 nm is guided to the energy meter, whereas the
other two laser beams at 532 and 1064 nm are transmitted through the mirror and guided
to a beam dump. When the laser is sufficiently heated, the laser system is turned to the
Q-Switch mode. The basic turning mirror is rotated 90° around its axis permitting to the three
laser beams (at three wavelengths) to be expanded with a factor of 3 and then transmitted
to the atmosphere via a highly reflective mirror (reflection coefficient of 99.9% at all three
wavelengths). The beam expander is of a Galilean type. The simplest design of a Galilean
beam expander consists of a concave lens followed by a convex lens as presented in Figure 3.3.
The magnification power is defined by the ratio of the outgoing beam diameter D,,; over the
incoming beam diameter D;,. The EOLE beam expander consists of four lenses; three made
of Barium crown [N — BaK3] and one of Calcium Fluoride [C'aF»| manufactured by Dorotek
GmbH. It has a magnification power of a factor 3 and thus, the outgoing expanded beam has
a diameter of 30 mm. Likewise, the beam divergence is 3 times smaller (0.17 mrad Full Width
at Half Maximum (FWHM) at 95% of energy) than the one of the incoming laser beam. The
final turning mirror (manufactured by Laseroptik GmbH), which guides the laser beam to the
atmosphere, is highly reflective at all operational wavelengths when the incident angle of the
laser beam to the mirror is 45°.

Convex
Concave lens
lens N -
k Caill
D, D,
.
/ Caill

YxAua 3.3: Beam expander: Galilean type

The receiver unit of EOLE is illustrated in Figure 3.4. A telescope of Cassegrain type
collects the backscattered light. At the bottom of the telescope there is a concave parabolic
mirror of diameter d=300 mm and focal length f=600 mm. Hence, the telescope has a
half-angle divergence 6 of approximately 244 mrad. A simple illustration of the telescope
focal point is given in Figure 3.5. The parabolic mirror has a substrate of magnesium fluoride
[MgF5], an inorganic compound which increases the reflectivity at the spectral region of
355-1064 nm. On top of the MgF, a substrate of silicon dioxide [SiO2] protects the former.
Finally, the reflectivity of the telescope mirror is above 85% for light beams at the detected
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Sxhua 3.4: EOLE lidar Receiver Unit

wavelengths (in particular lower reflectivity of 85% at 1064 nm and higher reflectivity of 98%
at 355 nm).
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Yxhua 3.5: Focal length of a concave parabolic mirror

The collected light is guided to the detection unit through an optical fiber. The latter is
mounted to a base which can be mechanically adjusted at the focal point of the telescope
mirror. The optical fiber is of a SiOs type manufactured by A.R.T. Photonics GmbH. The
core of the fiber has a diameter of 1.5 while the cladding (with refractive index ng > nq) is
of a 1.6 mm diameter. A schematic configuration for the propagation of light in an optical
fiber is presented in Figure 3.6. A light beam will be guided correctly through the fiber only
if the light beam enters the core with an angle lower than a certain angle which is called
acceptance cone angle of the fiber ¢,. Otherwise, the light beam will be lost in the cladding.
The maximum angle of acceptance indicates the Numerical Aperture (NA) of the fiber which
is a simplified measure of fiber’s light gathering capacity. The NA is mathematically expressed
as the sine of the acceptance cone angle. The NA of EOLE optical fiber has been estimated
equal to 0.2240.02 and the resulting final field of view of the EOLE system is 1.5 mrad

The received light which propagates through the optical fiber passes through a beam
collimator before entering to the optical detection unit. The collimated light beam is splitted
into several beams via a series of dichroic filters (beamsplitters), as can be seen in Figure 3.4.
All beamsplitters have been manufactured by Omega Optical and their optical characteristics
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(i.e., Reflectivity (R) and Transmissivity (T)) are presented in Table 3.2.

ITivowcag 3.2: Beamsplitters of EOLE Optical Detection Unit: Reflectivity (R) and Transmissivity
(T) of dichroic filters shown in Figure 3.4

355 nm 387 nm 407 nm 532 nm 607 nm 1064 nm

. R> R> R> _ _ _
Mirror 1 95 0% 95 0% 95.0% T=835% T=875% T=8%

) R=
Mirror 2 T=85.0% T =288.5% 99.9%
Mirror 3 T =91.5% =

T 99.0%

. R=
Mirror 4 99.0% T=82.0% T=82%
Mirror 5 R = T ="176.0%

© 96.5% R

The spectrally separated light beams are transmitted through a series of optical filters so
as the intensity of the backscattered signal as well as the atmospheric background noise are
both reduced. These optical filters consist of a narrow-band Interference Filter (IFF), followed
by a focusing lens and a/some Neutral Density (ND) filter(s). The ND filters (manufactured
by Melles Griot-CVI) aim to reduce the signal intensity of the elastically-backscattered light
beams at 355, 532 and 1064 nm. Finally, an eyepiece lens is used right before the light beam
enters the photo-detectors. Thus, the Signal to Noise Ratio (SNR) is certainly increased
provided that the narrow spectral width of the interference filters allow only the detected
wavelengths to be transmitted through the filter. The optical characteristics of the interference
filters are presented more precisely in Table 3.3.

ITivaxoc 3.3: Optical characteristics of interference filters used in EOLE Optical Detection Unit as
depicted in Figure 3.4

Detected Transmissivity Optical Bandwidth
wavelength [nm)] [%] Density [nm]
354.9 47.5 5 1
386.6 7 8 0.9
407.5 51 10 0.41
532 45 0.5 4
607.4 78 8 1.06
1064 45.7 4 0.97

In principle, the transmissivity (T), the Optical Density (OD) and the spectral width are
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the critical criteria for the selection of the IFF. The OD of an interference filter demonstrates
the blocking ability of the filter with respect to the amount of radiation which is transmitted
through it. Mathematically speaking it is related to the filter percent transmission (T) as
OD = — loglo(%). The bandwidth of a filter is a wavelength range used to indicate the part
of the spectrum that light beam is transmitted through it. It is also referred as FWHM.
The focusing lenses have a focal length of 40 mm and a diameter 25.4 mm. The ND filters
are only used at the backscattered lidar signals at 355, 532 and 1064 nm, to reduce their
amplitude, as there is a strong elastic backscattering component from the lower layers of
the atmosphere. This leads to saturation on the data acquisition unit and hence, ND filters
are necessary as light intensity attenuators. The current ND filters used in EOLE detection
unit are able to attenuate the collected light up to 70%. Figure 3.4 shows the presence of
ND filters at all detected wavelengths. The ND filters used at 387, 407 and 607 nm reduce
the collected light only up to 20%, the inelastic backscattered light from atmospheric gases
is, in general, weak. The eyepiece lens consists of two plano-convex lenses (doublet type')
manufactured by Thorlabs S.A. The effective focal length is 29.79 mm for all wavelengths,
except for 1064 nm where the total focal length is 14.89 mm. This difference results from the
use of an avalanche photodiode which has a detection cross-section of 1.5 mm, much smaller
than the one of photomultipliers (used at all other wavelengths) which is 5 mm. The use of
an eyepiece lens is certainly important because of the inhomogeneity of radiation’s spatial
distribution when reaching the receiving area of the photo-detectors. When eyepiece lenses
are used, the advantages are: - the spatial inhomogeneity problem at the photocathode of the
photomultiplier is eliminated and - the range-dependence of the lidar backscattering effect
on the final image at the photocathode is significantly decreased (i.e., backscattered signal
from lower altitudes does not appear at different spots on the detector effective area than
backscattered signal from higher altitudes) [67], [68].

The PMTs used are manufactured by Hamamatsu S.A. (type R7400: P and Y series).
The photocathode of photomultipliers is an alloy multialkali (Na-K-Sb-Cs)? with quantum
efficiency? of 12% at 532 nm, 20% at 387 and 407 nm, 22% at 607 nm and 23% at 355 nm. The
Avalanche Photo-Diode (APD) used for the detection of the 1064 nm radiation is provided,
also, by Hamamatsu S.A. (model APD-1.5).

The detected backscattered light at all mentioned wavelengths from UV to the near IR, as
exiting from the PMTs and the APD enters the data acquisition system which is implemented
either as analog detection mode or photon counting detection mode. At the analog detection
mode, the pulse when exits the PMT is being recorded as output current, whereas at the
photon counting detection mode, all the produced photoelectrons by the PMT are recorded
as counts. The latter detection mode is more accurate under low SNRs and provides high
stability of the lidar signal. The photon counting mode is applicable only to lidar signals
backscattered from higher altitudes (e.g. > 4-5 km) because at low altitudes the PMTs cannot
detect photoelectrons which arrive at a very high rate due to the so-called dead time.

In EOLE system, the lidar signals at 355, 532 and 1064 nm are being detected both in
the analog and photon counting mode, while the signals at 387, 407 and 607 nm are detected
only in the photon counting mode. The EOLE data acquisition system is manufactured by
LICEL GmbH. In particular, when the signal is detected in analog mode the digitization of
the signal is required. The Analog-to-Digital conversion is feasible with an accuracy of 12 bits
for 8192 time bins with the possibility of integrating up to 4000 pulses. Provided that the

IDoublet lens: sequence of two plano-convex lenses with their convex sides to osculate aside. In this design
the two lenses are paired together such as spherical and chromatic aberrations are reduced when light ray is
transmitted through a doublet lens.

2Na: Sodium - K: Potassium - Sb: Antimony - Cs: Cesium

3Quantum efficiency, expressed as a percent, is the number of photoelectrons emitted from the photocathode
divided by the number of incident photons.
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laser pulse repetition frequency is 10 Hz, in order to achieve a signal with a time resolution of
100 seconds, 1000 pulses are integrated in each recording. With a 20 MHz sampling rate of the
EOLE’ transient recorders, the resulting raw spatial resolution is 7.5 m. The amplitude range
of the detected analog signals is in the order of 40-150 mV. The photon counting detector
consists of a three-order pre-amplifier followed by a signal discriminator of 64 tuning levels.
The maximum theoretical photon counting rate is 250 MHz; however the actual rate is of the
order of 50 MHz due to the photomultiplier dead time constrain. For the accurate recording
of the backscattered laser photons, the operation of the detection unit should remain within
its “linear” region. The upper limit of the recording rate is set obeying to the dead time
constrain which has been measured equal to 6.5 ns (i.e., recording rate of 153 MHz). High
energy photons which may originate from cosmic rays should also be excluded, using the
relevant discrimination levels.

3.2 Depolarization lidar

It is well known that backscattering from spherical particles maintains the polarization state of
the incident polarized light beam. The polarization lidar technique makes use of this property
by using a laser source which generates a linearly polarized light beam and a receiver with
the discrimination capability between the two components of the backscattered light: the
parallel polarized and the perpendicular to the primary laser beam polarized component. The
signal discrimination is done with a Polarizing Beam Splitter (PBS) cube which directs the
perpendicular-polarized component of the backscatter signal to one channel and the parallel
one to the other. The calibrated ratio of these two components is known as the depolarization
ratio. Depolarization ratio measurements provide information about the shape of the particles
and the cloud phase (i.e., discrimination between liquid and ice phase).
For a depolarization lidar, the lidar equation should be splitted into two:

[

Pl = B (22) OB 51 (R, Ayexp [—2 / “al (3.1)
1 1

Pt (ry) = VIO 1 yyex [— [ (o (c,A>+ai<<,A>)dc] (32)

Eq. (3.1) refers to the co-polarized component; the backscattered signal which has the
same state of polarization with the transmitted laser beam, while Eq. (3.2) refers to the
cross-polarized component; the backscatted signal which has perpendicular to the transmitted
laser beam state of polarization.

The ratio of the cross-polarized component PL over the co-polarized component Pl
determines the so-called linear volume depolarization ratio 9.

PJ_ BJ_ ! n
5U—ﬂ—mexp[7' —T i| (33)
where 7!l and 71 is the atmospheric transmission of co-polarized and cross-polarized light,
respectively

A= —2/0Ra” (¢, \)dC¢ (3.4)
Lo _/OR (ol (¢ M) +at (¢ 0) de (3.5)

The atmospheric transmission is not dependent on light polarization state and thus since
7l =7+ Eq. (3.3) which consists from the contribution of aerosol and molecules becomes
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_ B _ it (3.6)
) ‘
1
By introducing the linear molecular and particle depolarization ratio 6,, = %, op = 6—’]
Brm Bp
respectively, Eq. (3.7) can be reformulated to
B (1+6p) + Bp (140m)
which can be solved for linear particle depolarization ratio d,
m (Op — Oy Oy (146,

- ﬁm (5m _61)) +Bp(1 +5m)

By introducing the backscatter ratio R = BmtBe a9 the ratio of total backscatter coefficient

m

to the molecular backscatter coefficient Eq. (3.8) reformulates to

5 ROy (14 0pm) — 6 (14 6)
P R +0,)— (1+6,)

Therefore, the determination of ¢, requires the calculation of the molecular backscatter
coefficient and the molecular depolarization ratio. The former can be estimated from a
nearby radiosounding, while the latter is only a function of the interference filters bandwidth
in the detection unit and hence, it can be considered as a calibration constant for each
depolarization lidar [69]. This calibration factor may also depend on atmospheric temperature
if the rotational Raman spectrum is partially included in the signal [70].

(3.9)

3.2.1 Calibration technique for depolarization lidar

The most trustworthy calibration technique of a depolarization lidar has been recently proposed
by [71]. Let P%, PP be the parallel and perpendicular power component with respect to
the incident plane of the PBS respectively. Then, ¢ is the angle between the plane of laser
polarization and the incident plane of the PBS. The cross-polarized signal is measured either
in the reflected path after the PBS cube for ¢ = 0° or in the transmitted path for ¢ = 90°.
Correspondingly, the co-polarized signal can be measured in the reflected path for ¢ = 90°
and in the transmitted path for ¢ = 0°.

P*(¢) = Plsin? (¢) + P+ cos?® (¢) (3.10)

PP (¢) = Pl cos? (¢) + Pt sin? (¢) (3.11)

Let the PBS cube, like in the one in Figure 3.7, have a reflectivity R,,, Rs and transmittance

Ty, T for the parallel (p) and perpendicular (s) plane of polarization, respectively. Now, let

P% and PT be the power of the lidar signal measured in the reflected and transmitted path
right after the PBS, respectively.

P (¢) = VR (P"(¢) Ry+ P* (¢) Ry) (3.12)
P"(¢) =V (P? ()T, + P*($) T) (3.13)
where Vi and Vi are the corresponding amplification factors in the reflected and transmit-

ted path which include the optical transmittance of the receiver and the electronic amplification.
The ratio of the recorded signal P, PT is finally expressed
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YxAua 3.7 Power components in the detection unit in a polarization lidar. Figure was adapted from

[71].

_ Vg [1+6,tan? (¢)] Ry + [tan® (¢) +3,] Rs
~ Vp [14 8, tan?(¢)] Ty + [tan? (¢) + 0, T

Name V* = “% as the relative amplification factor and solve Eq. (3.15) with respect to V*

" (¢)

(3.14)

(160 tom? ()] T + [tan® (8) +4]
(148, tan? (¢)] R, + [tan? (¢) + 6y Rs

For the determination of factor V* can be done via the so-called £45°-calibration method,
subsequent lidar signals at angles ¢ = +45° and ¢ = —45° are recorded [71]. At these angles,
the power components P and PP are equal as results from Eq. (3.10), (3.11). Provided that
tan (+45°) =tan (—45°)1, Eq. (3.15) writes

V= 6%(¢) (3.15)

T, + T,

Vr =80 = +45°) 07 (0= —450) L

(3.16)

3.3 Aerosol optical properties from a multi-wavelegth elastic
lidar

3.3.1 Aerosol Backscatter Coefficient

The backscatter coefficient 3(R,\) defines the scattering coefficient at the backward direction
(i.e., at a scattering angle of § = 180°). This parameter determines the strength of the lidar
return at the operational wavelength A at a distance R far from the lidar. The mathematical
expression of backscatter signal is:

BURA) = Y N5 (R) 232 (. X) s, (3.17)

where N; denotes the concentration of scattering “particles” of kind j in the illuminated

volume and doj scq(m,A)/dSY is the “particles” differential scattering cross section for the
backward direction.

Nevertheless, since this backscatter coefficient denotes the backscattered light from both
aerosols and molecules in the atmosphere, the contribution of molecules to the total backscatter
could be defined so as the aerosol backscatter coefficient can be estimated. The most commonly
used method for calculating the aerosol backscatter coefficient is the Fernald-Klett method
exclusively described in literature [72], [73]. The main uncertainty for the accurate calculation
of aerosol backscatter coefficient in this method are introduced by the assumption of the lidar
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ratio value, which is characteristic for the type of the detected aerosols. Another uncertainty
can be introduced by the calibration height where aerosol contribution in the backscatter
profile is considered negligible [74].

3.3.2 Klett method

The lidar equation due to elastic backscatter by air molecules and aerosol properties is given
by:

Eonr,
R2

R

PR, = 22 5 (R) B(R) exp [—2 /0 oz(r)dr] , (3.18)

where P (R) is the backscattered lidar signal received from distance R due to Rayleigh and
particle scattering, Ej is the energy of the transmitted laser pulse, nr, is the optical efficiency
of the lidar system (efficiencies of the optical and detection units), O (R) is the geometrical
form function at distance R, 8 (R) is the backscatter coefficient due to aerosol and molecules,
a(r) is the extinction coefficient due to aerosol and molecules.

Eq. (3.18) can be reformulated to the range corrected signal S(R)

S(R) = P(R,)\) R*> = EgnzO (R) [Baer (R) + Bmot (R)] exp [—2/0R [aer (1) + Qo (7)] dr] .

(3.19)

By introducing the Sy of aerosols (which depends on their size distribution, shape and

chemical composition) Sy (R) = %Z::ég and of molecules S, (R) = gL;ég = %Tsr, the mul-

tiplication of both sides of Sy with Eq. (3.19) leads to

S (R) S/\ (R) = EOULO (R) S)\ (R) [/Baer (R) + 6mol (R)] exp [_2/0R [aaer (7") + Qumol (T)] d?’“|

R
= FEonO(R)Y (R)exp l—2/0 [atger () + amor (17)] dr] , (3.20)

with ¥ (R) =S\ (R) [ﬁaer (R> + Brmol (R)]
The exponential term of Eq. (3.20) can be reformulated as

i R
A=exp|—2 /0 laer () + ot (7)] dr]
r R
= exp —2/0 [S,\ (7“) ,Baer (7“) + Smol/Bmol (’l“)] Cl?“]

= exXp _2/0R [S/\ (T) /Bae'r (T) +S) (7’) 5mol () — S\ (T> Bmol () + Smolﬁmol (7“)] dT"|

[ R
= exXp _2/0 [S)\ (T) [ﬂaer (’f‘) + Bmol (T)] - Bmol(r ) [S)\ (T) - Smol]] d’f‘]

_ _ exp [—2 foRY(T) dr} (3.21)
b [~2 [§ ot (1) [537) — S]] |

Then, Eq. (3.21) writes

R R
S(R) S\ (R)exp [—2/0 Bimot () [Sx (7) —Smol]dr] = FEonrY (R)exp [—2/0 Y (r) dr] (3.22)
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Taking the natural logarithm on both sides of Eq. (3.22) leads to

R
In (S(R) Sy (R) exp l—z /0 Bunot () [Sx () — Siol] er
R
=In <E077LY (R)exp [—2/0 Y (r) dr])
R
=In(Eyny) +In(Y (R))+1In (exp [—2/0 Y (r) dr])
R
— In(Eonz) +1n(Y (R)) -2 /O Y (r)dr (3.23)

Differentiation of Eq. (3.23) with respect to range R results to

d 0[S (R) S\ (R)exp [~2 [y Bmot (1) [S2 (1) = Sl dr |||

dR
_ dln(Eynyg) n dlnY (R) _2d[fORY(T)dT} —
dR dR Rt
_ 1 dY(R))
- A AR (3.24)

To solve the Eq. (3.24), we need a boundary condition which is formulated at the reference
height Ry where the contribution of the aerosol backscatter to the total backscatter is negligible,
thus the total backscatter at the reference height is exclusively due to molecules presence

Y (Ro) = Sx (Ro) [Baer (Ro) + Bmot (Ro)] (3.25)
If the variable M (R) = S(R) Sy (R)exp {—2 fOR Bimot () [Sx () — Siol] dr} is introduced,
then K (R) = 93700 — e and Eq. (3.24) becomes:
dY
— —K(R)Y =—-2Y? 2
o K(R) (3.26)

The above differential equation is a Bernoulli type. For the solution of such form d.e., look
at appendix A. The solution of Eq. (3.24) for the boundary condition (4.18) gives the aerosol
backscatter coefficient

/Baer (R) + /Bmol (R) =
S (R) exp{—2 f]% [Laer (7") - Lmol] Bmol (T) dT}
ey — 2 Laer (1) S (r)exp{ =2 [f [Lacr () = Linol] Bmot (') dr'}dr

(3.27)

3.4 Aerosol optical properties from a multi-wavelegth Raman
lidar

The main advantage of a Raman lidar in comparison to an elastic one is that allows the
independent retrieval of the aerosol extinction and backscatter coeflicients, without any
assumption of the aerosol Sy.
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EOLE has been used for the retrieval of aerosols’ optical properties using the Raman
technique. The Raman lidar equation includes the backscatter coefficients S,01(A, 2), Baer (A, 2)
and extinction coefficients q,o1(A,2), Qger(A, z) of molecules and aerosols respectively. The
solution of this differential equation with making use of the Raman channels has been proposed
[75] for the simultaneous retrieval of the aerosols’ backscatter and extinction coefficients at
A =355 nm and A =532 nm. The inelastic Raman signals are only due to the scattering from
Nitrogen No molecules and therefore the backscattering cross-section determines the intensity
of the signals.

In 1928, Sir Raman observed the frequency-shifted lines in the spectrum of scattered light
[76]. The frequency shift relative to the incident light corresponds to the vibrational and
rotational frequencies of the scattering molecules. The frequency shift can be towards lower
energies Ar, > Ao (Stokes lines) or higher energies A\r, < A\g (anti-Stokes lines). The total
Raman spectrum of a diatomic molecule can be seen in Figure 3.8. When the scattered light
is coherent to the incident light, Rayleigh scattering occurs which is much stronger than the
Raman scattering. When only molecular rotations occur, the Rotational Raman (RR) lines
are just around the Rayleigh line. However, the Vibrational Rotational Raman (VRR) lines
are better separated in frequency from the incident light. VRR lines consist of Q, S and
O branches. The anti-Stokes lines are weaker than the Stokes lines and usually cannot be
observed.

Q
S, |
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|
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| ‘| >
”~v

Swkas R ard-Siokos 8- Swkas VRR

0
l
il

Q
S (o]
.|H|.H .
Siokes VRR

SxAuno 3.8: Raman spectrum of a diatomic molecule. The Rayleigh line is at the same frequency of
the incident photon. Just around the Rayleigh line, the rotational Stokes and anti-Stokes lines lie to
the left towards lower energies and to the right towards higher energies respectively [77].

A molecule is always at a specific vibrational-rotational energy. The frequency shift which
is caused by the change in vibrational, rotational or vibrational-rotational energy level of the
scattering molecule is estimated by

_AE

Aﬁ:ﬁl_ﬂS_T%,

(3.28)

where #;* is the frequency of the incident photon, ¥, is the frequency of the scattered
photon, AE is the difference between the molecular energy levels, h is Planck’s constant and
co the speed of light in vacuum [78].

3.4.1 Rotational Vibrational Raman Spectra

Figure 3.9 illustrates the rotational-vibrational Raman spectra for several atmospheric
molecules such as silicon dioxide (Si03), oxygen (O3), nitrogen (N3) and water vapor (H20)
in gas, liquid and solid phase. The incident light at 355 nm excites the atmospheric nitrogen
molecules which emits light at the Stokes line of 387 nm. When the incident beam is at 532
nm, the Raman scattered photon is detected at 607 nm. The Raman lidar can also detect
Raman lines of water vapor at 407 nm when incident light beam is at 355 nm.

4n spectroscopy, the wavenumber o =1/ [cmfl} is preferred.
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Sxhua 3.9: Rotational Vibrational Raman lines. The Raman backscatter spectrum of the atmosphere
for incident laser wavelength of 355 and 532 nm. Picture was adapted from [79].

3.4.2 Raman method

The determination of particle extinction coefficient from molecular backscatter signals is
certainly straightforward using the Raman technique. Let’s introduce the system constant
C = Eonrg, O (ARa, %), the transmitted energy of the laser pulse Ey, efficiencies at optical and
detection units 7, ,, and the overlap function O (ARq,2). Then, the lidar equation for the
molecular backscatter signal is formulated as

P(ras2) = S5 O, hexp{= [ [a(h0.0) +0 (ras O] dc), (3.29)

where Srq(2,A0) is the molecular backscatter coefficient calculated as the product of the
nitrogen molecular number density Ng, and the molecular differential cross section dg’;ig-l(q&)
with scattering angle ¢ = 7 if only backscattering is considered

do R
BRra(z,X0) = NRaTS (m,Xo) - (3.30)

Provided that Srq = Bmol, by substituting Eq. (3.30) to Eq. (3.29),

PO, 2) = Z—C;NRQ( )dgga (7 o) exp{— / (30,) + @ (A, )] dC} (3.31)

and by taking the natural logarithm in both sides of Eq. (3.31),

[P (Aor2) 2] = In | ONa (2) 502 (o) exp = [ a0, O+ a O O} (3.32)

where S (Aga,2) = P (ARa,2) 22 is the range corrected signal.
However, the logarithm of system constant C' and molecular backscatter coefficient can be
reformulated as

InC =In[Eonx,, O (ARra,2)] =In(Eona,, ) +1n0 (ARe, 2) = c1 +1n0 (ARq, 2), (3.33)
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doRa
dQ2

doRa

In NRa (Z) W

(’/T,)\()) = lIlNRa (Z) +1In

(71',)\0) =InNg, (Z)+CQ. (334)

If we substitute Eq. (3.33) and 3.34 in Eq. 3.32,

InS (ARa,2) = c1 +1nO (ARa, 2) +1In Npg (2) + o +1n [eXp{—/OZ [ (A0, €) + a (ARas €)] dC}
:lno()\Raaz)+1nNRa_/0Z [a()\o,C)—FOé()\Ra,C)} d¢ +cs, (335)

with ¢3 =1+ co.
Rearrangement of Eq. (3.35) gives

/OZ [ (X0, C) + @ (ARa, Q)] dC =InO (ARa, 2) + In Npo —InS (ARa, 2) + c3

NRa
— 100 (Apa,2) +1n— 10 1 ey 3.36
90 (a2l g ey (3.30
Differentiation of Eq. (3.36) with respect to range z
d [? Nra d
— A Ara,O)]d¢ = —In ———+ —O (ARa, :
& ) 000+ a0nQldc = Fin g TSt 20 (e 2) (337)

finally writes

d NRa d
A A =—In——+—0(A . 3.38
Oé( O,Z)+Cl( Raaz) dz nS()\Ra,Z)+dZ ( Raaz) ( )
The term A = %O (ARa,2) can be nullified for long ranges where overlap function is equal
to 1. At altitudes of incomplete overlap, the term A writes

d 1 d
—InO (ARe,2) = ————0O (ARq, 3.39
dz (A, 2) O (ARa,2) dz (A, 2) ( )
and correction for the overlap effect is needed. Nevertheless, for ranges of full overlap
Z2>zf,, Eq. (3.38) writes

NRa
e ) e ) = 1

dz m_amd (X0,2) = @mot (ARa» 2) - (3.40)

Let’s introduce the Angstrém exponent A(z) as

Qger ()\Rav Z)

Substitution of Eq. (3.41) to 3.40 results to

Qger ()‘072) (ARG)A(z) . (3.41)

_>\0

d NRa

Ao \ A%
aer ) aer 2)=——Ing——— —amo »%) 7 @mo as 42
ner (020 (52 ) e (30,2) = i 0 (30.2) = s ) (342

which gives the final mathematical expression for the aerosol extinction coefficient aer (Ao, 2)
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7111% — Qmol ()\0,2) — Qmol ()\Raaz)

i (3.43)
1+ (R0 )A(Z)

ARa

From the Raman equation and the elastic backscatter equation, the aerosol backscatter
coefficient can be retrieved from signals P (Ao, 2), P (ARa,2), P (Mo, 20) and P (Agq,20) with
zp being a reference height where the contribution of aerosols backscatter is negligible to the
total backscattered signal. Hence, for ranges of full overlap z > z¢,, the aforementioned four
signals

P (30:2) = “53% (Buer (4:2) + Bt (-2 ex0 | -2 [ et (30,0)+ s (0 0) | (340

P 00200 = 2 5 0,0t O 20150 |2 [ s 0.0+ 0] 39
P (ras2) = 5B o 2)exp | [ faha.0) +a o O1 e, (3.40)

P (v 0) = “5 B (. 2)exp = [ [0 0.0 O] (347

lead to the solution of aerosol backscatter coefficient through the following expression

Baer ()\07 Z) + Bmol (A072)

= [Baer (M0» 20) + Brmot (Ao, 20)] P (X\o,2) P(ARas20) Nra(2) T (ARa,2)

P()\Q,Zo)P()\Ra,Z) NRUL (Zo) T()\O,Z) ’

(3.48)
where T (), z) = exp {— 2 (aer (A Q) + o ()\,C))dC} for A = X\o, A\Ra-

3.5 Lidar data pre-processing: General corrections

The data pre-processing is always performed before the retrieval of the aerosol optical properties.
It ensures that lidar signals are corrected for all instrumental effects. The pre-processing
procedure is systematically performed to all raw signals with the NTUA in-house software. All
analog signals should be corrected for trigger delay, atmospheric background and electronic
noise while photon-counting signals should be corrected only for dead-time effect.

3.5.1 Corrections of analog signals

Trigger delay correction: The data acquisition unit gets a trigger from the laser system to
start recording the lidar signal. A delay between the actual time of the outgoing laser pulse
and the time at which the acquisition system starts to record the lidar signal is called trigger
delay and it is a systematic electronic delay. This trigger delay implies a systematic shift on
the atmospheric range gates which finally causes a systematic error in the range-correction of
the lidar signal. The latter might propagate to the calculation of the final aerosol properties.
The error becomes significant in the aerosol extinction coefficient estimation with the Raman
method in the near range [30].

Atmospheric background correction: A raw lidar signal also contains atmospheric background
noise, such as sunlight and cosmic noise. The atmospheric background is not range dependent.
Therefore, it should be determined at the very far range of the lidar profile, where the
transmitted laser beam has been totally attenuated and hence only solar and cosmic noise
might be present.
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FElectronic noise _correction: Electronic signal background results from electronic effects (elec-
tronic noise) of the signal detection and the data acquisition unit. These electronic distortions
consist of a temporally constant part and a range-dependent oscillating part. Some of the
random electronic noise is filtered out of the final profile just by integrating several raw lidar
signals. However, there is another component of the electronic noise which is synchronized
with the laser pulse upon its repetition frequency. This component is removed from the useful
signal after subtraction of the so-called zero/dark signals. These type of signals are recorded
by lidar data acquisition unit when the receiving telescope is fully covered in such a way that
atmospheric light cannot reach the photomultiplier tubes.

3.5.2 Corrections at photon counting signals

Dead time correction: In any detector system, there is a certain amount of time that is required
to discriminate and process a single photon. If a second photon arrives during this time, it will
not be counted. The minimum amount of time which is required such as both photon arrivals
are counted is referred to as the dead time. Because of the random nature of the arrival
times of photons, some backscattered photons will not be counted. A dead time correction is
necessary to account for those photons that arrive during the time required for the scalar to
record a previous photon arrival. The number of uncounted photons is significant at short
ranges since the backscattering from the lower atmospheric layers is strong and leads the
system to saturation.

photon arrivals

A A
| |
T el non-paralyzable

e — - ——
|_'_|_I_|_| paralyzahble
— > = P >
dead .
time time —»

SxAua 3.10: Dead time in paralyzed and nonparalyzed detection systems

In Figure 3.10 two types of detection systems are illustrated. The non-paralyzable counting
system takes a fixed dead time interval for a photon recording. Any other photon which
arrives during this interval is ignored and thus system overall dead time never becomes longer.
This is important because two photons which arrive in time separated by at least the dead
time interval will be counted. If V,, is taken to be the system measured count rate, N, is the
actual count rate and 7 is the dead time, then the total fraction of the time that is dead is
N,,7, so that the rate at which a photon gets ignored is N,N,,,7. The corrected count rate
is determined by N, = u—]yviwfnT) On the contrary, in a paralyzable detection system, any
photon that arrives within the recording time of a prior photon extends the dead time of
the first by its own dead time. The measured count rate for this type of electronic system is
Ny, = Ngexp (—N,T). This expression is not invertible to determine the actual count rate
and for a given measured count rate there exist two values of the actual count rate that will
produce the measured rate for a given dead time [31].
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3.5.3 Overlap Function

The transmitted laser beam cannot be totally within the receiver field-of-view. By looking
to the geometry of a bi-axial lidar system as illustrated in Figure 3.11, the effect of overlap
function on lidar backscattered signal is eliminated above a certain altitude. This is the
minimum distance of full overlap where the overlap function O (R) equals 1. To minimize
the distance of full overlap, the laser beam is transmitted to the atmosphere with a small
tilted angle. Above that range, the backscattered light beam is totally captured by the
receiver telescope. However, at any lower altitude from ground to this full overlap range, the
backscattered signal is affected by the incomplete overlap function (i.e., O (R) < 1).

Partial
Overlap - Distance of
Full Overlap
Beam
Divergence
Tolescope
o Field of View
o
o
b
Tilted Angle o
<

YxAua 3.11: The incomplete overlap problem: the transmitted laser beam is not fully within the
telescope field-of-view.
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EyApa 3.12: Ezperimental overlap: overlap function has been determined according to the method
proposed by [82].

The distance of full overlap can be defined from a ray-tracing simulation package by
considering the geometrical and optical characteristics of transmitter and receiver units (i.e.,
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the divergence of the laser beam, the telescope field of view, the imaging properties of the
receiver system and the distance between the laser beam and the telescope axis). This is called
the theoretical overlap function that the system has been designed to achieve. Nevertheless, it
is often noticeable that real experimental overlap function can significantly differ from the
theoretical one. The main reason for this discrepancy is systems misalignment issues. A
method for the experimental determination of overlap function has been proposed by [32].
The method is based on the fact that the aerosol backscatter coefficient as estimated by the
Raman method does not depend on the overlap function whereas in Klett method the same
coefficient is only overlap function dependent. If the solution of Klett method is done for a
S close to the mean value of Sy estimated by Raman method, the two aerosol backscatter
coefficients should have similar values for ranges higher than the full overlap distance and
become different for ranges lower than the full overlap distance.
The overlap function can be determined from the following expression:

1
it R< Ry,
aer,taman R: A)— aer € R, A a
ﬁaer,Raman (R7 A) + ﬁmol <R7 )\)
1 if R> Rf.o.
After several N iterations the final overlap function writes
N
O'(R,\) =[] Oi (R, (3.50)

i=1

The experimental overlap of EOLE lidar system has been determined by the method of
[32] and it is depicted in Figure 3.12. Then, this experimental overlap will be applied to
correct the aerosol optical profiles down to 1.2 km.



CHAPTER

Light scattering from atmospheric substances

Interaction of light with matter is the physics domain of interest for laser remote sensing.
Light emitted towards an object may be scattered or absorbed by the object depending on
the optical properties of the object with respect to the frequency band of the interacting
radiation. Scattering and absorption are both processes which subtract energy from the
incoming radiation. We usually refer to this energy reduction by the term extinction. In
Chapter 3 where the lidar principle was described, several concepts related to aerosol optical
properties (i.e., extinction and backscattering coefficient) were first introduced. In this
chapter, the scattering theory will be demonstrated for atmospheric particles (Rayleigh and
Mie scattering). Clouds are opaque (Geometric scattering) to electromagnetic radiation in
the ultraviolet, visible and near infrared spectral region which is the operational frequency
spectrum of the lidar source because such beam is able to interact only with smaller than
cloud droplets particles. There are two large classes of problems in the theory of interaction
of light with particles; the forward problem and the inverse problem. The former describes
the electromagnetic field which is induced around a particle with specified characteristics (i.e.,
shape, size and composition) when is illuminated by a beam of known frequency, amplitude
and polarization state. The inverse problem refers to the retrieval of the characteristics (i.e.,
shape, size and composition) of a particle from the properties of the electromagnetic field
around the particle.

4.1 Scattering theory

Let’s consider a single particle of arbitrary shape, size and orientation that is illuminated by a
plane electromagnetic wave. If we define the incident field E; in a Cartesian coordinate system
(x, y, ) determined by the orthogonal basis vectors é;, é,, &, with the orthogonality property
lézll = lléyll = l|éz|| =1 and (é,é,) = (éy,€:) = (€.,é,) =0, the direction of propagation of the
incident light is along the positive part of z-axis, the forward direction. Then, the scattered field
E is formulated in the spherical polar coordinate system (r, 6, ¢) defined by the orthogonal
basis vectors é,, €, é;. The forward direction €, together with the scattering direction
é, define the scattering plane. The incident field of a plane wave can be mathematically
formulated with two components of polarization; the parallel-polarized component EZ!| and
the cross-polarized component EZL such as the total incident field is expressed as

E; = (Elel + Eg et ) exp (ikz — iwt) = Ellé] + B¢} (4.1)
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From Eq. (4.1), the incident field can be formulated by the orthogonal basis éy, et

é; = cos pé, +sin pé, (4.2)
él-l = sin e, — cos ¢é,
e, =etxel (4.4)

Alternatively, the orthogonal basis €; , €;- can be expressed with respect to polar coordinates
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é; =sinfhé, + cosbéy (4.5)
& =~y

The co- and cross-polarized components of the incident field E; are given in accordance to
Eq. (4.2), (4.8)

EZ” =cospE, +singE, (4.7)
Ei =sin¢FE, — cos oE, (4.8
(4.9

The scattered field in the far-field!
E,=Elel + Blet (4.10)

with

és\ ) (4.11)
br = —¢é, (4.12)
ey =et xel (4.13)

and the scattered field related to the incident field El“, EZ“ is given as

Eﬂ eth(r=2) Sy S3 E“
ELX)  —ikr \Ss S1) \Ei (4.14)

where the elements S; of the amplitude scattering matrix depend, in general, on the
scattering angle 6 and the azimuthal angle ¢.
Spherical particles have a scattering matrix of the simplest type in which S3(6) = 54(6) =0

I ik(r—z) I
Eg)\_e""TP (S 0\ [E;
(Ei) - —ikr (0 Sl> (Ei> (4.15)

Eq. (4.15) is the fundamental equation describing the scattered field around a sphere as a
function of the polarized incident field.

Amplitude scattering matrix

The scattering amplitudes S; (0) and Sz () are given by Mie theory [5]

[e.e]

2n+1

S1(0) = —— |y, (cosO) + by, (cos 4.16

1(0)= 32 ot cost)-+ i cos0)] (1.16)
>, 2n+1

S5 (0) = —— b, (cosO) + o, 7, (cOs O 4.17

2(0)= 3 [ (c0s0) (s (.17

The complex Mie coeflicients «,, and b, can be found from the boundary conditions at
the surface of the sphere

LAt large distances from the origin (kr > 1), the scattered electric field Es is almost transverse (&, - Es ~0)
and has an asymptotic form [34].
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(Ei+ES_El) x & =0, (418)

where E; is the internal field inside the sphere. The boundary condition of Eq. (4.18), in
0-, ¢-component form is

Fip+ Esg = FEp (4.19)
Ei¢ + Es¢ = El¢. (4.20)

The Mie coefficients are finally expressed through spherical Bessel functions of order n
evaluated for the arguments: (1) size parameter z = 271/\; (2) the refractive index of the
sphere relative to the ambient medium m. The Mie angular functions 7, and 7, are related
to the Legendre polynomials P}

_ 1 p cos
T (cosl) = oin (Q)Pn( 0) (4.21)
T (cosh) = %Pﬁ (cosh) (4.22)

Finally, the Mie scattering Q)s and extinction Q. efficiencies can be derived from the
scattering amplitudes from the Forward-Scattering Theorem (i.e., for scattering amplitudes
51(0°) and 53 (0°)) [56], [37]

2 (0.9}
st—QZ (2n+1) (o +[ba]?) (4.23)
2 o0
Q. 72 (2n+1) Re (a, +by) (4.24)

The proposed maximum number of terms in the infinite series is nyqe = z+4x3 +2 [83].

Scattering phase matrix

The intensity and the state of polarization of a light beam are fully described by its Stokes
vector S = (I, Q, U, V). The four elements of this vector are called Stokes parameters and
characterize the total intensity I, Q and U are measures of the orientation of the ellipse relative
to the x-axis and V is a measure of circularity of the polarization (left- or right-handed circular
polarization). The Stokes parameter of a plane monochromatic wave are not completely
independent but are related to the quadratic Stokes identity [35]

FP=Q*+U*4V? (4.25)

Except for natural light, in all other cases, light is partially polarized. The unpolarized
light has Stokes parameters Q=U=V=0 and I=1. The linearly-polarized light along x-axis
has Stokes parameters I=Q=1 and U=V=0. When light has its Stokes parameters Q=U=0,
a positive V describes a left-handed circular polarization while a negative V shows a right-
handed circular polarization. Finally, for elliptical polarization, a non-negative V parameter is
required. Different elliptical polarization states occur for the combinations of U=0, Q0 and
Q=0, U#£0. The aforementioned particular cases of linear, circular and elliptical polarization
are demonstrated in Figure 4.2.

By interposing various polarizers between particle and detector and recording the irra-
diances, we obtain the Stokes parameters of the light scattered by a particle through the
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Linear polarization (V=0)

I PN
bt )

0=-1, U=0 0=I, U=0 0=0, U=I 0=0, U=-1

Circular polarization (Q=U=0)

V=I V=-1

Elliptical polarization (V=0)

b e

Q<0, U=0, Q>0, U=0, Q=0, U>0, =0, U<O0,
V>0 V<0 V<0 V>0

SxAne 4.2: Plane polarization states: particular cases of linear, circular and elliptical polarization.
The plane electromagnetic wave propagates towards the reader. Picture was adapted from [S5].

so-called scattering phase matrix F', which is the phase function with polarization. Suppose
the intensity and state of polarization of the incident field is described by the Stokes vector
S: = (I;, Qi, U;, V;). Then, the corresponding Stokes vector of the scattered field S; = (I,
Qs, Us, Vy) for randomly oriented particles is [87], [30]

Is Iz
Qs _ Os Qz
U. | = 22 F U | (4.26)
Vs Vi
where o, is the scattering cross section and the scattering matrix is given as
Fi1(0) Fi2(0) 0 0
Fi2(0) Fx(9) 0 0
F(0)= 4.27
(©) 0 0 Fs3(0) —F3(0) (4.27)
0 0 F34 (9) Fuu ((9)

For spherical particles Fi1 (8) = Fa2 (0) and F33(0) = Fy4(0) and each element Fj; (6) can
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be expressed by the scattering amplitude functions 57 (0) and S3 (6). The scattering matrix
becomes a diagonal matrix for exact backscattering because Fia (6 = 180°) = F34 (6 = 180°) =0.
Therefore, polarization does not affect the intensity component of the phase matrix F};.

4.2 Inversion of lidar optical data

A multi-wavelength Raman lidar allows the independent determination of particle backscatter,
B (M), and extinction coefficient, 3 (\). These optical data are related to the physical particle
properties by Fredholm integral equations of the first kind

B(N) = /0 T K (myr ) f () dr (4.28)
a () = /0 Y Ko (myr ) £ () dr (4.29)

The kernel functions Kpg, (m,r,\;) are pre-calculated for spherical particles of complex
refractive index m = mp —im; and radius » when interacting with radiation of wavelength A;.
The kernel functions are expressed via the backscatter and extinction efficiencies Q.o (m,7, A;)
of Eq. (4.23) and (4.24) [89]

Kg o (m,r\;) = WTQQ@@ (m,r,\;). (4.30)

The inversion process is performed in order to retrieve the integrand f(r) of Eq. (4.28)
and (4.29) [90], [91]. The latter is the particle size distribution expressed as the number of
particles per unit volume between r and r +dr. The particle optical data g; (\;) are expressed
using a generalized integral equation by reformulating Eq. (4.28) and (4.29) as

Tmax
g = [ K A £ ) (1.31)
Tmin
with 7., and rp,4. denote the lower and the upper limits of the particle radii.
By its nature, the inversion of lidar data is an ill-posed problem [$9]. The solution of such
problems is only found by numerical methods using regularization techniques [92], [93]. If the

optical data are distorted, Eq. (4.31) becomes

Tmazx
= [ Kyplmr) £ (r)dr, (132
Tmin
with subscript p = j, A referring to the kind and number of optical data. The distorted
function f0 (r) of Eq. (4.32) is sufficiently well approximated by

N
1o (r) = (r)+e= ZCij (r)+e. (4.33)
j=1
Therefore, the solution is approximated by f° (r) with an associated uncertainty equal
to e. The approximated solution is constructed via the base functions Bj (r) which are of a
triangular shape. Mathematically, the base functions are expressed as

0 r<rj—1
L el . .
B B 1 e Tl <r<r;
J (T) - o rry <
Ti+1—Tj Tj<T>Tj+1

0 T>Ti4
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The coefficients C; in the sum of Eq. (4.33) are the weighting factors for the respective base
functions. The total number of base functions is N and the inversion is performed in the
size range [ro, ry+1] for r; equally separated points. Usually 8 triangular base functions are
sufficient in order to reconstruct the aerosol size distribution. Hence, the existing difficulty in
the inversion is how to calculate the proper weight coefficients C; in Eq. (4.33). The optical
data gg can be reformulated from the combination of Eq. (4.32) and (4.33) as

N
= A, (m)Cj+ep (4.34)

J=1

where A,;(m) is the kernel matrix which is given from the individual kernel functions
K, (m,r) and the respective base function B; (r)

Ay (m) = / " K, (m,r) B (r)dr (4.35)

Tmin

and the corresponding errors ¢, of the distorted optical data gg

€p = /:Wn K, (m,r)e(r)dr. (4.36)

In vector format, the optical data are written as g = [gg}, the weighting coeflicients
C = [C}] and the errors €V = [¢,]. Then, Eq. (4.34) writes in the form

g’ = AC+e€", (4.37)

where A = [A,;] is the weight matrix consisting of the elements of Eq. (4.35). The vector
of weighting coefficients can be found from the above equation as

C=A"'g’+¢, (4.38)

with € = —A~'eV being the error vector.

The solution space consists of all possible weight coefficients C'; which reproduce the input
optical data within the discrepancy limit. In general, the solution is unstable and, thus, the
approximate solution f° may not succeed to represent well the accurate solution f. Then, the
instability of the solution is suppressed by regularization.

Following Eq. (4.31), the exact optical data are produced when A operator is applied to
the exact solution f.

g=Af. (4.39)

If the true optical data are approximated by ¢°, the solution space can be restricted by
reducing the largest acceptable discrepancy § between the exact data g and the approximated
data ¢°

|o=o <

Through the regularization technique, the approximate optical data ¢° with corresponding
discrepancy ¢ are those for which the approximate solution f° converges to the accurate
solution f when the discrepancy ¢ goes to zero

lim o= (4.40)

Let’s introduce the function M7 [f, 95]
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M7 [f.g"] =||Af = g°|| 4T (),

with + being a Lagrange multiplier (i.e., a non negative regularization parameter) and
I'(f) the penalty term which stabilizes the solution on the particle size distributions f [93].
The penalty term is defined as

I'(f)=CTHC, (4.41)

with matrix H being the smoothing matrix which for 8 base functions becomes

1 -2 1 0 0 0 0 0
-2 5 -4 1 0 0 0 0
1 -4 6 -4 1 0 0 0
0 1 -4 6 —4 1 0 0
H= 0 0 1 -4 6 -4 1 0 (4.42)
0 0 0 1 -4 6 -4 1
0 0 0 0 1 -4 5 =2
0 0 0 0 0 1 -2 1
The minimization of M7 [ fff , gﬂ leads to the equation:
ATAC - AT¢® + yHC = 0. (4.43)
Now, the weighting coefficients can be found from the above linear equation
C=(ATA+~H) AT, (4.44)

In the final determination of the weight vector, the smoothing matrix is important because
it describes the physical constraint that size distributions do not oscillate significantly within
a narrow particle size range. The Lagrange multiplier v determines the degree of smoothing
and hence, the strength of H. Many different methods have been proposed for the selection of
the proper Lagrange multiplier, like the maximum-likelihood method, the Bayesian approach,
the generalized cross-validation method and the minimum discrepancy principle [94], [95], [96].
The most widely used in lidar inversion algorithms is the minimum discrepancy principle.
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Optimization processes for aerosol retrievals

The aerosol retrievals from combined remote sensing instruments belong to a class of ill-
posed inverse problems. Ill-posed problems cannot be solved without the use of an a priori
information [97], [98], [92], [99], [100]. In this chapter, passive and active optical remote
sensing observations are used synergistically in order to calculate volume concentration profiles
for fine- and coarse-mode aerosol. The lidar signals used as an input to a specific algorithm,
consider only the three elastic channels (355 nm, 532 nm, 1064 nm). The code used (LIRIC)
requires also as an input the sun-photometric data, briefly introduced in Section 5.1. The
fundamentals of the algorithm are presented in Section 5.2 and, finally, in the last Section 5.3
the results from an implementation of the inversion code on specific case studies are discussed.

5.1 Sun-photometers

Sunphotometers are mainly automated sky-scanning radiometers, operated at multiple wave-
lengths; they measure the direct solar irradiance and sky radiance at the ground level. Direct
calculation of the aerosol optical depth for the atmospheric column is possible at various
bands provided cloud-free sky conditions. Furthermore, inversion algorithms applied to sun-
photometer data are able to provide the microphysical properties of aerosols including the
volume particle size distribution with radii range 0.05 up to 15 ym. The logarithmic size
distribution considers two modes; one for fine particles and a second one for coarse particles.

CIMEL CE-318-NEDPS9 is an 8-wavelength (340, 380, 440, 500, 675, 870, 1020 and 1640
nm) sun photometer, operating within NASA’s AErosol RObotic NETwork (AERONET) [101].
Radiometric measurements are classified in two categories: (1) direct-sun and (2) almucantar
(scanning) measurements. Direct sun measurements are performed with a frequency of 15 min.
The almucantar measurements are performed only in almost-clear-sky conditions. Thus, the
frequency of almucantar measurements depends on the sky cloud fraction. However, in most
cases, under favorable meteorological conditions, approximately two to six measurements are
successful per day. All the retrieved quantities are derived by solving the vector radiative
transfer equation for a plane-parallel multi-layered atmosphere. Those quantities are the
AOD (with an uncertainty of 0.01-0.02) [3], and the atmospheric column aerosol microphysical
properties [102], [103], [104], such as: the particle volume distribution (with an uncertainty
of 15-35%) at 22 size bins, the fractional volume of non-spherical particles, the complex
refractive index (with an uncertainty of 0.025-0.050 and 0.03 for the real and imaginary part
respectively), the Single-Scattering Albedo (SSA) (with an uncertainty lower than 0.03 for
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the cases of high AOD (i.e., AOD>0.2) and the Angstrém exponent (with an uncertainty of
0.03-0.04) [105], [106].

The exact set of radiometer data which are recalculated before inserting the inversion code
are:

The total columnar volume concentration

AV Tmazx,k de, (7‘) ]
Ch —/r oy dlnr; (5.1)

min,k

with 7yin & and 7,44 1 being the minimum and the maximum radius of the kt aerosol
mode.

o the aerosol volume size distribution Vj (r) /dInr for each aerosol mode;
e the complex refractive indices at the operating wavelengths;

o the “sphericity”, (s, which is defined as the ratio of spherical particle’s volume to the
total volume;

o aerosol optical depth of each k' aerosol mode, Ej (Aj);
« the single scattering albedo for each k' aerosol mode, @y, (\);

o the elements of the backscattering matrix, Pf@ (A, 180°);

o aerosol extinction and backscatter coefficients for the k** aerosol mode, a; and by
respectively.

5.2 LlIdar-Radiometer Inversion Code (LIRIC)

The inversion code LIRIC is structured along three processes: (i) parameterization of the
scatterer under investigation (i.e. development of the aerosol layer model); (ii) derivation
of the optical aerosol properties from the aerosol model (i.e., construction of the calculated
input signals with specified parameters); and (iii) retrieval of the parameters which minimize
discrepancies between the measured and the calculated input signals. In particular, the
structure of LIRIC algorithm is illustrated in Figure 5.1.

Preprocessing of lidar data

The lidar signals for j receiving channels are inserted to the software and the range-corrected
normalized lidar signals L} (h) are calculated

_ S50

L% (h) = 200
’ S; ()‘j7h)

exp (=27, (A, h, hrey)) - (5.2)

The set of lidar signals, L] (h), constitutes the measured lidar vector L*. The measured
L* and model estimated L should be related to the retrieved quantity ¢ (h) via the following
equation:

L* =LA ek (h),ak,br) +Ar, (5.3)

where Ay, is the vector of measurement uncertainties.
In addition, the covariance matrix Qy is constructed in this module. €y is a diagonal
matrix which contains the variances of differences between the components L* and L.
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YyxhAwe 5.1: Flowchart of LIRIC algorithm. Picture was taken from [107].

Recalculation of radiometer data

At this module, all AERONET products of either Level 1.5 or Level 2.0 are inserted to the
algorithm aiming to calculate the “measured” columnar volume concentrations of aerosol
modes C*V which is mathematically formulated as

CV =Hc+ Ay, (5.4)

where H is the convolution matrix for integrating the vertically resolved concentration
and Ay is the vector of the sun-photometer volume concentration C*V" uncertainties. Then,
the k' component of the vector C*V is defined by the following equation

I
C* (ck (hi)) =Y ek (hi) Ahi + Ay, (5.5)
i=1
where ¢ (h;) are the vertical profiles of aerosol mode concentrations.

Atmospheric model

The input of this module comes from module 1. The type of lidar measurement, sounding
wavelength, geographical coordinates of the measurement site are some of the setting pa-
rameters for the atmospheric model. At this stage, the generation of aerosols and molecular
models is materialized. The output parameters are the initial profiles of the aerosol-mode
concentration, ¢{ (k) and the molecular extinction and backscatter coefficients o, (\,h) and
Br (A h), respectively.
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Forward model

The Forward model uses all the outputs of the atmospheric model of Module 3 and calculates

m—1 évV,m—l

arrays of lidar signals, L; (ck (h)) and columnar volume concentrations, with known

aerosol concentration profiles, cZL_l (h), where m is the number of iterations in the inversion

process of module 6.

Inversion setting & error modeling

This module is responsible to generate all the required input information for the numerical
inversion module. Such information regards the inversion parameters, the constraints on the
smoothness characteristics and the error signals for the sensitivity test.

Numerical inversion & retrieved optimal parameters

This module aims to perform the fitting of volumetric aerosol concentration profiles czﬁ‘*l (h)
for the retrieved aerosol model, by taking measured data and a priori information. Provided
that the aerosol concentration profiles are retrieved through an optimization algorithm, the
fundamental mathematical expressions should be briefly discussed. The optimization is being
done out of a minimization of the following functional:

U(L*, C* cp(h) = Uy (L*, cp(h) + T (CV cr(h)) + Us(ci(h))) (5.6)

The first function W relates the measured lidar data L* with the model estimated ones L
by calculating the covariance matrix of their differences from Eq. (5.3). The second function
Uy demands that the calculated data Hc from the retrieved volume concentration profiles are
as closer as possible to the radiometric data CcHV. Finally, the third function ¥; asks for the
smoothness constrains related to the a priori information. Smoothing is required for assuring
stable results in ill-posed problems. In aerosol applications, smoothing is most commonly
done by use of second derivatives [102].

5.3 Application of LIRIC on case studies over Athens

The LIRIC algorithm has been used for the derivation of microphysical properties for several
type of aerosols [108]. Interesting studies on volcanic ash and dust particles enhance the
importance of this inversion code in the aerosol remote sensing community [109], [110]. Lately,
LIRIC software has been proved to be a dynamic tool for investigating dust model performance
using synergistic European Aerosol Research Lldar NETwork (EARLINET)/AERONET dust
concentration retrievals [111]. In this section, results from the evaluation of the LIRIC
algorithm performance are discussed. Two cases of dust event occurred over the Athens
basin on 5 and 10 June 2013 are explicitly presented. Section 5.3.1 is devoted on the lidar
measurements of the period May-July 2013 which were available for testing the LIRIC
algorithm. In section 5.3.2, the concentration profiles retrieved by LIRIC are presented, as
well as the aerosol backscatter coefficients from the Klett method, as compared with the ones
retrieved from LIRIC. Finally, in section 5.3.3, sensitivity tests examine the robustness of
LIRIC algorithm with respect to the uncertainties of input parameters.

5.3.1 Lidar Measurements

One year prior to the HygrA-CD campaign, scheduled for the period May-June of 2014, lidar
measurements were performed during the same period of the year in order to be used for
testing LIRIC mostly for cases of cloud-topped PBL. The following Table 5.1 summarizes the
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meteorological conditions (wind: long-transport aerosols, cloud cover) and the aerosol load
over Athens during those measurements. Two dominant wind directions result to different
aerosol conditions above Athens. These directions have been separated to Southern versus
Northern winds. The time series of the range-corrected signals at 1064 nm are presented in
Fig. 5.2 for such two cases.

ITivaxoc 5.1: Lidar measurements for the period May - July 2013. Characterization of the measure-
ments has been done upon three categories: Wind Direction, Aerosol Type and Cloud Presence.

Date Wind Conditions Aerosol Type Cloud Presence
28 May Southern wind Saharan dust at Precipitating clouds
2-4km
29 May Southern wind Saharan dust at 1-2 Very few clouds
km
05 June Mild southern wind Saharan dust at 2-4 Clouds present at 2-4km.
km Few cirrus at 9km
10 June Mild southern wind Saharan dust at Cloud-free sky
2-5km
19 June Strong northern wind. Marine + Urban Cloud-free sky
Etesians Mildwind
26 June Mild wind Urban Presence of low clouds at
2-3km in the afternoon
4 July | Northern wind (N-NE). Local Marine + Urban Low clouds in the
Etesians afternoon
11 July Northern wind. Etesians Marine + Urban Low clouds in the
afternoon
16 July Northern wind. Etesians Marine + Urban Low clouds in the
afternoon

e On 28 May, cirrus clouds were present during the day which even precipitated later
in the evening. Due to the complicated meteorological conditions and the continuous
presence of clouds as it is seen in the Fig. 5.2(a), the corresponding lidar signals cannot
be used for LIRIC inversion.

e The dust event of 29 May could be used in LIRIC algorithm. However, dust particles
were only present at low altitudes z<2000 m and, thus, the lidar signals should be first
overlap-corrected. In addition, the dust layer appeared in the PBL and this makes the
retrieval of two-mode aerosol concentration profiles an extremely complex process.

e For 4 July and 11 July, radiometric data are completely missing and, therefore, LIRIC
retrieval is not possible.

e For 19 June, aerosol load is very low. In particular, from the sunphotometer data the
AOD at 675 nm was found equal to 0.062. Moreover, PBL was quite shallow that day.
Therefore, LIRIC retrieval is not possible.
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(b) Northern winds: 11 July

YxAua 5.2: Spatio-temporal evolution of the range-corrected lidar signals of two totally different
meteorological conditions (Northern Vs Southern winds), bringing totally different aerosol type above
Athens. Both colorplots include clouds. (a) Low synoptic southern wind rich in Saharan dust (28
May): Cirrus clouds precipitate in the afternoon. (b) Etesians system bringing a mixture of maritime
and urban aerosols from the North (11 July): Low clouds appear above the PBL in the afternoon.

5.3.2 Vertical concentration profile

The vertical profiles of volume concentration ci(h) have been optimized through the mini-
mization of the objective function (5.6). When the algorithm converges fast (i.e., in about 10
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YxAua 5.4: Spatio-temporal evolution of the range-corrected lidar signal at 1064 nm over Athens on
10 June 2013

iterations), the solutions for fine and coarse mode are in general good and stable. Nevertheless,
the fact that the optimization was successful is not a sufficient evidence to guarantee that
the retrieved values are physically meaningful too. To strengthen the validity of the retrieved
profile, a direct comparison between the aerosol backscatter profile as calculated by the
well-known Klett method, versus the one retrieved back from the LIRIC output data. The
formula for estimating the aerosol backscatter profile is

,Baer()\, hz) = Cf(hi)bf()\) + Cc(hi)bc()\), (57)
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YyxApo 5.5: Airmass backward trajectories arriving over Athens on 10 June 2013

where cf .(h;) is the volume concentration profile for fine- and coarse-mode aerosols and by ()
are the backscatter coefficients for fine and coarse mode aerosols at a specified wavelength A.

Dust event of 10 June 2013

The dust event of 10 June over Athens was forecasted by the BSC-DREAM model (cf. Fig.
5.3(a)). The dust layer was expected at 2-5 km above sea level with a maximum mass
concentration of 100 pug/m3 (Fig. 5.3(b)). Indeed, the NTUA lidar detected a dust layer above
the PBL located between 2000 and 5000 m at 12:00 UTC (cf. Fig. 5.4). The air mass back
trajectories arriving at that time over Athens (cf. Fig. 5.5) show that the source region of
these aerosol layers is the Saharan desert. Another strong argument regarding the constitution
of the aerosol layer comes from sun photometer data. In Fig. 5.6, all the measurements after
08:26 UTC (light blue line) showed high concentration of coarse non-spherical aerosols in the
atmospheric column resulting to an AOD(675 nm) of about 0.19. The sun photometer data
at 12:26 UTC combined with one hour integrated lidar signals (12:00 - 13:00 UTC) are then
used as input to the LIRIC algorithm. The output results after a successful optimization of
the algorithm is the volume concentration profile depicted in Fig. 5.7. The vertical profiles
of volume concentration seem to be trustworthy above 1500 m, since we observe a good
agreement on the retrieved aerosol backscatter coefficient profiles between LIRIC and Klett
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Yxhua 5.6: Volumetric size distribution of aerosols obtained by CIMEL on 10 June 2013
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Sxhua 5.7 Volume concentration profiles for two aerosol modes retrieved through LIRIC on 10 June
2013

retrievals, above approximately 1500 m (cf. Fig. 5.8).

Dust event of 5 June 2013

The dust event of 5 June over Athens was not very intense according to the BSC-DREAM
model, which forecasted quite low dust load over Greece with a maximum mass concentration
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EyxApa 5.8: Aerosol backscatter profiles calculated by Klett and LIRIC on 5 June 2013
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SyApa 5.9: Dust forecast for 5 June 2013 provided by BSC-DREAM model: (a) Dust load in jug/m3
and (b) Dust concentration profile in pug/m3.

of about 25 ug/m? (cf. Fig. 5.9(a)). The dust layer was forecasted to arrive over Athens at
around 2000 - 4000 m height. Indeed, from Fig.5.10, an aerosol layer was observed between
2000 and 4000 m height. Nevertheless, due to the presence of clouds during that day, the
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Sxhua 5.10: Spatio-temporal evolution of the range-corrected lidar signal at 1064 nm over Athens
on 5 June 2013
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retrieval of the volume concentration profile using LIRIC is possible only for the period 07:40
- 08:20 UTC. Hence, 40-min lidar signals combined with the sunphotometer data of 08:25
UTC (cf. Fig. 5.11) were used for the aerosol volume concentration retrieval; the LIRIC
retrieved profiles, shown in Fig. 5.12 are compared to the back-calculated aerosol backscatter
coefficient profiles (Klett and LIRIC) shown in Fig. 5.13. In that figure the presence of the
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SxAua 5.12: Volume concentration profiles for two aerosol modes retrieved through LIRIC on 5 June
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EyApa 5.13: Aerosol backscatter profiles calculated by Klett and LIRIC on 5 June 2013

dust layer structure between 2000 - 4000 m is well captured although LIRIC overestimates the
backscatter coefficient up to a factor of 3, compared to Klett’ within the aerosol layer. However,
below 1200 m the two aerosol backscatter coefficients do not show significant differences. In
general, we can say that LIRIC fails to find the correct dust concentration when the aerosol
optical depth is quite low (e.g. AOD(675nm)<0.10) and the mass of the dust concentration
from BSC-DREAM model is also quite low (e.g. 4 times lower than in the case of 10 June for
which the results were optimal within the dust layer).
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Yxhua 5.14: Spatio-temporal evolution of the range-corrected lidar signal at 1064 nm over Athens
on 26 June 2013

5.3.3 Sensitivity analysis

Sensitivity analysis is common in systems or models which are taken as black boxes. Therefore,
sensitivity analysis has been performed in the LIRIC algorithm to check the robustness of
its results. Such an approach could show how uncertainties in the input parameters of a
mathematical model could have a significant impact on the output uncertainties. LIRIC
profiler retrieval is a tool which could indeed be considered as a black box by the end-user.
The main uncertainties that were included in this work are:

 uncertainty of the reference / calibration height. This height is an assumption introduced
when the input lidar signal is processed at an earlier stage (pre-processed) before the
optimization. By convention, this height is defined as the altitude above which aerosol
concentration is negligible compared to molecular contribution. The portion of aerosol
presence above that height is described by the so-called lidar Backscattering Ratio (BR),
defined as:

_ Baer (Z) + Brmol (Z)
= Bt (2) . (5.8)

e uncertainties of the weighting coefficients used during the optimization. LIRIC tool lets
the user define: (1) the weighting coefficients related to the lidar signals at all elastic
wavelengths, (2) the total concentration of fine and coarse-mode aerosols and (3) the
smoothness of aerosol concentration vertical profile of fine and coarse-mode.

BR(z)

Uncertainties on the calibration height

Our sensitivity analysis tests proved out that uncertainties stemming from different values of
the reference height might not introduce significant difference on the retrieved vertical profiles
of the aerosol volume concentration in some cases with high AOD values (e.g., 26 June 2013,
08:10 - 08:40 UTC). On the other hand, different values of the reference height could introduce
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uncertainties to the retrieved aerosol concentration profiles in days characterized by a lower
AOD as shown in the case of 5 June 2013 (07:40 - 08:20 UTC).
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A 5.15: Comparative figures showing the influence of reference height on the fine and coarse-mode
aerosol volume concentration profiles on 26 June 20183.
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SxApra 5.16: Comparative figures showing the influence of reference height on the fine and coarse-mode
aerosol volume concentration profiles on 5 June 2013.

26 June 2013: In this day the reference height is chosen between 2900 and 5000 m.
From Figs. 5.15(a) and 5.15(b) we do not see significant differences on the retrieved (fine-
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and coarse-mode) aerosol volume concentration profiles, except below 1200 m height. An
explanation for this robust behavior is that the aerosol load at 08:10 - 08:40 UTC was within
the PBL (cf. Fig. 5.14 and the AOD from CIMEL had a value >0.10 at 675 nm).

5 June 2013: In this day (shown in Fig. 5.10 and characterized by less significant aerosol
load, with an AOD of 0.09 at 675 nm) the reference height is chosen between 4700 and 5800
m. Even though the range is narrower in this case, the relatively small distance values of the
reference height (between 5500 m and 5800 m) could lead to large discrepancies between the
aerosol volume concentration profiles. In particular, the coarse-mode concentration profile
(cf. Fig. 5.16(b)) for a reference height of 5800 m (depicted with the red curve) changed
significantly at the atmospheric layer at 3000 - 4000 m compared to the ones corresponding
to reference heights of 4700, 5100 and 5500 m. We should also note that while increasing the
reference height, the concentration of coarse-mode aerosols seems to increase across the whole
vertical profile, while concentration of fine-mode aerosols has been decreased below the 4000
m height.

Height [m,asl]

06:26 08:00 09:00 10:00 11:00 12:00 13:00 14:00 15:34
16/07/2013 16/07/2013 16/07/2013 16/07/2013 16/07/2013 16/07/2013 16/07/2013 16/07/2013 16/07/20
Time [UTC]

Ao 5.17: Spatio-temporal evolution of the range-corrected lidar signal at 1064 nm over Athens
on 16 July 2013

Uncertainties on the weighting coefficients

Several other sensitivity tests have been performed to check the influence of the fine-mode
and coarse-mode concentration weighting coefficients values on the retrieved aerosol volume
concentration profiles. The chosen day for these tests is the 16" of July 2013, where cloud
formation above PBL was present. The spatio-temporal evolution of the range-corrected lidar
signal at 1064 nm, for that day is shown in Fig. 5.17. The sensitivity tests refer to the period
of 08:30 - 09:00 UTC.

The different values (uncertainties) of the fine-mode total concentration weighting coefficient
do influence the retrieved aerosol volume concentration profiles when the weighting coefficient
has a value lower than 1.7. Hence, we could certainly argue that there is an upper bound
for this weighting coefficient above which any further increase will leave both fine-mode and



Application of LIRIC on case studies over Athens

133

5000

4500f. -

3500

profile 1

profile 4
profile 5

- profile 7
profile 8
profile 9

profile 3 | |

profile 6 [

E 3000
E
< 2500
<
B2
E 2000
«
1500 :
1000 :
500
0 i i i i i
0 5 10 15 20 25 30
Volume Concentration [pum3®cm-=]
(a) Fine-mode aerosol
5000 T T T T T
: profile 1
4500 proﬂle 3
profile 4
4000 profile &
profile 6 [
profile 7
3500 profile 8 H
profile 9

3000

2500

Altitude a.s.l. [m]

2000

1500

1000

500

I
5 10 15 20 25

Volume Concentration [pum®em?]

(b) Coarse-mode aerosol

30

SxAne 5.18: Comparative figures showing the influence of increasing fine-mode concentration
wetghting coefficient on the fine and coarse-mode aerosol volume concentration profiles on 16 July 2013.

coarse-mode concentration profiles almost unchanged. For this reason, the profiles numbered
5,6, 7,8 and 9 are almost identical (cf. Fig. 5.18).
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SxAne 5.19: Comparative figures showing the influence of increasing coarse-mode concentration
wetghting coefficient on the fine and coarse-mode aerosol volume concentration profiles on 16 July 2013.

On the other hand, the different values of the coarse-mode total concentration weighting
coefficients have strong impact on the retrieved aerosol volume concentration profiles. In
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this case (cf. Fig. 5.19), there is no upper bound for the weighting coefficient which would
result to identical profiles again above 1000 m. Any increment from the range 0.2 - 4.2
(corresponding to profiles 10 to 19 in Fig. 5.19) will have a significant effect on the retrieved
aerosol volume concentration profiles. In this figure, we see that the retrieved coarse-mode
aerosol volume concentration profiles are essentially more sensitive different values of the
weighting coefficients, as we saw in the cases depicted in Figs. 5.18 and 5.19.
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CHAPTER

Experimental Campaign 2014

An international experimental campaign named HygrA-CD has been carried out in the Greater
Athens Area (GAA), Greece in the period 15 May-22 June 2014. The major objectives of the
campaign are discussed below (section 6.1). The site location is described in section 6.2 while
the instrumentation network is presented in section 6.3. Finally, the prevailing meteorological
conditions over the GAA are summarized in section 6.4 while an overview of the general
findings is given in section 6.5.

6.1 General description

The HygrA-CD campaign (hygracd.impworks.gr) was conceived to study the aerosol-cloud
droplet link under convective PBL cloud formation, being part of the Initial Training in
Atmospheric Remote Sensing (ITARS) project. A noteworthy aspect of the campaign was
the coordinated attempt to strengthen the links between the remote sensing and in-situ
observation communities, to resolve the physico-chemical properties of aerosols-CCNs and the
dynamical and geometrical properties of clouds, which together with well-established modeling
frameworks, would provide a comprehensive view of the aerosol-cloud droplet formation
process. A simplified schematic of the different aerosol-meteorology factors-cloud interactions
leading to cloud formation near the top of the PBL is presented in Figure 6.1. Aerosols
activated as CCNs are transported upwards in a convective PBL, from ground to near the
top of the PBL where they form clouds over the LCL. Figure 6.2 shows a conceptual view of
the mechanisms leading to cloud development as studied in the frame of HygrA-CD and main
instrumentation/models involved.

6.1.1 Scientific Objectives

The major scientific objectives of the HygrA-CD campaign were:

o the characterization of aerosol properties both at ground and aloft in the lower tropo-
sphere

e the quantification of aerosols number concentration and its efficiency of being CCN
active at water vapor supersaturation levels relevant to ambient clouds, and

e the quantification of tropospheric water vapor content variability


http://hygracd.impworks.gr/

138 Experimental Campaign 2014

Activation

SxAua 6.1: HygrA-CD: Schematic representation of the physical processes present in the cloud-topped
PBL [112].
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YxAua 6.2: Physical processes studied in the HygrA-CD campaign. Synergy of in-situ ground-based
instrumentation and remote sensors has been examined for the better understanding of the physical
processes in the cloud-topped PBL. A numerical weather prediction model (i.e., Weather Research and
Forecasting (WRF')) and an aerosol model (i.e., ISORROPIA II) have been used to predict atmospheric
quantities which were not directly measured by the available instrumentation [112].

e the study of cloud dynamics, tropospheric water vapor content and low-cloud variability
related to atmospheric state

e the retrieval of non-precipitating cloud properties.

In general the HygrA-CD dataset allowed us to better understand the role of aerosols and
meteorological conditions under which clouds are formed near the top and above the PBL
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over the urban site of Athens. Specifically, in the framework of this thesis, we have mainly
focused in the following aspects:

1. Synergy between in-situ aerosol instruments at ground level and remote sensing instru-
ments (i.e., aerosol lidar) within a well-mixed PBL [113].

2. Study the dynamics of the PBL (i.e., monitoring updrafts and downdrafts) using a
Doppler and Raman lidar [114], [115], [116].

3. Explore the dependence of aerosols properties on the formation of cloud droplets in
relation to the existing thermodynamic state of the atmosphere.

6.2 The Greater Athens Area

The GAA is located in the Attica peninsula (around 37°58 N and 23°43' E) and hosts a
very large urban agglomeration of about 3.8 million inhabitants within about 415 km?. GAA
presents a very complex topography, being surrounded by four major mountains Egaleo (468
m) and Parnitha (1413 m) to the northwest, Penteli (1109 m) to the north and Hymettus
(1026 m) to the east and with a major opening to the sea on the south-western part (Saronikos
Gulf). These four mountains act as physical barriers, giving a small opening inland to the
north-east. This part is a very important one as it gives access to a persistent northeast
wind flow, called Etesian winds, mainly during summer period (May-August). A synoptic
description of the prevailing flow dynamics in the GAA is given by [117].

The field campaign has been materialized in several locations of GAA. In total six research
institutes and universities participated in the experiment and hosted different instrumentation.
Figure 6.3 shows the location of the measuring sites. The altitude of each station is given
in parenthesis (in meters above sea level: a.s.l.). Much of the instrumentation was located
at two major experimental sites: the NTUA (37.97° N, 23.79° E, 212 m a.s.l.) and the
National Centre for Scientific Research “DEMOKRITOS” (DEM) (37.99° N, 23.82° E, 275 m
a.s.l.). Several other instruments were deployed at the Biomedical Research Foundation of
the Academy of Athens (BRFAA) (37.93° N, 23.8° E, 130 m a.s.l.), the National Observatory
of Athens (NOA) (38.06° N, 23.86° E, 495 m a.s.l.), the National Kapodistrian University of
Athens (NKUA) (37.96° N, 23.73° E, 280 m a.s.l.) and the Hellenic National Meteorological
Service (HNMS) (37.98° N, 23.72° E, 10 m a.s.l.).

6.3 Instrumentation & Synergies

To fulfill the HygrA-CD objectives a suite of various instruments (Figure 6.2) of complementary
nature (in situ and active/passive remote sensing) was deployed in GAA to characterize the
role of aerosols into the cloud formation, especially in the vicinity of the PBL. The suite
of the instrumentation deployed for the HygrA-CD is summarized in Tables 6.1 and 6.2 for
remote sensing and in-situ instruments respectively. Apart from the name of the instrument,
information on the location and the period of operation is provided in these Tables. For
remote sensors both the spatial and time resolution are given while for in-situ instruments
only the time resolution is provided. The type of physical parameters derived from such
instruments is provided in the second column of these Tables.
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IxAua 6.3: Instrumentation network shown on a map of Athens basin. All siz participants in the
campaign are show: (1) NTUA with blue icon, (2) DEM with pink icon, (8) BRFAA with yellow icon,
(4) NOA with cyan icon, (5) NKUA with red icon and (6) HNMS with green icon. The corresponding
distances between NTUA and the several other institutions have been calculated and are the following:
NTUA from DEM 4km, NTUA from BRFAA 2km, NTUA from NOA 10km, NTUA from NKUA
1km and NTUA from HNMS 12km.

6.4 Prevailing meteorological conditions over Athens Basin

To obtain a general idea about the origin of the air masses arriving over the GAA during
the campaign period, we performed a cluster analysis of the backward air mass trajectories
from Hybrid Single Particle Lagrangian Integrated Trajectory (HYSPLIT) model, using the
clustering technique provided by [118]. These runs were performed for a 96 hours backwards
period starting at 12:00 UTC of each campaign date. The arrival heights over Athens are
0.5, 1, 2, 3 and 4 km. A cluster analysis of all trajectories (195 in total) for all arriving
heights indicates the prevalence of three synoptic flow patterns during the campaign namely
continental (72.3%), Etesians (14.4%) and Saharan (13.3%). Detailed information on the
prevailing meteorological conditions over GAA can be found in [112].

6.5 Overview of the major findings

Provided that the general findings of the campaign are summarized in the review paper
[112], in this section we will briefly present the HygrA-CD results related to our work. At
first, the characterization of aerosols optical properties has been performed with the use of
active remote sensing (i.e., lidar) and passive remote sensing (i.e., sun-photometer) techniques.
The origin of the detected aerosol layers has been identified through the HYSPLIT model
[119]. Moreover, the thermodynamic state of the atmosphere has been defined from Skew-T
LogP diagrams produced based on radiosonde data. Finally, the wind field (wind speed and
direction) within the PBL for the whole campaign has been retrieved from a Doppler lidar
[112].
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6.5.1 Vertical profiling of aerosols

The aerosol Raman lidar EOLE and the elastic depolarization lidar ATAS have been used
to retrieve the aerosols’ optical properties. The aerosol extensive optical properties like the
backscatter and extinction coefficients at 355 nm and 532 nm have been retrieved using the
Raman method [75] and the backscatter coefficient at 1064 nm using the Klett technique [73],
[120]. The extensive properties depend on the aerosol type and load in the atmospheric layer
whereas the intensive properties refer only on the aerosol type and are independent on the

amount of aerosols in the layer. With the term intensive aerosol properties we refer to:
« the extinction-to-backscatter ratio, the so-called lidar ratio Sy(\,z) = %‘“Lm, which is

a proxy of aerosols’ absorption capacity and size.

o the Angstrom exponent (AE) related to extinction:

In (262

In [i—f]

A>\1/>\2 (z) = (6.1)

, which expresses the wavelength dependence of the aerosols extinction coefficient and
can be used as a proxy of the aerosols size (e.g., small particles have a large wavelength
dependence and therefore a large Angstrém exponent).

The vertical profiles of the extensive (3+2«a) and intensive optical properties (25 and
3AE) have been retrieved for 20 days during the HygrA-CD campaign and are shown below.
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YyxApa 6.4: Vertical profiles of aerosol optical properties (15 May). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.

Optical properties of the detected aerosol layers

The optical properties of detected aerosol layers are presented in Table 6.3. The intensive
optical properties of each layer are the Sy at 355 and 532 nm and the AE-extinction related.
These two parameter were both retrieved from EOLE Raman lidar. The linear particle
depolarization ratio (é,) is a parameter which was retrieved from AIAS depolarization lidar.
The Sy, AE and 9§, are also illustrated in Figs 6.24 and 6.25, respectively. The lidar classification
scheme over our site consider the air mass origin and the respective values of Sy (355 and
532 nm), AE and d, in conjunction with typical experimental values found in literature (e.g,
[121], [122], [123], [124], [125], [126], [127]). The observed aerosol were classified as mixed
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Vertical profiles from EOLE lidar
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EyxApa 6.5: Vertical profiles of aerosol optical properties (17 May). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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YyxApa 6.6: Vertical profiles of aerosol optical properties (18 May). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.

dust, continental, mixed biomass burning, mixed Arctic-continental-biomass burning, mixed
continental-marine, and Asian dust-biomass burning-continental. For each of the tropospheric
aerosol layers (up to 5 km height) identified by lidar within HygrA-CD, we performed an
individual 9-day backward trajectory analysis for the base, center and top of the layer at the
lidar measurement time (see Appendix B) in order to define the air mass origin. When smoke
particles were identified by the lidar, we cross-checked this information from MODIS data
[128], [129]. The DREAM [130] and WRF-Flexpart models were also used to identify those
cases where Saharan dust was advected above GAA.

Moreover, especially from the Sy parameter, the Figs 6.26 and 6.27 show that a Sy of
40 sr and 45 sr within the PBL was the most frequently observed at 355 nm and 532 nm,
respectively. This Sy value could be typical for an mixture of anthropogenic with marine.
Similar S is sometimes observed when dust is advected from Saharan desert, however they
are detected more frequently at the Free Troposphere (FT) rather than within the PBL.
The argument of detecting mixture of anthropogenic and marine aerosols is enhanced by the
histograms in Figs 6.28 and 6.29 which indicate occurrences of small and spherical aerosols
within PBL characterized by an AE > 1.2 and a ¢, < 5%.
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Vertical profiles from EOLE lidar
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EyxApa 6.7 Vertical profiles of aerosol optical properties (20 May). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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EyxApa 6.8: Vertical profiles of aerosol optical properties (21 May). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.

From the integration of aerosol extinction coefficient, we can also retrieved the AOD as

follows:

z=TOA
Taor (V) = / Calz N (6.2)
2=

The AOD at 355 nm and 532 nm are illustrated in Figure 6.30. They are both indicators of the
aerosol load in an atmospheric column at nighttime. The nighttime AOD can be compared to
the AOD at daytime which is retrieved from CIMEL sunphotometer and are shown in Figure
6.31. The results indicate an increased AOD when Saharan dust is present. It seems that dust
particles were not able to act as CCNs and lead to cloud formation at the PBL top during
the campaign. Therefore, the AOD cannot be a single indicator for cloud droplet activation.
The question is whether dust particles are efficient to act as CCNs and the thermodynamic
conditions do not favor activation or dust aerosols do not act as CCN. The answer is given by
exploring the state of the atmosphere when air masses from W-SW directions reach the GAA.
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EyxApa 6.9: Vertical profiles of aerosol optical properties (22 May). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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EyApa 6.10: Vertical profiles of aerosol optical properties (23 May). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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SxAue 6.11: Vertical profiles of aerosol optical properties (26 May). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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ITivaxoc 6.1: Remote sensors operated during the HygrA-CD campaign. The first column names
the sensor. The next four columns provide the information on the physical parameter retrieved by
the instrument, the raw spatio-temporal resolution, the location and the period of operation. The last
column gives some reference for the instrument.

Period
Instrument Para.m eter Raw. Site of Ref.
retrieved resolution opera-
tion
Aerosol backscatter
Aerosol depo-  coefficient, volume g oy 7 g 15.05-
larization particle depolarization Time: 100 s DEM 99,06 [1]
lidar (AIAS) ratio, linear particle ’ '
depolarization ratio
AeI‘OS(?l Aeroso% backscatter Spatial: 7.5 m, 15.05-
Raman lidar coefficient, aerosol Time: 100 s NTUA 99 06 [2]
(EOLE) extinction coefficient ' '
Aerosol optical depth,
Angstrém exponent,
Sun aerosol size . . 15.05- 3],
photometer distribution, effective 1hEenGs o i, ISR 17.06 AERONET
radius, single
scattering albedo
Wind speed and
Wind direction, Doppler Spatial: 30 m, DEM 15.05- 1]
Doppler lidar velocity, energy Time: 24 s 17.06
dissipation rate
Temperature and S(ga;ii;lfofogl
Microwave humidity profiles, ’ 15.05-
. . m (2-5 km), NTUA [5], [6], [
radiometer  integrated water vapor, 800 m (5-10 20.06
liquid water path o), Wi 1@
Attenuated
. backscatter, mixing Spatial: 5 m, 15.05-
Ceilometer layer height, cloud Time: 30 s bEM 22.06 5
base
Doppler velocity
(Ijadlal) agd spectral Spatial
width, horizontal and .
. . .. horizontal: 120
differential reflectivity,
differential phase shift w0 (@4 lm
Weather P . range), Spatial 23.05-
co-polar correlation, : NOA [9], [10]
radar . vertical: 12-25 17.06
Rainfall rate and
droplet size ) (b
Cropet 0.5-12.5 km),
distribution (for Time: 1 min
droplet diameters > '
0.3 mm)
Temperature, pressure, .
Radiosonde RH, wind (speed and Spatlal. 20 mm, HNMS 15.05- { )
; . ) Time: 0.4-20 s 22.06 Vaisala
direction), height



http://aeronet.gsfc.nasa.gov
http://www.vaisala.com/
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ITivaxocg 6.2: In-situ instruments operated during the HygrA-CD campaign. The first column names
the instrument. The next four columns provide the information on the physical parameter retrieved by
the instrument, the raw time resolution, the location and the period of operation. The last column gives
some reference for the instrument when it is available.

Time Period of
Instrument Parameter retrieved resolu- Site . Ref.
. operation
tion

PM; PM; mass concentration 1 min NTUA  15.05-22.06 N/A
PM;q PM;j¢ mass concentration 1 min NTUA  15.05-22.06 N/A
. s . DEM, [12],
SMPS-OPC Aerosol size distribution 5 min NTUA 15.05-22.06 [13]

CCN number
CCN counter concentration, 10min ~ DEM  18.06-22.06  [14]

k-parameter under
supersaturation
Aerosol total scattering
Nephelometer coeflicient and 1 min DEM  15.05-22.06 [15]
backscattering coefficient

Acthalometer ~ duivalent black carbon 0 o ppn 5 059906 [14]

concentration
EC/0C Elemental/organic carbon 4y o pEn o 15.05.2206 L)
concentration [18]
Ton Chro- Water soluble ions in 35 hours NTUA  21.05-07.06 [19]

matographer aerosol samples

Meteorological Temperature, pressure, NTUA,
e f RH, wind (speed and 10 min ~ NOA, 15.05-22.06 N/A
direction) HNMS
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EyApa 6.12: Vertical profiles of aerosol optical properties (27 May). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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# Date: 20140601 , Start: 203120 , Stop: 213127
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YyxApa 6.13: Vertical profiles of aerosol optical properties (1 June). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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YyxApa 6.14: Vertical profiles of aerosol optical properties (7 June). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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SxAue 6.15: Vertical profiles of aerosol optical properties (10 June). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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YyApa 6.16: Vertical profiles of aerosol optical properties (11 June). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.

Altitude a.s.l. [km]

0

Backscatter coef. [sr ’1Mm’1]

# Date: 20140612, Start: 185229 , Stop: 200009

Vertical profiles from EOLE lidar

= 355nm
= 532nm
1064nm |

8 T

8

——A_ 355/532
ext
A, (355532
s ]
A 532/1064
bs’

0

2 4 6

0
0 100

Extinction coef. [Mm

200

-1,
1

0
0

50 100
Lidar Ratio [sr]

0 2 4 6
Angstrom exp. [a.u.]

YyxApa 6.17: Vertical profiles of aerosol optical properties (12 June). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.

Altitude a.s.I. [km]

0

Backscatter coef. [sr ’1Mm’1]

# Date: 20140614 , Start: 202841 , Stop: 212846

Vertical profiles from EOLE lidar

0

8 : 8 - . . . .
= 355nm ——A_ 355/532
1 ext
532nm | % B A,355/532 |
1064nm A, 532/1064
1 6 5 i
1 s 5 i
I 4 i
ENE 3 i
1 ol 5 i
I 1 i
0 0
2 4 6 0 100 200 0 50 100 o 2 4 6

Extinction coef. [Mm

-1,
1

Lidar Ratio [sr]

Angstrom exp. [a.u.]

SxAue 6.18: Vertical profiles of aerosol optical properties (14 June). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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Vertical profiles from EOLE lidar
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EyxApa 6.19: Vertical profiles of aerosol optical properties (15 June). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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EyApa 6.20: Vertical profiles of aerosol optical properties (16 June). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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SxAue 6.21: Vertical profiles of aerosol optical properties (17 June). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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Vertical profiles from EOLE lidar
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YyApa 6.22: Vertical profiles of aerosol optical properties (18 June). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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EyApa 6.23: Vertical profiles of aerosol optical properties (22 June). From left to right, first graph
shows aerosol backscatter coefficient, second graph shows aerosol extinction coefficient, third graph
shows aerosol Sy and fourth graph shows AE.
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ITivaxoc 6.3: Intensive optical properties from the HygrA-CD database. The first column refers to
the dates of the campaign that EOLE lidar signals were processed with the use of the Raman method.
The AOD at 355nm and 532nm are given in the second column. The third column shows the position
of the aerosol layers (i.e., base and top) detected in the retrieved vertical profiles. The fourth and fifth
columns refer to the Sy and AE within the detected aerosol layers. Finally, the sizth column provides
information on the linear particle depolarization ratio values provided by AIAS. AIAS was operational
only daytime and therefore the detected aerosol layers during nighttime may differ slightly in the FT
but more significantly within the PBL.

Date

[dd /mm] AOD Layer [km)] Sy [sr] AE oy (%]
355nm 532nm 355nm 532nm
15 /05 0.06 0.04 1.2-2.0 4142 4445 1.54+0.3 1.14+0.9
2.0-2.4 5048 5449 1.3+0.5 -
1705 0.09 0.08 1.2-1.8 2843 3446 1.7£0.4 1.4+0.2
2.0-2.5 375 33£7 2.440.7 1.240.3
18/05 0.03 0.02 1.2-1.5 46+8 38411 1.940.6 2.34+0.1
20 /05 0.20 0.16 2.5-3.2 4143  47+5 0.6£0.2 28.442.6
3.4-4.0 61+8 4844 1.04+0.2 -
21/05 0.05 0.03 1.2-1.7 96+5  60=£8 1.34+0.3 2.3+0.2
99 /05 0.10 0.07 1.2-1.5 4048 4643 0.84+0.6 4.740.2
1.6-2.0 40+3 3846 1.34+0.3 6.9+0.6
23/05 0.28 0.24 1.3-2.8 35+3  43+£5 1.5+0.4 14.0+2.5
26/05 0.28 0.24 3.0-4.0 53+9 4445 0.54+0.3 -
97 /0 013 0.08 1.2-2.0 3543  40+6 1.3+0.3 25.1+3.7
2.0-2.5 4449 51£16 1.1+0.4 28.1+3.1
01/06 0.1 0.08 1.2-2.5 40+£5 46+10 2.0+0.6 6.3+0.1
07 /06 0.97 0.19 1.2-1.7 3943 4547 1.640.3 4.841.2
2.5-3.2 5145 4745 2.0+0.3 2.9+0.5
10/06 0.19 0.11 1.2-2.1 5944  58+£8 1.3+0.4 6.440.7
11/06 0.99 019 1.2-2.1 5944 5549 1.240.4 2.0+0.1
2.1-3.0 62+3 5445 1.440.2 0.94+0.4
192/06 0.13 0.08 1.2-2.0 564+4 55414 2.0£0.5 8.940.4
2.1-2.8 T3E8 767 1.4+0.1 11.3£1.7
14/06 0.34 0.19 1.3-1.7 3743 4147 2.240.4 5.74+0.1
2.3-2.9 55+9  60=£8 1.9+0.2 6.84+0.8
15/06 0.22 0.16 1.7-3.2 70+12 67411 1.940.2 -
16/06 0.26 0.19 1.3-2.7 46+8  40+£8 2.3+0.4 7.1£1.4
17/06 0.38 0.33 4.0-4.8 40+4 4248 0.14+0.3 24.94+6.0
18/06 0.42 0.41 2.5-3.5 44+4 4645 0.1+0.1 19.0£2.0

22/06 0.33 0.21 1.2-2.5 40+5 4448 2.0+0.4 1.8+0.5
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YxAua 6.26: Histogram of Sy at 355nm.
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EyAue 6.29: Histogram of the linear particle depolarization ratio at 532nm.
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6.6 The thermodynamic state of the atmosphere

The thermodynamic state of the atmosphere can be easily characterized when radiosonde data
are available for the study area. This characterization is based on Skew-T Log-P diagrams
and the relative vertical profiles of the due point temperature, water vapor mixing ratio and
enthalpy [131]. The basic physical parameter retrieved from the soundings is the LCL above
which condensation starts for the ascending air parcel. Any lifting above that point results to
water phase change from vapor to liquid and the air parcel behaves as a pseudo-adiabatic
system which releases latent heat with the ambient environment. Therefore, when cloud starts
to form, at this level we observe a sharp negative gradient in the water vapor mixing ratio
and the enthalpy vertical profile above LCL. Provided that radiosonde launches were not
available everyday at noon, we will comment on the thermodynamic conditions of the days as
summarized in Table 6.4. The case of the 22" of May is a typical example of cloud formation.
The LCL was identified at 1660 m (~ 840 hPa) (cf. Fig 6.34) and the cloud formed at an
altitude of about 1900 m as shown in Figure 6.35. In that day the boundary layer was rich in
water vapor with an almost homogeneously mixed PBL with water vapor mass mixing ratio
of 8 g/kg of dry air. Very similar thermodynamic conditions appeared in the case of June
11%" where the mean water vapor mixing ratio (~ 9 g/kg) was invariant from ground level up
to the LCL at ~ 2000 m height (cf. Figure 6.49). In that case, the LCL was in the vicinity
of PBL top and cloud formation occurred. In both days, the air masses arriving over the
GAA were advected from N-NE directions and were combined with AOD(500 nm)>0.1 and
AE>1.6-1.7 (cf. Figure 6.31); therefore these air masses contained medium-to-high aerosol
load of small particles. An interesting case of cloud formation is also observed on the 30"
of May, with low aerosol load and large particles (AOD(500 nm)~0.05 and AE<1). In this
case, the air parcel reaches supersaturation at an altitude of 1050 m. In any case, the critical
parameter of cloud formation is the Convective Available Potential Energy (CAPE) which
was very high in that day (~2300 J/kg).

Ilivaxocg 6.4: Thermodynamic parameters from radiosonde launches

Date LCL Temperature CAPE
[dd/mm] height [m] [C] [J/kg]
21/05 2000 7 4
22/05 1660 11 668
23/05 1390 12 0
27/05 1410 14 0
30/05 1050 15 2295
02/06 1500 9 0
05/06 1090 15 0
08/06 1990 9 863
11/06 1360 15 863

6.7 Wind field in the PBL

Apart from the aerosols ability to act as CCN according to their properties, the wind field
plays a determinant role in the cloud development in several ways:



156 Experimental Campaign 2014

HygrA-CD sounding; 210514 12.00UTC
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YxAua 6.32: SkewT-logP diagram, 21 May 2014 at 12:00 UTC
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SxAno 6.33: Vertical profiles from radiosonde, 21 May 2014 at 12:00 UTC. Left graph shows
temperature and due point temperature, middle graph shows water vapor mizing ratio and right graph
shows the enthalphy of air parcel.
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YxAua 6.34: SkewT-logP diagram, 22 May 2014 at 12:00 UTC
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SxAno 6.35: Vertical profiles from radiosonde, 22 May 2014 at 12:00 UTC. Left graph shows
temperature and due point temperature, middle graph shows water vapor mizing ratio and right graph
shows the enthalphy of air parcel.
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HygrA-CD sounding; 230514 12.00UTC
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YxAua 6.36: SkewT-logP diagram, 23 May 2014 at 12:00 UTC
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YxAua 6.37: Vertical profiles from radiosonde, 23 May 2014 at 12:00 UTC. Left graph shows
temperature and due point temperature, middle graph shows water vapor mixing ratio and right graph
shows the enthalphy of air parcel.
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HygrA-CD sounding; 270514 12.00UTC
Plcdsf55 IG]st

) i /; T 4 Shoxe6 Pwafem]<2 CapelJj« 0
150
200 | 12048
250 10630
300 _‘\"‘;,
g "
5 ——
- y
m N -?:J-L_
500 -
ot
e —
= ]
1000 &
——— 1 T T T - T
20 0 2 40 60 80 100

Temperatus (F)

EyxApo 6.38: SkewT-logP diagram, 27 May 2014 at 12:00 UTC
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SxAno 6.39: Vertical profiles from radiosonde, 27 May 2014 at 12:00 UTC. Left graph shows
temperature and due point temperature, middle graph shows water vapor mizing ratio and right graph
shows the enthalphy of air parcel.
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HygrA-CD sounding; 300514 12.00UTC
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YxAua 6.40: SkewT-logP diagram, 30 May 2014 at 12:00 UTC
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YA 6.41: Vertical profiles from radiosonde, 30 May 2014 at 12:00 UTC. Left graph shows
temperature and due point temperature, middle graph shows water vapor mixing ratio and right graph
shows the enthalphy of air parcel.
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ExAua 6.42: SkewT-logP diagram, 2 June 2014 at 12:00 UTC
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SxAno 6.43:  Vertical profiles from radiosonde, 2 June 2014 at 12:00 UTC. Left graph shows
temperature and due point temperature, middle graph shows water vapor mizing ratio and right graph
shows the enthalphy of air parcel.
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ExAua 6.44: SkewT-logP diagram, 5 June 2014 at 12:00 UTC
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SxAno 6.45:

shows the enthalphy of air parcel.

Vertical profiles from radiosonde, 5 June 2014 at 12:00 UTC. Left graph shows
temperature and due point temperature, middle graph shows water vapor mizing ratio and right graph
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HygrA-CD sounding; 080614 12.00UTC
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ExAua 6.46: SkewT-logP diagram, 8 June 2014 at 12:00 UTC
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SxAno 6.47: Vertical profiles from radiosonde, 8§ June 2014 at 12:00 UTC. Left graph shows
temperature and due point temperature, middle graph shows water vapor mizing ratio and right graph
shows the enthalphy of air parcel.
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HygrA-CD sounding; 110614 12.00UTC
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IxAua 6.48: SkewT-logP diagram, 11 June 2014 at 12:00 UTC
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SxAno 6.49:  Vertical profiles from radiosonde, 11 June 2014 at 12:00 UTC. Left graph shows
temperature and due point temperature, middle graph shows water vapor mizing ratio and right graph
shows the enthalphy of air parcel.
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o the wind direction (and speed) determines the type of air masses which are advected
above the study area. The origin and pathways of these masses are also very critical
parameters, as they determine the aerosols’ chemical composition and their physical
properties. For instance, when masses are advected from S-SW directions, the most
probable detected aerosol type over Athens is dust (in Appendix B we present the air
mass back-trajectories arriving over the GAA for different dates and times during the
HygrA-CD campaign, as provided using the HYSPLIT model. The arrival heights of
these air masses are defined from the location of the aerosol layers detected by AIAS and
EOLE lidars). Moreover, the wind direction plays a crucial role in the determination
of air masses temperature and water vapor content. Irrespectively to the efficiency
of the dust particles to form cloud droplets, when the amount of water vapor in the
atmosphere is quite low, CCN activation cannot occur because the thermodynamic state
of the atmosphere does not facilitate high supersaturation and hence, cloud formation.

¢ the wind speed is also an important modulation factor of the aerosol load within the
PBL: e.g. low wind speeds lead to air mass stagnation, which facilitates the accumulation
of air pollutants within the PBL in the vicinity of air pollution sources.

During HygrA-CD, the wind vector (speed and direction) has been retrieved using the
scanning routines of the Halo Doppler lidar. In Figures 6.50 and 6.51, we present the mean
wind speed and direction in a single colorplot for the whole campaign. This information is
certainly useful for getting a quick overview of the wind characteristics in the PBL. Let’ make
a discrimination on the PBL wind speed by introducing three categories: (1) low intensity
w<8 ms~!, (2) moderate intensity 8<w<16 ms~! and (3) high intensity w>16 ms~!. In
most of the cases, both strong and low wind speeds appeared when the wind direction was
W-NW. Clouds appeared in the PBL when air masses arriving over Athens did not contain
mineral dust and the wind was very strong like the cases of 15, 30 and 31 May (cf. Figure 6.50
and Table 6.5). When dust particles arrived over Athens from W-NW directions (e.g. cases
of 24 and 25 May), the wind intensity was light and clouds did not form. Very frequently,
moderate wind speed was measured from the Doppler lidar when the wind direction was N-NE
(cf. Figures 6.50 and 6.51). For instance, in many cases (e.g. 21-22 May and 09-11 June) of
cloud-topped PBL presence, air masses were arriving over Athens from N-NE directions and
the measured wind intensity was moderate. The wind and turbulence characteristics of the
PBL have proved to be very critical for the activation process of aerosols to cloud droplets
even more critical that the aerosol number and chemical composition.

6.8 General conclusions from the HygrA-CD findings

Based on the summarized information shown in Table 6.5, we can conclude that clouds do not
appear in the vicinity of the PBL when air masses arrive from S-SW directions and contain
dust particles. The main reason for that is that the LCL appears at a very high altitude, well
above the PBL top (e.g., >2-2.5 km), therefore, the ascending air masses within PBL never
reach supersaturation.

On the contrary, cloud-topped PBLs frequently occur when air masses arrive from N-NE
directions and carrying anthropogenic and biomass burning aerosols and very rarely dust.
The contribution of local emissions to the total aerosol load can be considered negligible
when N-NE wind directions dominate in GAA due to the high ventilation of the basin in the
presence of such winds. It is easily observed in Table 6.5 that high AOD values (AOD>0.1 at
500 nm) do not correlate with PBL cloud formation. Hence, it is clear from the data obtained
during HygrA-CD that cloud droplet activation, over a polluted site like Athens, cannot be
directly linked to a single aerosol parameter, like the AOD as it has been shown in previous
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Mean Wind Speed at N.C.S.R. DEMOKRITOS (m/s)
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SxHua 6.50: Mean wind speed in the PBL derived from the HALO wind lidar
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ExAuna 6.51: Mean wind direction in the PBL derived from the HALO wind lidar
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ITivaxoc 6.5: Aerosol and cloud presence in the PBL with respect to the wind field direction. AOD
at 500 nm (third column) has been retrieved daytime from CIMEL sunphotometer as also shown in

Figure 6.31.

Date Cloud PBL height
dd/mm] formation AOD >01 W-NW N-NE S-SW m] 8
Dust Othe Dust Othe Dust
15/05 X X 0.85+0.15
16/05 X X 1.6840.07
17/05 X X 1.13+0.07
18/05 X X 1.6940.20
19/05 N/A
20/05 X X 2.01+0.10
21/05 X X 1.7140.10
22/05 X 2.5240.20
23/05 X X 2.5940.20
24/05 X X 0.79+£0.15
95/05 x x 1.8240.10
26/05 X X 1.57+0.07
27/05 x x 1.9440.15
28/05 X 0.7940.10
29/05 X N/A
30/05 X X X 1.5240.20
31/05 x x 1.7140.25
01/06 X X 2.31£0.15
02/06 X X 2.32+0.15
03/06 N/A
04/06 N/A
05/06 b'e b'e X 0.68+0.10
06/06 X X X 0.65+0.05
07/06 X X X 0.724+0.05
08/06 X X X 1.8840.16
09/06 X N/A X 2.23+0.25
10/06 x N/A x 1.4540.18
11/06 X X X 2.4740.20
12/06 X X X 2.31+0.20
13/06 X N/A X 2.57+0.07
14/06 x N/A x 2.13+0.18
15/06 x N/A x 2.33+0.20
16/06 X X 1.8640.30
17/06 X 0.86£0.15
18/06 N/A x N/A
19/06 N/A x 2.1140.20
20/06 x N/A x 1.9840.15
21/06 N/A x 1.1840.16

22/06 N/A x 1.8840.15
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studies [15], [132]. In practice the cloud formation occurs even in low AOD, when the positive
buoyancy (measured by CAPE) is sufficiently high to vertically transport the aerosol layer at
the LCL. From the HygrA-CD dataset, we can conclude that clouds form when the aerosols
present have a critical size so as they become activated even at low supersaturation (e.g.,
$<0.1). Aerosols’ hygroscopicity also plays a less essential role in cloud activation, since even
less hygroscopic aerosols (like mineral dust) are activated when they reach their critical size
during updrafts.

As a final conclusion, HygrA-CD showed the importance of the covariations of aerosol
and dynamics in the formation of clouds in the vicinity of the PBL over a Mediterranean site
with complex local topography, and that the highest contribution to the variance of the cloud
droplet number is attributed to the updraft velocity variability and to a lesser extent to the
variance in aerosol number concentration at ground level and their chemical composition and
size distribution.



CHAPTER

Results from lidar remote sensing measurements

Making use of the HygrA-CD dataset, we focused on developing new methods to quantify 1)
the CCN spectra and cloud droplet number concentration at a certain aerosol layer and 2) the
vertical aerosol flux in the convective cloud-topped PBL. The first technique is presented in
Section 7.1 and involves synergistic measurements from a multi-wavelength Raman lidar and
a Doppler lidar. The second technique is presented in Section 7.2 and is based on collocated
measurements from an elastic aerosol lidar and a Doppler lidar.

7.1 CCN spectra estimation using multi-wavelength Raman
lidar

Aerosols play an important role in the terrestrial radiation balance by interacting with direct
incoming sunlight and modifying the microphysical properties of clouds. In terms of low-level
clouds, increased CCN concentrations tend to increase cloud droplet concentration [133] and
increase shortwave cloud albedo. The enhanced droplet concentrations may also modify
the efficiency of clouds to produce precipitation [134] with important impacts on vertical
development and the hydrological cycle [135], [136], [10]. The so-called aerosols indirect effects
lead the climate change prediction to highly uncertain results [10].

The lack of continuous collocated measurements of aerosol, cloud and thermodynamic
variables throughout the atmosphere increases the uncertainty of aerosol-cloud processes in
climate models. On a global scale, using means of satellite remote sensing, several attempts
have been made to constrain aerosol-cloud-precipitation-climate interactions [137]. In this
section, we describe a methodology for making use of ground-based lidar measurements
to retrieve the number of CCN as a function of the supersaturation using data from the
multi-wavelength Raman lidar EOLE. The information about the CCN number combined
with the vertical wind component as retrieved from Doppler lidar enabled us to estimate the
cloud droplet concentration as well.

7.1.1 Analysis & algorithmic description

Multi-wavelength Raman lidars are widely used to provide information about the vertical
distribution of aerosols in the sampled atmospheric volume. The multi-wavelength Raman lidar
EOLE allowed us to retrieve aerosol optical properties such as a (), 8(\) coefficients. The
basic idea and structure of our approach is illustrated in the flow chart of Figure 7.1. Primarily,
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the detected aerosol layers above the lidar are optically characterized (cf. Figure 6.24). Then,
aerosol micro-physical properties are derived within the homogeneous atmospheric layer.
In particular, the aerosol size distribution is retrieved from the optical properties through
inversion technique (as described in Chapter 4). Provided that the detected aerosols have a
known chemical composition and hence hygroscopic behavior, the CCN spectra are derived
from the dry size distributions. Finally, with use of parameterization and known vertical
wind component, the algorithm permits the calculation of droplet number concentration and
attributions.

; ; S ®
inversion
1—,‘1 K-theory 1%_
—> | 2 ———>| 2
=] o
a(A),BA) RHT
D d
Wet size distribution Dry size distribution
ﬂ K-parameter
Lidar
z Doppler
lidar
w
w
Cloud droplet number CCN spectra

YyAue 7.1: Presentation of the algorithm: retrievals and analysis

In this study, we focus on the lower part of the atmosphere for altitudes <2000 m at
the residual layer of the PBL. In particular, we work on the aerosol layers that satisfy the
following criteria: (a) the detected aerosols are approximately spherical so as Mie theory
is applicable (b) aerosol is internally mixed and (c) the air mass is uniform. The validity
of aerosol sphericity is ensured by the retrieved linear particle depolarization ratio (d,) as
measured from AIAS (c.f. Figure 6.25). Aerosols with a 6, <5% are approximated to spherical
particles [138]. Thus, the methodology is applied to case studies with detected aerosols layers
characterized by a 6, <5% [139]. The inversion of lidar data is restricted to the diameter range
[0.1 um, 20 um] because light in the spectrum of 355 nm—1 um interacts with particles of
such sizes. The common origin of these air masses is confirmed from the backward trajectories
implemented by HYSPLIT model [119]. The uniformity of air masses is not totally ensured,
nevertheless, the chemical composition of the aerosols from these remote sources is comparable
regarding water uptake.

Aerosol size distribution retrieved in ambient RH

The CCN activity spectra expressing the number of activated CCN as a function of ambient
supersaturation are derived from the dry aerosol size distribution. Here, we retrieve the size
spectrum of wet! aerosol f(D) from lidar optical data. The obtained aerosol size distribution
should be a lognormal distribution:

We refer to wet aerosol because the detected aerosol is measured in ambient relative humidity.
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_\2
(lnD—lnD)
D)= —— —_ | 7.1
(D) \/27rD1nanp 2In%o (7.1)

where D is the mean wet diameter, o the dispersion of the distribution and N the total
aerosol number concentration. Lognormal parameterizations of aerosol size distribution and
supersaturation activity spectra are broadly used in aerosol-cloud physics and climate studies.

In order to be consistent with the theoretical aerosol size distributions and mitigate
the effect of ill-posedness in the lidar inversion retrieval, an ODE has been applied to the
retrieved aerosol distributions prior to the CCN spectra estimation. The criterion for the
selected optimal log-normal distribution is: the corrected f.or and initial f distribution have
a mazimum common likelihood for the size range [D — o, D+ o]. Mathematically, this is
expressed as the minimization of the following expression

pmaz

H Z (f - fcor)dDH — min (72)

where D" = D —g and D™ = D +¢.

CCN calculation

The ability of particles to act as CCN depends on their affinity to water vapor. When
the ambient relative humidity exceeds a critical value, the wet aerosol particle undergoes a
continuous hygroscopic growth in its diameter [63], [I40]. Kohler theory is applied to dry
aerosol spectra and, thus, a transformation from wet to dry diameter should be implemented.
This is only possible if the soluble fraction of the aerosol is known. The so-called hygroscopicity
k-parameter for n-component particles can be predicted from the linear mixing rule:

R = Z € R; (73)
=1

where ¢; and k; are the dry volume fraction and hygroscopic parameter of the it" species
respectively.

In theory, x takes values from 0, when the aerosol has contributions of only insoluble
species, up to 1.4, when it consists of only sodium chloride which is the most hygroscopic
species [141]. However, in practice, it has been found that continental aerosols usually consist
of chemical species which result into a x value below 0.6 (i.e., a x value of approximately 0.6
occurs when the dominant species is ammonium sulphate). The most uncertain components
are the organic species, due to their high diversity, but in most atmospheric studies their
hygroscopic parameter ranged from 0 to 0.3. A x value of 0.1 characterizes an aerosol as less
hygroscopic but still able to act as CCN while aerosols with a x value of 0.3 are considered as
effective CCN [141]. For this reason, in this study, we have considered two scenarios for the
hygroscopic behavior of detected aerosols: (i) less hygroscopic, k=0.1 or (ii) more hygroscopic
k=0.3. From previous studies on the hygroscopicity values of continental aerosols, a k value
of 0.3 has been found as the most characteristic for European continental aerosols [112].

Under the assumption that aerosols of the i diameter range [D;, D; + dD] have the same
hygroscopic growth with aerosols of the (i+1)" diameter range, the it" dry diameter d; is
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related to the wet diameter D; with the following expression [143]:

_1/3
RRE 1> (7.4)

1-RH

Therefore, the dry aerosol size distribution will be a lognormal distribution with o dispersion
and mean dry geometric radius to be given by Equation (7.4). The spectrum comes as a result
from the exploration of critical supersaturation for each aerosol’s dry diameter with known
hygroscopicity parameter. All possible pairs of dry diameter and critical supersaturation
[d,sc] lie on the Kohler curves for k = 0.1 and x = 0.3 as depicted in Figure 7.2. The critical

di:Di<

supersaturation is calculated from the following equation [114]:
1
443 \? 40 1o My,
— A= 7 7.5
SC eXp <27,‘{,d3> ) Rpr ( )

where o0,/, is the surface tension of the solution/air interface, p,, the density of water, M,
the molecular weight of water, R the universal gas constant and 7" the temperature.

Critical supersaturation [%]

0.01 0.1 1
Dry diameter [um]

SxAue 7.2: The critical supersaturation versus aerosol dry diameter. The k hygroscopicity parameter
has been determined equal to 0.1 (i.e., for less hygroscopic aerosols) and k= 0.3 (i.e., for more
hygroscopic aerosols) with respect to the reference k =0.6 of ammonium sulphate

In mathematical formulation, the critical supersaturation s. necessary for the CCN
activation of an aerosol with dry diameter d defines the CCN differential supersaturation
activity spectrum ¢(s) which obey to the conservation law for the number concentration

F(d)dd = —¢(s)ds (7.6)

and can be reformulated as the following

dd 2N In? (22)?/

sl (7.7)

o) = _f(d)£ - 3sv2rlno P 2Ino

Then, CCN number concentration at any supersaturation expressed as F'(s) can be derived
by the integration of ¢(s) over the supersaturation range [0, s]

F(s.) = /OSC¢(S)d3 = g <1 —erf (— v2ln (SSC)>> (7.8)

3lno
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Let us introduce the initial and the corrected CCN differential supersaturation activity
spectrum as ¢y, () and ¢eor (s), respectively. Then, the discrepancy caused by the positive
skewness of the initial aerosol size distribution can be quantifying by A¢(s). Mathematically
this variable is expressed as

_ Gin (5) = Peor (S)

A (s) ¥ . (7.9)

Calculation of droplet number and sensitivity to BL dynamics

The population-splitting concept has been used for the calculation of cloud droplets [145]. This
concept has been applied to general circulation models as an attempt to include aerosol-cloud
interactions. From the CCN size spectra, it is possible to calculate the number of expected
cloud droplets by computing the maximum supersaturation of an ascending air parcel. The
latter is computed from the partial derivative of cloud parcel’s supersaturation:

ds dw

_ gM,,AH, _ gM,, _ pM,, MwAHg (7.11)

“TRT2  RT' T pMw  c,RI?

where v: the vertical velocity of the ascending parcel, AH,: latent heat of condensation of
water, T": the parcel temperature, M,,: molecular weight of water, M,: molecular weight of
air, g: acceleration of gravity, c,: heat capacity of air, p*: water saturation vapor pressure, p:
ambient pressure, %: condensation rate from liquid water to cloud droplets, R: universal gas

constant. The maximum supersaturation S, is achieved when Equation 7.10 becomes zero:
ds
T
With known CCN spectrum F'(s) and the maximum supersaturation of the cloud parcel, the
total number of activated cloud droplets can be expressed as:

Ni=Flsmar) = | T 5(s)ds (7.13)

0 (7.12)

The vertical velocity of the ascending cloud parcel w is a critical parameter for the accurate
determination of maximum supersaturation, and the cloud droplet number N;. The vertical
wind component w is a physical parameter we can retrieve with height from a Doppler
lidar with high temporal resolution of 24 seconds [!]. However, the mean vertical wind has
been proven not to be the characteristic quantity we need to retrieve [116]. Instead, the
characteristic updraft velocity w* = 0.790,, is proposed if w ~ N (u1,02) with a low mean value
1= 0. From time series of vertical wind component the pdf of w, g(w), has been constructed
and checked for its validity on the requirement to follow a Gaussian distribution. Given the
fact that the continuous variable w which takes any value in the set [-2,2] has an associate
error dw which is range dependent [28], the discretization step should be carefully selected.
Here, it has been selected equal to 0.3 such as the p.d.f of w conforms to a Heaviside function:

1, 0<ow<0.3
g(ow) =
0, ow > 0.3

The Gaussian shape of g(w) is ensured from the Doppler lidar data within the diurnal
PBL (c.f. Figure 7.3). In the cloud-topped PBL, updraft air flow becomes dominant. Several
scenarios have been tried for the better determination of a representative w*: (1) whole time
series (24h) have been considered; (2) only hours with dominant updrafts were used; (3) only
one hour data were used so as w* is time collocated with Raman lidar data.
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SxAune 7.3: pdf for the vertical wind component from Doppler lidar data. Here is an example pdf
which follows a Gaussian distribution with a positive but close to zero mean value.

7.1.2 Case studies examined: results

The algorithm has been applied to four aerosol layers detected during the HygrA-CD campaign:
21 May, 22 May, 10 June and 11 June. The optical signature of the detected aerosols is
demonstrated in Table 7.1. The cases of 21 May, 10 June and 11 June look very similar and
they have been classified as common type of mixed BB (cf. Figure 6.24). The case of 22
May is of a more complicated BB type including some contribution of Asian dust. The dust
contribution is apparent in aerosol intensive optical properties resulting to lower mean values
of lidar ratio S and AE.

ITivaxoacg 7.1: Intensive aerosol optical properties at the inverted aerosol layers

Date Layer boundaries [m)] Sy [sr] AE
355nm 532nm

21 May 1200-1700 56 (5) 60 (8) 1.3 (0.3)

22 May 1200-1600 40 (8) 46 (3) 0.8 (0.6)

10 June 1200-1600 59 (4) 58 (8) 1.3 (0.4)

11 June 1200-1800 50 (4)  55(9) 1.2 (0.4)

Aerosol size distribution from lidar inversion

For the layers of Table 7.1, the size distribution f(D) have been retrieved and presented in
Figure 7.4. The mode diameter for all cases is the same at 0.22um. However, provided that
the wet aerosol spectra is a positively skewed distribution the long tail of the distribution
points to the large diameters and the mean diameter is always larger than the mode diameter.
The mean aerosol diameter of the wet size distribution is estimated as:

— 1 [Dmaa
D:NA) Df(D)dD. (7.14)

min

By considering that the n** central moment of the aerosol distribution about the mean is



CCN spectra estimation using multi-wavelength Raman lidar 175

expressed as:

n = ]1V/DDW (D-D)" j(D)dD. (7.15)

min

the statistical measures of the distribution (dispersion, skewness) can be calculated:

13
0=ty = 32 (7.16)
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SxApo 7.4 Wet size distribution as retrieved from lidar optical data in four cases.

ITivaxoc 7.2: Lidar inversion in the 4 cases of Table 7.1. The retrieved positive-skewed lognormal
size distribution with the following properties.

Total Mean
Date Number N Diameter D Dispersion ¢  Skewness 7
[em—?] [1m]
21 May 460 0.25 1.25 20.3
22 May 330 0.29 1.46 20.9
10 June 770 0.27 1.30 19.9
11 June 480 0.26 1.27 19.6

The retrieved aerosol size distributions have been treated as log-normal. However, by
reproducing the size distribution functions with the metrics of Table 7.2 it becomes evident
that the cut-off diameter in the solution space of the distribution slightly changes the statistical
nature of the distribution from a lognormal to a positively-skewed lognormal. In Figure 7.5, the
initial positive skewed distributions of Figure 7.4 are compared to the lognormal distributions
with the same statistics (i.e., total number N, mean diameter D and dispersion o). For the
corrected distributions, the respective mode and mean diameter are identical. The observed
differences between the initial and corrected wet aerosol spectra imply that the ill-posedness
of the lidar inverse problems will introduce some instability in the calculated CCN spectra
and consequently in the total cloud droplet number.

Retrievals from wet to dry distribution

From a previous field campaign conducted at the same site and during the same year period
(summer 2012) exhibiting same synoptic air flows, the aerosol hygroscopicity parameter at
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EyxApa 7.5: Aerosol size distribution positively-skewed log-normal (initial) versus log-normal (cor-
rected) for all case studies. The corrected distributions have been produced from Eq. (7.1) with the
statistical moments referred to Table 7.2.
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ground level was derived using multiple instrumentation, including a Hygroscopic Tandem
Differential Mobility Analyzer (HTDMA), a High-Resolution Time-of-flight Aerosol Mass
Spectrometer (HR-Tof-AMS) and filter samples. From the measurements it was derived
that the majority of particles resided in the more hygroscopic mode (i.e., k > 0.1) and were
often externally mixed. The median s value of particles having dry mobility diameters of
120 nm, regardless their mixing state (i.e., a value which was representative of the whole
aerosol population, kgrpara), was 0.27, ranging from 0.08 to 0.5. The measured « values
were compared with the hygroscopicity values derived from the aerosol chemical composition
(komream) which were estimated by employing the x-Kohler theory over the measurements of
an HR-Tof-AMS [117] and filter samples. kogpy was found with the same median of 0.27
and all measurements were ranging from 0.12 to 0.46. Finally, estimates of the hygroscopic
parameter based on the chemical composition from filter samples had a median s value of 0.3.
Comparative plots between the retrieved s from HTDMA and filters and HTDMA and AMS
are shown in the Figure 7.6(a) and 7.6(b) respectively. Keeping in mind the fact that a recent
study in the area revealed that at higher altitudes the organic aerosol fraction is higher [11]
and consequently the hygroscopicity parameter may decrease with height, it is believed that
the two selected scenarios for the hygroscopic behavior of the detected aerosols are realistic
and representative for the area.
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(a) Aerosol hygroscopic parameter (k) obtained from 24-h average
HTDMA measurements in comparison with the chemical composition
derived particle hygroscopicity, obtained from filter samples.
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(b) Aerosol hygroscopic parameter (k) obtained from 2-h average
HTDMA measurements in comparison with the chemical composition
derived particle hygroscopicity, obtained from the HR-Tof-AMS.

SxAue 7.6: k values for the area of study during Campaign of summer 2012

The determination of the ambient RH in the studied layers of Table 7.1 have been done
from Microwave Radiometer data [119] and radio soundings. The uncertainty on RH vertical
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(b) k=10.3
YxAua 7.7 Dry size spectra corrected with respect to the ambient RH

profile is about 10% and should have a negligible impact on the CCN spectra calculations.
Dry size distributions have been calculated with known RH and two possible hygroscopicity «
values and they are illustrated in Figure 7.7(a), 7.7(b).

Calculation of CCN spectra

The CCN spectrum? F(s) for aerosol distributions of Figure 7.7 is shown for all cases separately
in Figure 7.8. All available atmospheric particles turn to CCN above a certain supersaturation
limit. The less hygroscopic particles (k = 0.1) become all CCN active at supersaturation of
approximately 0.2%. For the hygroscopic aerosols of k = 0.3, the critical supersaturation drops
to 0.1%. Comparing between the different case studies, we observe that the higher number of
CCN appears for the case of 10 June since it is the case with the highest aerosol load. The
maximum number of CCN is 770 per em 3. This is in good accordance with the AOD at 355
nm of the detected layer which was found equal to 0.069. On the contrary, the less polluted
day seems to be the 22"¢ of May with a total CCN number of 330 ¢m ™3 in an aerosol layer

2The CCN spectra in all cases follow the power law approximation Cs® for an index k and coefficient C.
This is in accordance to [150] which presents a closure between the power law concept (with differential activity
spectrum ¢(s) = Ckskil) and the lognormal parametrization of Equation 7.7.
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SxAune 7.8: CCN spectra for the four case studies. The total activated CCN number as a function of
the supersaturation is illustrated. In all cases, the detected aerosols are activated as CCN irrespectively
to their physicochemical properties at supersaturations s > 0.2%

with AOD at 355 nm equal to 0.037. At higher supersaturations all aerosols become CCN,
nevertheless CCN activation may happen at lower supersaturations. The obtained spectrum
favors the classification of the aerosol layers with respect to their efficiency to act as CCN.
Figure 7.9 shows the ability of aerosols to become CCN active for the several cases. The most
efficient aerosol is that of 22 May. For an ambient supersaturation of 0.05%, the activation
fraction in the case of 22 May is higher than 40% whereas in the case of 11 June less than
30% of the total aerosol is CCN activate. The former observation explains why the whole
CCN spectra is a significant property which must be retrieved from lidar data and not only
the total CCN number.

The response of the retrieval algorithm to the instability of inverted wet aerosol size
distribution is clearly illustrated in Figure 7.10. The impact of ill-posed solutions is stronger
for supersaturations lower than 0.1%. A maximum discrepancy of 30-35% appears for the
cases of 10 and 11 June at 0.06% supersaturation. This means that an underestimation of
approximately 30% will be introduced to the CCN number retrieval if the initial distribution
provided to the algorithm deviates from the theoretical lognormal (see Figure 7.5). When
the aerosol size distribution is wider (like in the case of 22 May), the discrepancy propagates
towards the low supersaturation range.

The corrected aerosol size distribution after the ODE implementation is illustrated for the
test case of 11 June in Figure 7.11. An apparent improvement is observed at the size range
where the higher aerosol concentrations are lying. However, the corrected ODE distributions
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IxAua 7.9: Activation fractions derived from CCN number over total aerosol number. Activation
fractions are noted with grey color when k= 0.3 and black color when x =0.1.
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YyxApa 7.10: Fractional differences A¢(s) along the supersaturation spectrum for all case studies.

do not have a good overlap with the initial distributions at the tails of the distribution.
In fact, this discrepancy should be less significant than in the case without ODE. A direct
comparison on the CCN spectra retrieved from initial, corrected and corrected with ODE
aerosol distributions verifies the improvement on the stability of the lidar CCN retrievals. In
Figure 7.12, the initial CCN spectra seems better re-obtained by the corrected lognormal
when ODE is applied. More precisely, the fractional difference in the CCN defined by Eq.
(7.9) is significantly eliminated throughout the whole supersaturation spectrum. In Figure
7.13, for an ambient supersaturation of 0.06% we observe a mitigation in the underestimation
of CCN number from 30% to about 10%.

Cloud droplet number calculations and sensitivity

Figure 7.14 shows the statistics for the vertical wind component from Doppler lidar time
series. We observe that both updrafts and downdrafts dominate the PBL at different periods
of the day. The diurnal mean characteristic velocity for all cases has been found equal to 0.6
ms~! which is typical for a convective boundary layer [151]. Nevertheless, for the maximum
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SxApne 7.11: Comparison between the lidar retrieved aerosol size spectra with a lognormal distribution
with and without ODE: application on the case study of 11 June.
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supersaturation and cloud droplet calculations, all possible values of w* summarized in Table
7.3 are considered. A range for cloud retrieved quantities is given in Table 7.4. The maximum
Smaz occurs for the case of 22 May. This leads to high cloud droplet activation fraction of
82% even at the lower bound of maximum supersaturation. Such a result, verifies the initial
characterization for the aerosols of 22 May as the most efficient CCN among the studied
cases. This is in good agreement with the statistical moments of aerosol size distribution
summarized for all cases in Table 7.2. The absolute total aerosol number is the lowest of all
days but mean diameter D, dispersion ¢ and skewness 7 are the highest among these cases.
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SxApno 7.14: Vertical velocity statistics from the retrieved pdf. The line with red color is the mean
velocity while the black color line shows the dispersion about the mean. Both statistical moments have
been estimated for hourly time series of Doppler lidar data.

The predicted cloud droplet number is only slightly affected by the ill-posedness of the
lidar inversion problem. As stated in Table 7.4, the cloud droplet number is estimated in all
cases for a maximum supersaturation in the range [0.13,0.31]. For a maximum supersaturation
of 0.13% and above, the mean A¢ (s) tends to zero. Thus, the predicted total cloud droplet
concentrations from lidar inverted data should be considered a stable retrieval with a small
uncertainty.

As previously mentioned, the impact of unstable aerosol size distribution solutions on cloud
droplet number is not so important. In Table 7.5, we compare the cloud droplet activation
fraction for the initial aerosol spectra before correction of the positive skewness and after
correction with and without ODE. For all case studies, the difference in the cloud droplet
activation fraction between the initial and corrected spectra is less than 10% and it becomes
less than 5% when ODE is applied.
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Ilivoxcac 7.3: Statistics from the pdf of the vertical wind component.

Diurnal
(updrafts & Only updrafts . At, the.
inversion time
downdrafts)
Mean value ¢ mean min mazx | mean min Max
21 May 0.0 -0.1 0.3 0.4 0.0 0.3 0.9
22 May -0.2  -0.2 0.0 0.1 0.1 0.1 -0.2
10 June -0.3  -0.1 -0.3 0.1 0.2 0.1 -0.3
11 June -0.2  -0.3 -0.2 0.3 0.2 0.3 -0.3
Dispersion o mean Mmin  Mar | mean MIn  Max
21 May 0.8 0.3 1.2 0.9 04 1.2 1.1
22 May 0.7 0.4 1.2 0.5 04 05 0.6
10 June 0.8 0.5 1.1 0.8 0.5 1.1 0.7
11 June 0.7 0.3 1.2 1.0 0.8 1.2 0.3
Characteristic . .
. mean min  maxr | mean min  Max
velocity w*
21 May 0.6 0.2 1.0 0.7 0.3 1.0 0.9
22 May 0.6 0.3 1.0 0.4 0.3 04 0.5
10 June 0.6 0.4 09 0.6 0.4 09 0.6
11 June 0.6 0.2 1.0 0.8 0.6 1.0 0.2

Tlivaxocg 7.4: Cloud droplet activation parameters

21 May 22 May 10 June 11 June

Maximum Supersaturation (%) [0.13,0.26] [0.15,0.31] [0.14,0.19] [0.13,0.26]
Cloud Droplet number (m~?) [285,453]  [270,324]  [539,655]  [281,476]
Activation Fraction (%) [62,98] [82,98] [70,90] [58,98]

7.1.3 Summary and conclusions

This study provides a methodology to retrieve CCN spectra and total cloud droplet number
with the use of synergistic ground-based optical remote sensing instruments. Aerosol Raman
lidars are widely used for the vertical characterization of aerosol optical and microphysical
properties. However, lidar retrievals were never used in the past for the classification of
aerosols based on their efficiency to act as CCN. Here, for the first time lidar optical data can
be linked to CCN number in an atmospheric layer. The Kéhler theory has been applied to the
inverted aerosol size spectra after being corrected from relative humidity effects. The ambient
relative humidity in the detected aerosol layer is vertically resolved by combined information
from radiosonde data and microwave radiometer. Then, the retrieved quantity is the CCN
number along the supersaturation spectrum.

The proposed methodology has been applied to four case studies of HygrA-CD campaign.
The origin of the detected air masses is from the industrial zone of Black Sea and the type of
detected aerosol is mixed BB. The most polluted case is that of 10 June with a high aerosol
load leading to cloud droplets concentration in the order of 539 to 655 cm~3. The less polluted
day if that of 22 May leading to cloud droplets in the range 270-324 ¢m~3. However, when
aerosols are characterized with respect to their efficiency to produce cloud droplets, aerosols
of that day are proven as the most efficient CCN. This is a characteristic example explaining
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IMivaxag 7.5: Cloud droplet activation fraction [%] for initial, corrected and corrected with ODE size
spectra

21 May 22 May 10 June 11 June

Initial 87 89 86 85
Corrected 93 91 91 94
Corrected with ODE 84 91 88 87

the importance of retrieving the whole CCN spectra.

The total number of activated cloud droplets is calculated from the maximum super-
saturation (S;,q.) that reaches an ascending air parcel. For the determination of s, the
characteristic vertical wind is a parameter which is obtained from a Doppler lidar. Such an
instrument provides vertical profiles of Doppler velocity and other dynamic characteristics
of PBL turbulence. First, the pdf of vertical wind has been constructed and, then, the
characteristic velocity w* has been calculated from the variance of the Doppler velocity
distribution.

Finally, due to the ill-posedness of the lidar inverse problem, several tests has been done on
the stability of the retrieved aerosol size spectra. Lognormal distributions have been generated
with the same statistical properties of the initial distributions. These distributions have been
used for the CCN spectra estimation and a maximum fractional difference of around 30%
has been found. Specifically, the retrieval is more unstable for supersaturations below 0.1%
and in particular the largest discrepancy has been observed around s = 0.06%. This impact
was significantly improved by 20% when an optimal maximum likelihood estimator has been
applied on the initial retrieved aerosol spectra. The cloud droplet number does not appear
very sensitive to aerosol retrieval uncertainties. In fact, cloud droplet number appears more
sensitive to the BL dynamics which determine the air parcel maximum supersaturation.

7.2 Vertical aerosol flux estimation in the cloud-topped PBL

Vertical transport of aerosols within the PBL is a complex physical process and it has
not been systematically studied with means of active remote sensing so far. Lately, there
is a considerable need within Aerosols, Clouds, and Trace gases Research InfraStructure
(ACTRIS)/EARLINET community to provide flux profile observations throughout the PBL.
Collocated measurements from an elastic aerosol lidar and a Doppler lidar can be used
synergistically in order to capture vertical aerosol fluxes in the PBL. A method has been
implemented by [152] for dry atmospheric conditions in cloud-free conditions. Here, we extend
this technique for the case of cloud-topped PBL where hygroscopic aerosol growth due to
water uptake occurs. Aerosol vertical transport technique has been applied to a case study of
a convective deep PBL (~2 km) in an humid atmosphere (i.e., water vapor mixing ratio r=9
g kg~ ') with high Relative Humidity gradient within the PBL in the order of 25% per km.

Only quantification of aerosol number concentration fluxes near the surface [153] and near
the ocean [1541] have been achieved with in-situ instrumentation (i.e., combined ultrasonic
anemometer with high resolution particle counter). Using remote sensing instruments, tur-
bulent water vapor fluxes measurements have been achieved from ground-based vertically
pointed water vapor differential absorption and Doppler lidars [155].

7.2.1 Measurements & methodology

Collocated measurements from a Doppler lidar and an aerosol elastic lidar have been performed
at DEM during the HygrA-CD campaign. The quantification of aerosol vertical transport
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implies that the aerosol and Doppler lidar share the same illumination volume. The aerosol
backscatter lidar is AIAS with an operational wavelength of 532 nm and a full overlap of about
300 m above ground level. The elastically backscattered light is collected with a sampling
rate of 20 MHz resulting to vertical resolution of 7.5 m. The temporal resolution of the lidar
has been set to 100 s in order to achieve a sufficiently good SNR per vertical profile. The
latter allowed us to capture the fluctuations in the aerosol backscatter coefficient 8 with an
accuracy of ~15% [!]. The aerosol backscatter coefficients has been estimated from the Klett
method [73], [120] by making an assumption on the lidar ratio S). We selected a value of
S532=45 sr because this was the most frequently observed value within the campaign (cf.
Figure 6.27). The wind lidar is a commercial coherent heterodyne pulsed Doppler scanning
lidar system manufactured by HALO Photonics, the performance of which has been evaluated
in [1]. This lidar is able to work in a combined mode of operation: vertical azimuth display
(VAD) mode and a three-beam Doppler beam swinging (DBS) mode. When the instrument is
operated in VAD mode, vertical wind component w can be measured with an accuracy of
better than 0.1 ms~! [156]. The range resolution of the vertical wind component measurement
is 30 m and the temporal resolution is 14 s. The vertical profiles have been averaged so as
the temporal resolution of wind measurements becomes similar to AIAS lidar (i.e., ~ 100 s).
The maximum range of measurement depends strongly on the atmospheric aerosol load and
very rarely reaches a range of 2-3 km. This is a barrier for the application of the proposed
methodology within the whole PBL depth.

Eddy correlation technique is the most direct turbulent flux measurement. This technique
makes possible the measurement of the flux on the same time and spatial scales as the
variability of various processes that influence the aerosol flux between the PBL and the ground
beneath it. The methodology demands the calculation of the covariance of the vertical wind
component fluctuation w’ and the aerosol backscatter coefficient fluctuation 5’. As any other
statistical independent random variable, w = w(z,t) and § = (z,t) expressed by Eq. 7.17
and 7.18 have a laminar component w, 3 which is expressed as the ensemble average and a
turbulent component w’, 3 which is the fluctuation about the mean:

w(z,t) =w(z)+w (2,t) (7.17)
B(ot) =B () + B (1) (7.18)

Provided that lidars point vertically and illuminate the same atmospheric volume, in
stationary flows, the laminar components are given from the temporal average

W(z) = i/tt+7w(z,t) dt (7.19)
o 1 t+71
B(z) = ) B(z,t)dt (7.20)

The application of eddy correlation technique for measuring the turbulent fluxes requires
rapid data acquisition systems [157]. Therefore, ATAS temporal resolution (100 s) is indeed
in the limits of the acceptable sampling rate for turbulent flux measurements. Another
requirement is that of stationary turbulence in the averaging time window and can be met
from the Taylor’s hypothesis. In practice, when we study any meteorological parameter, the
temporal fluctuations in a medium are expressed as a simple transfer of the spatial fluctuations
with a velocity equal to the wind speed. This allows us to link the time and frequency scale
of this parameter to its spatial scale of wavelength or wavenumber [158].

From the HygrA-CD dataset, we have selected the case of 11 June to apply our methodology.
The reason is that in that day we observed cloud formation (see due point temperature and
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Sxhua 7.16: AOD and AE from sunphotometer data. The measurements stop at around 07.30 when
the first clouds started forming (11 June 2014)

temperature profiles in Figure 7.15) and a very good mixing in the lower atmosphere. The
mixing state of the atmosphere is characterized from the vertical profile of the water vapor
mixing ratio. In Figure 7.15, the mixing ratio r is almost constant and equal to 9 g kg~! from
ground level up to 2000 m height. This is a good indication of a well-mixed PBL because of the
earlier turbulent flux activity in the PBL. At the time of the radiosonde launch (12:00 UTC),
the lapse rate has been estimated of about 9 K'km ™! which is slightly higher than the adiabatic
lapse rate. With respect to aerosol properties, this day was characterized by a relatively
high AOD(500 nm)>0.17 and an AE(440/870 nm) of approximately 1.5-1.6 (cf. Figure 7.16).
The time series of measurements stop at around 07:30 UTC because the first clouds started
forming in the sky and contaminated the sun photometer data. AIAS lidar allowed us to
derive the spatio-temporal evolution of range-corrected lidar signals which is illustrated in
Figure 7.17. The first clouds were detected by AIAS at an altitude of approximately 1900
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AIAS lidar system (Athens, Greece)
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Ao 7.17: Spatio-temporal evolution of the range-corrected lidar signals on 11 June 2014 provided
by AIAS.

m just before 08:00 UTC. Therefore, a useful time integration window for investigating the
aerosol turbulent flux is 06:40-07:45. The choice of this integral scale should be made with
attention because is certainly important in turbulence studies [155], [159]. Exactly the same
integral scale is consider for the wind measurements.

The vertical aerosol flux measurements are possible under the following assumption: aerosol
concentration is homogeneous in the horizontal x,y-directions above the lidars. The validity of
this assumption comes from the WRF model. The aerosol mass fluctuations above the lidars
are primarily due to vertical transport of aerosol (in the atmospheric column) whilst horizontal
advection from remote sources can be neglected. The emissivity intensity of the aerosol sources
in the area of study seems to be approximately constant for the period 06:00 and 12:00 in
Figure 7.18(a) and 7.18(b). Moreover, there are not observed significant differences in the
emission sensitivity between the atmospheric layers 0-1 km and 1-2 km, meaning that we can
consider the atmospheric layer from ground up to 2 km as horizontally homogeneous and
isotropic.

7.2.2 Turbulent aerosol flux calculations within the PBL

The vertical aerosol mass fluxes are primarily carried by large eddies with length scale
comparable to the boundary layer depth. However, provided that turbulence exists within a
range of eddy lengths, it is convenient to construct the energy spectrum which simply expresses
how much kinetic energy is contained in eddies with wavenumber k. The contribution to the
spectra at the whole frequency range for the wind vertical component has been reported by
[28]. Here, we explore the energy containing part of the spectrum which is covered by the
aerosol backscatter lidar measurements. Therefore, we need to estimate the power spectral
density of aerosol backscatter coefficient as

Sp (2. ) =18 (= 1) (7.21)

where f3(z, f) is the Fourier transform of 5’ (z,t) given as

Bz, f) = /O "B (2, t) exp (—2mi ft) dt. (7.22)
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0-1 km and 1-2 km (air masses ending over Athens on 11 June 2014)

The backscatter power spectra are presented in Figure 7.19 for two heights in the time
window 06:40-07:45. The spectra seem to cover most of the inertial subrange which follows the
Kolmogorov hypothesis [160] about homogeneous and isotropic turbulence. A —5/3 power law
is fitted to the data for the frequency spectrum 8 x 1073 —2 x 1072 Hz. At higher frequencies
it flattens [161] because noise dominates in this part of the spectrum. In fact, we are restricted
by the sampling frequency of 100 Hz and we cannot study smaller sizes of turbulent structures.

The partitioning of turbulent fluxes across the eddy lengths can be quantified through
the co-spectrum of w’ and 8’ which is the real part of the conjugate product of their Fourier
transforms (see Eq. (7.22)) @* (2, f) 3(2, f) [21]. In our case main frequencies contributing
to the vertical flux range from 1x 1073 to 2 x 1072 Hz (c.f. Figure 7.20). Under Taylor’s
hypothesis of frozen turbulence, we find that these frequencies correspond to eddy lengths in
the 450-8000 m. Eddy wavelength A was calculated from \ = % considering a mean wind speed
of V =8ms~!. We need to notice that the dominant upward vertical transport appears where
the co-spectra are positive; for eddy lengths in the range 450-1500 m which is comparable
to the PBL depth of about 1800 m. Such a finding is typically seen in the convective PBL
[162]. The fact that eddy length of few hundred of meters is comparable to the boundary
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SxApre 7.19: Power spectral density function of the backscatter coefficient at heights 720 and 810 m
for the time period 06:40-07:45 UTC (11 June 2014)
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SxApre 7.20: Cospectrum of aerosol backscatter coefficient and vertical wind fluctuations for the
height levels 720, 810 and 900 m. Eddy wavelengths have been derived from frequency with mean wind
speed of V = 8ms~' under Taylor’s hypothesis (11 June 2014)

layer depth justifies the vertical mixing. These eddies are responsible for the transport of
aerosols from ground (i.e., close to their sources) upward. In order to quantify the flux, the
covariance of the fluctuations w’ and 3’ is estimated.

Cup (2) =w' (2,8) B (2,1) (7.23)

The aerosol backscatter coefficient is a proxy for aerosol mass concentration in dry condi-
tions (low RH). However, in atmospheric conditions with high RH we expect an enhancement
in the aerosol backscatter coefficient due to aerosols’ water uptake [163], [164], [165]. The
mean aerosol backscatter coefficient 5 in the time window 06:40-07:45 is depicted in Figure
7.21. It is obvious that at around 1800 m there is an enhancement in aerosol backscattering.
By looking to the vertical profile of RH (c.f. Figure 7.22) from the radiosonde launch at 12:00
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UTC, we observe a sharp increase in the RH profile from ground level up to an altitude of
about 2000 m. In particular, the RH gradient is around 2.5% every 100 m and RH exceeds
80% above 1800 m in height. In the same graph, again from the radiosonde data the vertical
profile of potential temperature 6 is plotted. Above 2000 m, the gradient % gets a clearly
positive value meaning that vertical motions are suppressed above that height.
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SyApa 7.21: Mean aerosol backscatter coefficient B(z) in the time frame 06:40-07:45 UTC (11 June
2014)
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(11 June 2014)

Relative humidity correction

Prior to the calculation of vertical aerosol flux, it is necessary to relieve the 8 profile from the
humidity effect. The enhancement in aerosol backscattering coefficient fg due to increase of
ambient RH in the vertical profile is defined as

p(RH)
B(RHyef)

where the reference RH,. is determined according to the 3 vertical profile. The enhancement
in scattering due to humidity effects is well parameterized by Hénel formula [166]

fo(RH) = (7.24)
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(7.25)

f(}m):<1—mf)—7

100

In the particular case study of 11 June, we have retrieved the humidogram for fz(RH)
by considering 5 and RH values for the height range 2100-2500 m. We assume that at this
range (above the PBL) most of the differences in aerosol backscatter coefficient are observed
due to variations in RH. Our assumption is confirmed by the positive gradient of potential
temperature (cf. Figure 7.22). The resulting humidogram is presented in Figure 7.23. The
selected RH,.s is 65% because it is the lower value measured at 2500 m height. By applying
the Hénel parametrization for v=0.85 we achieve a very good fit with the data at the RH
range 65-70% and 80-90%. For the range of 70-80%, the enhancement factor estimated from
the lidar data is larger than the parametrized one. This is probably seen because aerosol mass
concentration is transported at these heights from below or above. The obtained v value of
0.85 is almost an average of the found values 0.47-1.35 for urban aerosols in the city of Paris

[167].
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YxAuo 7.23: Backscattering enhancement factor fg(RH) normalized at RH,.; = 65% with
exponent equal to 0.85 (11 June 2014)

In the case of dry atmospheric condition where the RH stays relatively constant with
respect to height and well below 40%, the fluctuation in the aerosol backscatter coefficient
is exclusively seen when there is a change in the aerosol concentration. However, in a
humid atmosphere, an increase in aerosol backscatter coefficient does not necessarily imply
an increase in the aerosol concentration due to vertical aerosol transport. Before retrieving
aerosol concentration from the backscatter coefficient we need to correct the latter for humidity
effects.

Aiming to reproduce an enhancement factor function which should be applied to the
aerosol backscatter coefficient and corrected the  profiles from the RH effect, we need to
normalize the parametrized data of Figure 7.23 at RH,.y = 40%. The reason is that aerosol
mass at RH < 40% can be considered dry and the impact of RH in the measured backscatter
coeflicient is almost negligible.

Finally, the mean aerosol backscatter coefficient profile corrected according to Eq. (7.23)
with the backscattering enhancement function of Figure 7.24 is presented in Figure 7.25. The
differences from the initial backscatter coefficient are significant. At around 1200 m height,
the derived backscatter coefficient after the correction is about 2 times lower than the initial
retrieved value. Therefore, without considering the effect of RH in the aerosol mass flux
calculations, we would have gotten an overestimation on the flux. In the following section, we
have tried to quantify this overestimation.
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Aerosol vertical flux

The aerosol vertical flux is calculated from the covariance Cy, g and it is defined as upward
flux when the covariance is positive and as downward flux when the covariance is negative.
Let’s reformulate the 3’ component into two terms

B' = Bru + b (7.26)

where the first term (5 denotes a change in the backscatter coefficient due to differences in
the RH levels and the second term £, refers to the fluctuation in the backscatter coefficient
due to aerosol concentration change. Therefore, what we need for the aerosol flux calculation
is the second component 3. which can be expressed by substituting Eq. (7.23) and (7.18) to
Eq. (7.26)

8.=(8-7) <1_J‘“5(1RH)> (7.27)

The resulting aerosol flux for the height range 700-1300 m is illustrated in Figure 7.26.
The restrictions on the range come from instrumental limitations; the lower bound is due to
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ATAS full overlap and the upper bound is due to significant noise levels in the Doppler lidar
data. The impact of RH becomes significant above 800 m.
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EyApa 7.26: Aerosol vertical flux calculation for the time frame 06:40-07:45 UTC (11 June 2014)

Conversion from aerosol backscatter coefficient to aerosol mass concentration

As analytically presented in Chapter 5, LIRIC has been proven a useful tool to derive vertical
profiles of the volume concentration for fine- and coarse-mode particles. The case of 11
June is characterized by aerosols of both fine- and coarse-mode as depicted in Figure 7.27.
The fine mode at the latest timeslot of 05:50 UTC becomes dominant. By combining three-
wavelength elastic lidar signals from EOLE and the latest sun-photometer data, we retrieve the
vertical profiles of aerosol volume concentration as illustrated in Figure 7.28. The fine mode
aerosol concentration increases vertically at higher altitudes whereas coarse-mode aerosol
concentration decreases with height. The total volume concentration decreases with height up
to a certain level (~ 1100 m) while at altitudes from 1300 m and up to 1600 m an increasing
trend is observed.
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EyApo 7.27: Aerosol size distribution measured from sun-photometer (11 June 2014)
Provided that apart from the aerosol backscatter coefficient, volume concentration is

also affected by the vertical increase in RH levels, we cannot confidently answer how much
of the increase in volume concentration is due to aerosols’ water uptake without having
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ITivaxocg 7.6: Fine and coarse-mode aerosol volume concentration and their partial contributions to
the total concentration Vi at specific altitudes

Altitude Vy V. Vi Ve Ve
] e fem) fumtem= v P
700 12 35 47 26 74
1000 13 29 42 31 69
1300 16 26 42 38 62

any knowledge on the aerosol chemical composition. From Figure 7.28, it seems that only
the fine-mode volume concentration is enhanced by the increased RH up to the altitude of
1700-1800 m. Similar findings for the fine-mode volume concentration profile are reported in

[168].

The conversion factor C from aerosol backscatter to aerosol mass can be derived from

V()
B(z)
where p is the aerosol density, V' is the aerosol volume concentration and m the aerosol mass
concentration. The aerosol density for the transformation of volume concentration to mass
concentration stems from the typical fine- and coarse-mode aerosol density as

P =y H s ) e

In particular, we used for the calculations a density of py=1.6 gem ™3 [169], [170] and p.=2.6
gem ™3 [171], [172] for fine- and coarse-mode aerosols, respectively. From the contribution of
fine- and coarse-mode aerosol volume concentration to the total concentration (Table 7.6)
the derived conversion factors are C(z = 700 m) =16 pug m=3Mmsr, C(z = 1000 m) =24
png m~3Mmsr and C(z = 1300 m) =30 ug m~>Mmsr. Since the impact of RH on the
enhancement of volume concentration is essentially strong for RH>60-65%, the aerosol mass
flux has been estimated using the mean conversion factor C=23.5 ug m=>Mmsr.

The resulting vertical profile is presented in Figure 7.29. The derived values of 0.5-2.4 ug
m~2s71 in the upper active PBL (800-1300 m) seem very reasonable for a convective PBL.
The mean mass flux of 1 gg m~2s~! corresponds to an entrainment rate of 100 m h~! which

(7.28)

(7.29)

pe(2)
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June 2014)

was the mean PBL growth rate observed in Athens during summer-time in the late morning
(07:00-07:30 UTC).

7.2.3 Summary and conclusions

In this study, we explored the possibility to quantify aerosol mass flux in the cloud-topped
PBL by means of lidar remote sensing. The technique was first introduced by [152] using
combined aerosol backscatter coefficient and vertical wind measurements in the dry convective
PBL. We tried to extend the methodology to the cloud-topped PBL when there is high RH
gradient. In the studied case, we found an RH gradient of approximately 25% per km.

The turbulent aerosol flux has been measured from the eddy correlation technique by
calculating the co-spectra of vertical wind component and aerosol backscatter coefficient.
The dominant upward vertical transport appeared for eddy lengths in the range 450-1500 m,
comparable to the PBL depth.

In atmospheric conditions with high RH, the aerosol backscatter coefficient is not an
absolute measure of aerosol mass. The reason is that aerosol backscatter is enhanced by the
increased water vapor content. The backscattering enhancement function has been determined
from S profile and the Hénel parametrization for v=0.85. Then, aerosol backscatter coeflicient
was corrected from RH effects according to the retrieved backscattering enhancement function.
Making use of the LIRIC algorithm for the retrieval of volume concentration, the conversion
from aerosol backscatter to aerosol mass concentration has been achieved. Finally, the derived
values of aerosol mass flux were in the range of 0.5-2.4 g m~2s~! in the altitudes 800-1300
m. Similar values were found by [152] for the dry convective PBL.
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CHAPTER

Conclusions and Perspectives

The aim of this Ph.D. Thesis was to study the impact of aerosols on cloud properties under
the effect of turbulence in the PBL. The major findings related to the cloud development in
the vicinity of the PBL stemmed from the dataset of the HygrA-CD field campaign, which
took place over Athens.

Cloud development above the PBL was observed for the days of a deep PBL (~2-2.5 km).
In Athens, this happens often during the Etesians, when moderate to strong winds from N-NW
directions are blowing over the Athens basin. During the Etesians, the air masses arriving
over the GAA generally come from the city of Istanbul (Turkey) and the industrial zones
around the Black Sea, so they carry various pollutants aloft. Although, high concentrations
of anthropogenic fine-mode aerosols enrich the PBL, and this may lead to low CCN numbers,
under conditions of a deep PBL. A possible explanation is that aerosols compete for the same
supersaturation and, finally, aerosols rich in inorganic species are activated because they are
more hygroscopic.

As a future step, we propose to further study and characterize these long-range transported
aerosols with respect to their hygroscopicity. Then, a correlation study between the growth
rate in aerosol diameter and the enhancement in aerosol backscatter coefficient would provide
a large number of tests cases for validation of the aerosol mass flux technique.

For the days characterized by a shallow PBL (<1-1.5 km under S-SW wind flow), super-
saturation was prohibited at any height within the PBL. All cases in which the air flow was
from S-SW directions were characterized as dry and the LCL appeared at a height level well
above the PBL top. Investigating the water vapor content in the lower part of the atmosphere
would provide a measure of how dry the atmosphere becomes when the dominant aerosol is
mineral dust originating from the Saharan desert. Provided that dust particles are large in
diameter, they should become CCN active at low supersaturation levels. Therefore, the study
of atmosphere’s water vapor content (e.g. from the vertical profiles of water vapor mixing
ratio and RH) in conjunction to PBL dynamics would provide valuable information on how
often supersaturation is not achieved and under which conditions.

The PBL depth seems to be inversely proportional to the wind speed when the observed
air flow was from SW-W-NW directions. In days with moderate wind speed, the PBL top
exceeds 2 km, whereas in cases with strong prevailing winds of SW-W-NW directions, the
PBL height would be higher than 1.2 km. The effect of turbulence on PBL depth should be
explored more for these cases. The complex topography of Athens might play a critical role
on cloud formation when air masses arrive from these directions. Finally, any link between
sea breeze and PBL turbulence in GAA should be further investigated for this cluster.
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As a general conclusion, HygrA-CD highlighted the importance of the time-collocated
measurements of aerosol and BL: dynamics in understanding the formation of clouds in the
vicinity of the PBL. Cloud droplet number is primarily determined by the updraft velocity,
secondly by aerosol number concentration and finally by the aerosol’s chemical composition.
In future, similar campaigns would enable us to study aerosol-cloud interactions leading to
cloud and rain formation, as some scientific issues still remain open including: optical and
microphysical properties of mixed-phase and ice clouds; cloud life cycle (formation/development
and dissipation); direct and indirect radiative effects of aerosols and clouds.

Aiming to retrieve the number of activated aerosols and cloud droplets in the detected by
the lidar aerosol layers, a new methodology within this Ph.D. Thesis was developed for the
estimation of the CCN spectra. This methodology combining data from a multi-wavelength
Raman lidar and a Doppler lidar to retrieve the cloud droplet number aloft, was applied to four
test cases from the HygrA-CD dataset. The activated particles were found to range between
330-770 ¢m ™3, while the obtained cloud droplet number varied in the range of 270-650 c¢m 3.
Since the inversion of the lidar optical data produce non-unique solutions for the aerosol
number concentration, the retrieved CCN spectra had an associated uncertainty which was
not exclusively related to the measurement uncertainty. In particular, we observed that the
retrieved CCN spectra had high uncertainties (up to ~30%) for supersaturations lower than
0.1%. The retrieved cloud droplet number was not significantly affected by the uncertainty in
the CCN spectrum, but it appeared more sensitive to the uncertainty of the measured vertical
wind component. The application of this newly developed approach to the HygrA-CD test
cases is very encouraging and gives the potential to extend our knowledge of aerosol to cloud
droplet population by means of synergistic lidar remote sensing.

As an attempt to quantify aerosol vertical transport in the PBL, the eddy correlation
technique was applied to collocated data from an elastic aerosol lidar and a Doppler lidar. This
technique had been applied to the dry atmosphere where there was absence of hygroscopic
growth during vertical transport. The challenge of extending this methodology to conditions
with high RH in the cloud-topped PBL originates from the non-linear relation between
aerosol backscatter coefficient to aerosol mass concentration. The main reason is that the
aerosol backscatter coefficient is enhanced significantly under high RH conditions and this
enhancement is not related to aerosol mass fluctuation. We achieved to correct the aerosol
backscatter coefficient by the effect of RH by constructing the corresponding backscattering
enhancement function. Afterwards, by making use of the LIRIC algorithm, we retrieved the
vertical profiles of volume concentration and converted the aerosol backscatter coefficient
to aerosol mass concentration through typical aerosol mass densities. The results obtained
seemed reasonable with a mean mass flux of 1 g m™2s~! which refer to an entrainment rate
of 100 m h~ 1.

As a future goal, the estimation of the vertical aerosol flux should be applied to more cases
and the vertical profiles should be compared to models. Such a comparison would demonstrate
whether our proposed approach is successful. Moreover, a closure study between simultaneous
aerosol measurements at ground level and aloft within the upper active PBL is considered
necessary to validate our proposed methodology.
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Bernoulli differential equation of the form

dy

£+P(x)y=Q(a;)y”7n7éO,1. (A1)

The solution comes if we introduce the variable u = y~"*! and take the derivative of this
with respect to x

du 2dy 1 du

d$:(—n+1)y_"%:>y R p—— (A.2)
Then, Eq. (A.1) becomes
du
a-l—(—n-l— NP (z)u=(—n+1)Q(x) (A.3)
which is reformulated as
du
e (—n+1)[-P(z)u+Q(x)]. (A4)
The d.e. above can be solved as a linear first-order d.e. of the form
& bup(@) =a(a), (4.5)

where p(z) = (—n+1)P(z) and ¢(z) = (—n+1)Q (z). Eq. (A.5) can be solved with the
use of an integrating factor

- dexplfp(@)dz]g(z) e
exp [/ p(z)dz]
(—n+1)fexp[(=n+1) [ P(z)dz]Q(z) +c

= . A.
expl(-n 1) P () da] o
Therefore, the general solution for the initial d.e. (A.1) is [173]
(—n+1) fexp[(—n+1) [ P(z)dz] Q (z)dz + c1 ] =#FD AT

exp[(—n+ 1) J P () da]

For the case of n =1, the initial d.e. (A.1) becomes



= APPENDIX

giz[Q(a?)—P(:c)]y:%:[Q(x)_p(x)]dx. (A.8)

Then, the solution is y = caexp[[ (Q (x) — P (x)) dx].
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APPENDIX

This Appendix includes the air mass backtrajectories derived from the HYSPLIT model
together with the fire hotspots observed by the AQUA-TERRA satellites. The 9-days
backtrajectories arrive over Athens at three heights. The lower altitude (red line) refers to the
base of the aerosol layer, the middle altitude (blue line) refers to the centroid of the aerosol
layer and the higher altitude (green line) refers to the layer top. In the following graphs, base
and top of the layer are mentioned in the caption. The fires detected by MODIS have been
included as brown circles in the same map using the Google Earth tool.

Exhwoe B.1: Air mass backtrajectories arriving at 1.2-2.0 km on 15/05/2014, 18:80-19:30 UTC
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YyxApo B.3: Air mass backtrajectories arriving at 1.2-1.8 km on 17/05/2014, 18:30-19:30 UTC
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Yyxhwo B.4: Air mass backtrajectories arriving at 2.0-2.5 km on 17/05/2014, 18:80-19:30 UTC
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ExAuo B.5: Air mass backtrajectories arriving at 1.2-1.5 km on 18/05/2014, 19:00-20:00 UTC
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YyxApo B.T: Air mass backtrajectories arriving at 3.4-4.0 km on 20/05/2014, 21:00-22:00 UTC



225

| HYSPLIT

0ft eyealts

YyxApo B.9: Air mass backtrajectories arriving at 1.2-1.5 km on 22/05/2014, 20:30-21:30 UTC
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ExAwo B.11: Air mass backtrajectories arriving at 1.3-2.8 km on 23/05/2014, 20:30-21:30 UTC
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SxAue B.13: Air mass backtrajectories arriving at 1.2-2.0 km on 27/05/2014, 19:30-20:30 UTC
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YyAuna B.15: Air mass backtrajectories arriving at 1.2-2.5 km on 01/06/2014, 20:30-21:30 UTC
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ExAuo B.17: Air mass backtrajectories arriving at 2.5-8.2 km on 07/06/2014, 22:00-23:00 UTC
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YyApo B.19: Air mass backtrajectories arriving at 1.2-2.1 km on 11/06/2014, 19:00-20:00 UTC
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YxAne B.20: Air mass backtrajectories arriving at 1.2-2.0 km on 12/06/2014, 19:00-20:00 UTC
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YyAua B.21: Air mass backtrajectories arriving at 2.1-2.8 km on 12/06/2014, 19:00-20:00 UTC
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ExAue B.23: Air mass backtrajectories arriving at 2.3-2.9 km on 14/06/2014, 20:30-21:30 UTC
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YyApo B.25: Air mass backtrajectories arriving at 1.8-2.7 km on 16/06/2014, 19:00-20:00 UTC
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YxAno B.26: Air mass backtrajectories arriving at 4.0-4.8 km on 17/06/2014, 21:00-22:00 UTC
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YyAuna B.27: Air mass backtrajectories arriving at 2.5-3.5 km on 18/06/2014, 19:00-20:00 UTC
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Image .S

ExAuo B.28: Air mass backtrajectories arriving at 1.2-2.5 km on 22/06/2014, 19:00-20:00 UTC
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