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Mpoioyog

Me tnv oAOKANPWOoN TNG SUTAWUATLKAC HoU epyaciog Ba nBeAa va euxapLoTow TOUG
emBAEnovteg kabnyntég kUplo K. Kopdato kot kUplo K. Xaptridn, mou pou £€dwoav thv
gukalpia va acxoAnbw pe éva Béua mou BplokeTal oto eMikevTpo TNG €peuvag Ta TeEAsUTAl
xpovia. Emiong, Ba nBeha va euxaplotow Tov OLSOKTOPLKO egpeuvnt [ewpylo
Kwvotavtonoudo, kabBwg kat tn petadidaktopkn epeuvitpla Adpoditn Ntllolvn yla thv
ToOAUTWUN BonBeld Toug, TNV kKaBodrynon Kal Tn cuumapaoTooh Toug ko’ 0An tn dldpkela
™G €KMOVNONG NG SUTAWMOTIKAG €pyaciog, t0oo otn Oswpntikr HEAETN OCO KAl OTh
Sle€aywyn Twv TEpapatwy. TéAog, Ba nBsAa va guXapLOTAOW TOUG YOVEIG UOU KOl TOUG
diAouc pou mou pe othpLéav Kad’ 6An tn SLAPKELD TwV OTIOUSWV LoU.



Mepianym

Jtnv napovoo SUTAWUATIKA gpyacia €ETAOTNKE N NAEKTPOXNULKA oUVBeon Sopwv
ypadeviou Kal €ylve CUCTNUATIKA LEAETN TNG eMiSpaonC TwV SLadOPETIKWY TMOPAUETPWY OTN
Soun KaL oTLg LBLOTNTEG ToU UALKOU. ApXka, Sle€nxOn avaiutikn BLBAloypadikni LeAETn yia Ta
YPOPLTIKA UALKQ, TLG LOLOTNTEG TOUG KAl TIG LEBOSOUG TAPACKEUNG TOUG. ZUVOTITLKA, SOUES
vpadeviou pmopouv va napaxBbouv pe bottom-up peboddoug, Onwc eival n xnuLkn evanobeon
atpwv (CVD), i pe top-down, Omwg elvat n uypn XNKLKN, N NAEKTPOXN LKA KOL N avaywyr Tou
o&eldiou tou ypadeviou. Ao TG Tapamavw PeEBOSOUG, N NAEKTPOXNKLKN Elval LSaVIKA yla
ETIEKTOON OE PLOUNXAVLIKI KALLOKA, AOYw Tou YaunAol KOOTOUG, TwV NTILWV CUVONKWV TIou
QTOLTOUVTOL, TOU TIEPLOPLOPEVOU €EOMALOUOU KOL TwV TLo PIAKwVY Tipog Tto mepLBaAlov
NAEKTPOAUTWV IOV UTTOPOUV va XpnoLpomotnBouv. ITn CUVEXELD, EEETAOTNKE N eMibpaon TNG
Slepyaoiag otn Sourp tou mapayopevou UALKOU Kal avoAuBnkov ol Baocikol péBodot
XQPOKTNPLOHOU TWV YpaPLTIKWV UAIKWV. AkoAoUBnoe 61e€odikrl avaluon twv KUpLwv
TIOPAUETPWY TNG NAEKTPOXNULKAC Slepyaoiag, dnAadn, Twv nAekTtpoAutwy, Tou Suvapko,
¢ Bepuokpaciag, Twv nAektpodiwv, Tng Mpo-kKatepyaciag Twv nAektpodiwv, Tou xpodvou,
Tou pH Kal Twv uTtEpRXwV, KabBwg Kat n emidpaor] Toug otn dlepyaadia Kal oTig LSLOTNTEG TOU
UALKOU. Etol, pe tnv oAokAnpwon tng BBAoypadikng peAétng, srmhéxbnkav va efetaotoly
OTO TELPOUATIKO HEPOG TTEVTE SLadopeTIKOL NAEKTPOAUTEC Kal GUYKEKPLUEVA TO Belikd ofU, To
Beuxko aupwvio, to CTAB, éva &laAlupa udpofeldiou tou vatpiou pe umepoleidlo Tou
USpoydvou Kal TO LOVTIKO uypOd BmimBFs. U autolg tou NAeKTPOAUTEG HeAETRONKE N
enidpaon TWV MopayOVIWY TNEG CUYKEVTPWONG, TNG edappolopevng Stadopdg Suvapkol, Tng
Beppokpaciag Kol Twv UMEPAXWY, cUUdwWVA HE pia elpapatiki dtadikacia mou Baciletat
O£ TUuXOLOTOLNUEVN TUNUaTk oxediacn (randomized block design). H tautomoinon, n
0a€LOAOYNON KoL 0 XAPAKTNPLOUOC TwV UALKWVY TIOU Ttapdxdnkav €ywve e PAOCLKEG TEXVLKEC
EVOPYAVNG XNULKAG avdAuong, onwg eivat to SEM-EDX, to RAMAN, to XRD kat to FTIR. Metd
™V OAOKANPWON TNG MPWING OELPAG TEPAUATWY, HE PAon TOUC XOPAKTNPLOHOUG,
eTUAEXONKaV pe Tt UEBOSO TNG SlaoTaupolpevn TUNUATIKAC oxedlaong (cross-sectional
design) oplopéva Selypata, To Omoila UMECTNOOV TIEPALTEPW KOTEPYACLEC, OL OTOLEG
nepthappavouv tnv tpomomnoinon tng nebddou Hummers, tn Sacmopd ocs DMF kal tnv
gfoubetépwon.



Abstract

In this dissertation the electrochemical synthesis of graphitic structures, as well as the
effect of different parameters on the structure and properties of the material, were studied
systematically. Initially, a thorough bibliographic research was conducted about graphene, GO
and rGO, their properties and their production processes. Briefly, graphene-like structures can
be produced with bottom-up approaches, like Chemical Vapor Deposition (CVD), or top-down
approaches, like liquid chemical exfoliation, electrochemical or reduction of GO. From the
processes mentioned above, the electrochemical exfoliation is ideal for application in the
industry, due to its low cost, mild conditions, basic equipment and “greener” electrolytes.
Furthermore, the effect of the process in the material’s structure was examined and the basic
characterization techniques were analyzed. A thorough investigation on critical parameters of
the electrochemical process, like the electrolytes, voltage, temperature, electrodes, pre-
treatment of electrodes, time, pH and sonication, and their effect on the process and the
properties of the material produced. Based on the theoretical study, five different electrolytes
were picked for the experimental part, and specifically sulfuric acid, ammonium sulphate,
CTAB, a sodium hydroxide and hydrogen peroxide solution and the ionic liquid BmimBF,. For
these electrolytes, the parameters of concentration, voltage, temperature and sonication
were studied, following an experimental process of randomized block design. The evaluation
of the materials produced was conducted with basic characterization techniques, like SEM-
EDX, RAMAN, XRD and FTIR. After the completion of the first row of experiments, based on
the characterizations, specific samples were chosen, based on a cross-sectional design, for
further treatment, which included a modified Hummers method, dispersion in DMF and
neutralization.
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1 2D vavodopég pe Baon Tov avlpaka

1.1 Tpadévio

To ypadévio amokaAeital amd moAAoUG w¢ UTEPUALKO. Mpokettal yla €va GpuANo
aTOHWV AvBpaka, TAXoug evOog atopou. Xapaktnpiletal wg Stodlaotato UALKO, KabBwg
gMeKTelVeETAL HOVO O HUAKOG Kal TAGTOG, evw To UYoc Bewpeltal apeAntéo oe oxéon e TIg
GMeg SUo Slaotaoelg tou. Ta Atopo AvBpaka, OlATETAYUEVA O €EAYWVIKO TAEYUQ,
eudavitouv sp? UBPLBLOUS Kal avarttiooouv Seopouc uikouc 0.142nm [1]. MoAA& otpwuaTa
vpadeviou evwpéva petafl toug pe Suvapelg Van der Waals amotedoUv tov ypaditn. H
evélapeon andotaon Twv oTPWHATWY ivat 0.335nm [2].

OL t deopol twv LUBPLOIKWY oTIBAdWY TWV ATOHWV AvBpoka Tou ypodeviou Tou
nPocbidouv 8LaitePe NAEKTPIKEG, BEPULKEG, MOYVNTIKEG, OTITIKEG, UNXOVIKEG KOL XNMLKES
LLOTNTEG, AOYW TNC gUKLVNOLOC TwV nAektpoviwy. To ypadeévio sival n eAadpltepn XNULKA
gvwon. Xapaktnpiletal amo moAl uvPnAn KwvnTkotnTta NAEKTPOViwy, N omoia BewpnTikd
uropel va ptdosl péxpt 200000cm?/V-s [2], 100 popéc peyahUTepn amod autr Tou rtupttiou Si.
Eniong, mapouoialet avroyn ton pe 130GPa [3], 6nAadn 100 popég peyalUTepn amo TO ATCAAL
KoL glval akaumrto, pe HETpo ehaotikotntog (E=) 1TPa [1]. Exel epBado emidpavelog ico pe
2630m?/g [3], to omoio onpaivel dtL amattovvral epinou 3g ypadeviou ya tnv KaAuPn tne
emudavelag evog ynnédou nodoodaipou. Anoppoda povo 1o 2.3% [3] tng aktwvoBoliag Kot
gival adlanépaoto anod pevotd, SnAadn akdpo Kot To HALo He Ttou £ival To KPOTEPO ATOUO,
6¢e umnopel va dlamnepdoel éva otpwpa ypadeviou mou Sev £xel KaBOAoU aTEAELEC. AKOUQ, OE
Bepuokpacia meplParloviog, mapouclalel pia amo TIC XAUNAOTEPEC TLUEC NAEKTPLKAG
avtiotaong, 1:10% Q-m [3], n onola elvat 35% pKPOTEPN amtd QUTH TOU XAAKOU Kal artoTeAel
Tov KaAUTEPO oywyod Oesppdtntac, HE oywyldtnto oto eUpoc (4.84+0.44)-10° -
(5.30£0.48)-10°W-m~1-K1[1].

0O cuvSUACUOC TWV MAPOTTAVW LELOTATWY KABLOTA TO YPAPEVLO WG £Va UALKO KATAAANAO
yla xprion o€ éva Peyaho eUpog epappoywv. Mepikég and autég elval oe pwtoBoATaika, yia
oamoBnkevon evépyelag (UMEPTMUKVWTEG), ota nAektpovikd ULPNAAC ouyvotntog, otn
BlolaTplkn, 0 XNULKOUE ) LayVNTIKOUG aoBNnTAPEC, OTIC TNAETILKOLVWVIEC KOl WG ETILOTPWOELG
o€ AAAa UAKA yLa mpootacia ano tn StaPfpwon [1, 3, 4].

1.2 GO

To o&eidlo tou ypadeviou (GO) eival éva §LodLAoTATO UALKO TIOU TIPOKUTITEL ATO TNV
anodpAoiwon tou ypaditn, HEow plag top-down texViKAg olvBeong. Auth pmopel va givat
uypn XNKUKA, nAektpoxnuikn HEBodoc ) pe aktwvoBolia. To GO €xel tn Soun Tou ypadeviou,
otnv omola mepAapBavovtal EMMAEOV XAPAKTNPLOTIKEG OPASEC, OMWE UOPOEUAOUAdEC (—
OH), kapPovuropuddec (-C=0) kat kapPofuronddec (-COOH), ocuvdedepévec oTo ALY TOU.

H mapouacia MOAKWY UTIOKATOOTATWY TPoodidel onuavtikeg dlotntee oto GO. Eival
uOPOPLNO, e€arttiag TG SLaomopdg Twv ofuyovoUuxwv opadwy, og avtiBeon e to ypadEévio
mou elvat ubpodopo. Exet peydAo epufado emudavelag, kablotwvtag To KATAAAnAo yLa xprion
w¢ NAektpodlo oe pmatapieg, adol mopouctdlel e€alpetikr SlaBpoxn amd Toug uypoug
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NAEKTPOAUTEG, 0 KEALA Kauolpwy kot og pwrtoPoAtaikd. Emiong, elval ebkoAn n Slaomopd
TOU OTO VEPO, GE OPYAVIKOUG SLAAUTES, KABWG KL OE KEPALLKES KOLL TIOAUEPLKEG UATPEG. AUTH
n WLotnta aflomnoteitat yia BEATIWON TwV NAEKTPLKWY KOL LNXOVIKWYV LBLOTATWY TOouG. AKOUa,
Xpnollomoleital otnv Blolatpikn, o epapUoyEC OMoU amalteital cupPatotnta e To vepo,
OTWG OTNV MUNXAVLK LOoTwv Kol o€ PBroawoBntipeg. TéAog, Mmopel va amoteA€oel
TIPOOTATEVUTLKN EMIOTPWON 08 AAAQ UALKAL.

H péBodog ouvBeoncg tou GO Kal oL MOPAETPOL TTou eMIAEyovTal ival kabBoploTikol
mapayovreg, KoBw¢ emnpedlouv TIC LOLOTNTEG KAl TOV OPLOUO OTPWUATWY TOU UALKOU.
JUYKEKPLUEVA YlOL TNV ayWYLHOTNTO, €XEl BpeBel OTL TOo TETpaOTpWUATIKO GO eudavilel
MEYQAUTEPN OYWYLUOTNTA amd To SLOTPpWHATIKO, TBavwg efattiag NG HeEYOAUTEPNG
KPUOTOAALKOTNTAC TWV ECWTEPLKWY OTPWHATWY TOU MPpwTou. AvtiBeta, To SloTpwpatikd GO
evOEIKVUTOL ylo XPrON OE UTIEPTIUKVWTECG, AOYW TNG UEYAAUTEPNG ELOLKAC emidAVELAC TTOU
SlaB€teL [2, 5].

1.3 rGO

To avnyuévo ofeidlo tou ypadeviou (rGO) mpopxetal and tnv avaywyn tou GO, 6mou
anopakpUveTal n mMAstoPndia twv ofuyovolxwv opadwv. To rGO £xelL mopouoLo Sour Kat
LO1OTNTEC HE TO YPOPEVIO, OUWE OTO MAEYUA TOU CUVOVTWVTOL TIEPLOCOTEPEC ATEAELEC Kall
OPLOWPEVEC evamopeivavteg ofuyovoUxeg opadeg, KaBloTwvtag To XaUnAOTEPNG MOLOTNTAG
UALKO, 0 oUyKpLon Ue To ypadEvio. AOyw tng mopopolag SoUNG Ke To ypadévio, prmopel va
xpnowornownBel ywa TG idlec epapupoyéc. H mapaywyrp Tou o Blounxovikn KALpoko
napoucLalel avénpévo evdladEpov, Kuplwg Aoyw Tou EUPOUC TWV TLUWV TIOU UImopel va AdBel
N NAEKTPLKY aywylotntd tou, amd 10°S-cm? éweg 103S-cm™[6], kat tne BeAtiwong twv
MNXOVIKWVY LOLOTATWY TWV TTOAULEPLKWVY LNTPWYV TIOU ETILTUYXAVETAL OTAV XPNOLLOTIOLETOL WG
péoo evioyuong. MNa mapadsilypa, n evioxuon UATPaG emofeldIkng pntivng pe 0.2% rGO pmopetl
va o8nynoet og onuavtiki BeAtiwon (50%) Twv UnXavikwy WBLOTATWY Tou TeAkol oUVBeTOU
UALkoU [6].

‘Eva Baoikd mAeovékTnua tou rGO amoteAel TO PHELWPEVO KOOTOG ApAYwWYNG TOU O€
oxéon Ue o ypadévio, Aoyw TG EUKOAOTEPNG MapAYWYNE TOoU ot Blopnyovikn KAipakao. To
ypadEévio og Blopnxavikn KALaKa mapayetal Kupiwg pe tn uébodo CVD, n omola mapouotdlel
MEYAAO KOOTOC ava povada mpoiovtog, stattiog g XapnAng amodoong tng. Avtibeta, n
onddoon Twv peBOdwv mapaywyng rGO eivat uvPnAdtepn, evw TO KOOTOC TWV
avTLépaotnpiwv Kal Tou eEoMALoUOU XapnAoTepo.

H péBodog mou emdéyetal ya tTnv avaywyn tou GO elval moAU onuavtikr, Kabwg
KoBopilel TIC TEAKEG LOLOTNTEG TOU TIPOIOVTIOC KAl TNV OHUOLOTNTA TOou HE TO ypadevio,
enMnpedlovtag TNV KAtaAANAOTNTA TOU WG POG TIC TTPoSLaypadEC TwV UALKWY 1) CUCKELWV
ota onola Ba xpnowomnotnOel. OpLOUEVEC TOPALETPOL TTOU TIPETEL va AndBouv unon mpv
TN Xpnon tou oe pia edappoyn elval To LEcO MAEUPLKO HEYEDOG, TO TTAXOG TWV OTPWHUATWY, O
Aoyoc C/0, to epPado emidavelag Ko To TT0C00TO ETEPOATOUWY oth Soun [6-8].
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2 Texvikeég oVVOEGTC SOPUWV YPAPEVIOU

Yrniapxouv U0 BaCLKEG TPOCEYYIOELG OTLG TEXVIKEG oUVBeoNG Sopwyv ypadeviou: bottom
up Kot top down.

2.1 Xnukn EvanéBeon Atuwv — CVD — Bottom-up
OL texVIKEG autég Baotlovtal otnv avadlataén Twv atopwv avbpaka amd Kamola

opyavikn mpodpoun €vwon pe Bepuikn enegepyacia (organic precursor carbonization).
Mpokeltal ywo tn povadikn pHéEBodo mou to TeAkO mpoiov eival kabBopd ypadevio. Exel
anodelyBel OTL mapayovtal peydlou peyEBoug povokpuoTtaliot kot UPNANG oLdTnTAg HOVOo-
N 61- CTPWHATIKO YpadEvLo.

Ztn XnUikn evamoBeon atpwv (Chemical Vapor Deposition - CVD) ta dtopa avBpaka
mipogpxovtal amd pia ewtepkn aépla mnyn, ouviBwc kamolwov udpoyovdavBpaka. H
napaywyn ypodeviou pe CVD yivetal oe Vo otadia, a) Mupoluaon tng Mpodpoung Evwaong
Kot B) IxnUOTIOHOC TNG SOUNG Tou ypadeviou He TNV evanoBeon og PETAAALKO UTIOCTPW LA
TWV OTOUWV AvBpOKa TIOU TIPOKUTITOUV artd Thv anodopnon tg évwong (LSpoyovavBpakag).

H amoolvBeon tng mpodpoung Evwong pe mupoAuon amattel moAl uPnAd mood
EVEPYELAG, YU QUTO XPNOLUOTIOLELTOL KATIOLO UETAAALKO UTIOOTPWHO, TIOU Spa w¢ KATaAUTNG
yla va PELWOEL TNV EVEPYELA €VEPYOTOiNONG Kol dpa the Beppokpaocioc évapéng tng
avtidpaong.

Mo tv mapaywyn vPnAng molotntag ypadeviou, Ba mpénel vo puBULOTOUV APKETEC
TapApEeTpoL, Onwe To €ldoc Kat n kabapdtnta Tng MPodpoung Evwong, o pubuog pong Twy
agplwv otov avtdpaotnpa, n mieon kat n Bepuokpacia tou BaAdpou, o kataAltng, SnAadn
To undoTpwua, KaBwe Kat N cuvolikr) Stdpketa NG Stepyaociag. Ta SOULKA XOPAKTNPLOTKA
TOU HETAAAOU TIoU Spa w¢ KATAAUTNG EMNPEAIOUY TOV LUNXAVIOUO aVATTTUENG TNG EMIOTPWONG
(AemtoU upeviou) Tou ypadeviou, o omoiog gival kaBoploTikdg yla To TEAKO HéEyeBog Twv
KPUOTOAALKWY SOpWV Kal Tov aplBpd twv otpwpdtwy [9, 10]. JuvAbwe, emALYETAL WC
UTIOOTPWUO XaAKOG, VIKEALO 1 pouBnvio. Ocov adopd otn Slapkela Tou ¢olvopévou,
napatnpnBnke 6tL 660 NePLOCOTEPO SLapKel N TUpOAUGN, TOOO LeyaAUTepn gival n anddoon
™¢ Siepyaoiag.

H mieon tou BoAdpou £xel onuOvTiKA midpacn otnV MUKVOTNTA OXNUOTLOUOU
TIUPAVWV Kal oTov 0plOpd Twv oTIPadwy tou uAKoU. Me Bdon tnv mieon KATw amd Thv omoia
Sle€ayetal n Siepyaoia, n péBodog CVD ywpiletal os SUo Baoikég katnyopieg, LPCVD (Low
Pressure CVD) kat APCVD (Atmospheric Pressure CVD). 3tnv LPCVD n mieon puBuiletal va
elval pkpdtepn amo tnv atpoodalpikn, cuvnBwe oto eUpog 10-1000 Pa. H dtaAutotnta tou
avOpoKka OTO KOTOAUTIKO UTOOTPWHA KoL KOT ETMEKTOON N EVEPYELDL EVEPYOTOLNONG
ennpedlovtal onUavtikd and tnv mieon. ¥tn {wvn dldxuong Kovtd otnv emidpavela tou
UTIOCTPWLOTOG CUKBAVOUV GUYKPOUOELG LETOEY TWV OTOMWY AvBpaKa Kol Twv Hopiwv Tou
adpavouc aepiou. Exel mapatnpnOel otL oe vPnNAdTEPEG TILECELG 0 BaBUOC emoTpodnG TWV
CUYKPOUOUEVWV OTOUWY AvOpaKka otnv eMLPAVELA TOU UTIOOTPWHATOC Elval pHeyaAUTEPOG.
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‘Etol, 0 puBuog e€atuiong otnv APCVD eivatl pikpotepog arn’ ot otnv LPCVD. AvtiBeta, otnv
LPCVD o puBuog Staxuong HELWVETOL CNUAVIIKA, 0dnywvtag o Helwon tng taxUTnTOC
petadopdg pAlaG OTO  KATOAUTIKO UTOOTPpwHA. AUTO OUPBGAAEL otnv  amoduyn
TAPATIAEUP WY QVETILOUUNTWY QVTLOPACEWV KAl OTNV TOPAywyH EMIOTPWONG OUOLOUopdhOoU
TLAXOUG.

Baolko mAeovékTnua tng pHeBOSou CVD elval OTL PE TN OUYKEKPLUEVN Slepyacia
napayetal uPnAng molotntag ypodévio. To oTpwpa emkAAuyPng mou dnuloupyeital
TAPOUCLATEL XAPAKTNPLOTIKA OnMwe uPnAn kKabapotnta, adlamepatdtnTa Kot UYPNAEG
MNXAVLIKEG LBLOTNTEC. ETtiong, To kOoToG TG LeBOSoU eival oxeTka xapnAo, av AndOst undyn
otL mopayetal kabapd ypadevio, Tou ivat Eéva UALKG uPnAng pootiBepevng agiag.

Qotooo, n pébodoc eudavilel Kal OPKETA WELOVEKTNUATA. APXIKA, Ta aéplo
naparnpoiovra tng Siepyaociag eival moAl Tofika kal Ba mpémnel va SeoUeUTOUV HE ELSLKOUG
SLaAUTEG. AKOUQ, 0 SLaXWPLOUOC ToU Ypadeviou amd To UTTOCTPWHA Elval apKeTA SUGKOAOC,
KaBw¢ o Tpomog ouvdeong Twv dU0 oTpWHATWY Sev eival MARPWE Katavontog [11]. Tuxva
xpnotpomnotouvtal StoAvpata of£wv ylo Tov SlaywpLlopd, Ta onoia 6w mpokaAolv ¢Bopd
OTO UALIKO Kol emnpedlouv TIG TEAKEC TOU LOLOTNTEG. TEAOG, N avtibpoon eAéyxetal omo
dawopeva petadopdg kat Slaxuong, Kablotwvtog SUCKOAO TO CXNUOTIOUO OPOLOMopdhOoU
oTpwuaTtog ypadeviou. MAALOTA, 0 OPLOPEVEC TIEPUTTWOEL TO AVTIOPpWY Umopel va €xeL
katavolwBel mAnpwg, Sixwg va emteuyxBel mMAAPNG KAAUYPN TOU UTIOOTPWHOTOG, HE
OMOTEAECHA O€ £VOl TUAKO TOU va i cupPet avtidpaon.

H xpnon KatdAANAwv TpOSpoUwWwY EVWOEWV Kal n BeAtiotomnoinon twv cuvbnkwy
anoBeong péoa otov BAAapo, ETUTPEMEL TN XpRon tng ueBodou oe Blopnxavikn kKAipaka. H
napaywyn ypadeviou pe CVD xpnowlomnoleital kupiwg otn Blopnxavia ya tTnv mopaywyn
NULOYWYWV KoL OMTONAEKTPOVIKWY Slatdfewv, AOyw TOU OXETIKA XaunAoU kOOToug o€
ouvSuaopod pe tnv vPNnAn kabapotnta Twv GA\p ypadeviou [8-11].

2.2  Ermutafiakn Avartuén — MBE — Bottom-up
Mia akopa Swadsbopévn péBodog mapaywyng ypadeviou eival n emtaliokn

avamntuén MBE (Molecular Beam Epitaxy). Mpokettal yio Bepuikn Katepyaoio pe xpnon
KopBLdiwv w¢ undotpwua, cuvnBwg kapPLdiov tou mupttiou SiC. Katd tn Sdadkaoia tng
avomntnong (mepimou otoug 1300°C), cupPaivel Bepuikn amoolvBeon otnv emipAVELAKN
otpwon Ttou SiC, e amotéAecpa TNV e€dyvwon Tou Si kAl TNV avadlatan Twv
EVATTOPELVAVTWY aTOUwWY dvBpaka, Ta omola otn cuvéxela oxnuatilouv e€oywviki Soun pe
sp? UBPLSLOKO Kat oxnuatifouv tn Sour Tou ypadeviou.

Me tn néBodo autr pnopel va mapayxBel ypadevio uPnAng KpUSTAAALKOTNTAC, TO OTOLO
gvbeikvutal yla NAeKTPOVIKEG edapUOYES. Oplopéva PeloveEKTAMATA TG LeBOSou eival a) o
OXNUOTOMOC Souwv HikpoU pey£boug, B) To LPNAO KOOTOG TOU UTIOCTPWHOTOG KoL Y) Ot
vPnAécg Bepuokpaocieg katepyaoiog, Ta onoia dgv TNV KABLOTOUV KATAAANAN yLa TN LeTadopd
™¢ uebddou o Blopnyavikn kAipaka [8, 9, 12].
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2.3 Yypn Xnuikn eneéepyacia - Top-down
IKOTOC TNG HeBOSou eival o Slaxwplopog UMWY ypadeviou amo ypaditn. Auto

umopet va cupBel pe aneuBeiag mapepuBoAn Lkpwy popiwv yia Stoxwplopd tTwy otifadwv. H
XNULKA amodAoiwon pe ofeidwon eilval pia amod TG MO €UPEWC  XPNOLUOTIOLOULEVEC
pueBodoug yla tnv mapaockeun ofeldiou Tou ypadeviou pe Baolkd TAEOVEKTNUO TO XOUNAO
KOOTOG mapaywyng. Autn n uéBodog eival xpovoBopoc, evw yla tTnv ofeidbwaon ypaditn yivetat
XPNon oxupwv ofelbwTtikwy avtidpaotnpiwy, ta onoia eivat emPAapn yia to meptBarlov.
2tn uEBobo meplhapPavetal n XpAon TMUKVWV OfEwV KAl HELYUATWY TOUG, KaBwC Kol
oktwoBoAnon pe tnv popdn umepnxwv. H Stadikacio mpayupartomnoleital oto Sidotnua 5-7
nUepwv, kKabwg To pubuokaboplotikd otddlo eival n mapeBoAn-Sldxuon TwWV LOVIWV TWV
oféwv petafy twv otfadwv [13]. Otav Stoxubouv ta LOvta, avtidpolv He To ypadLTLKO
TMAEyHa KoL N oeldwon odnyel otn cuvBeon mapeudepwyv Sopwyv Tou ypadeviou.

Ma va ival emtuxnpévn n vypn xnuwkn péBodoc, Ba mpémel va umepviknBouv ol
Suvapelg Van der Waals mou ouykpatoUv Ta €MPEPOUG OTPWHATO Tou ypadeviou oe
otoifatn. O ypaditng elval epPamntiopévog oe eva daAluvpa, ouvnBwg Stdhupa dAlatoc. H
Stadkaoia mepthapPavel dvo otadla. Apxikd, oxnuatilovtal GICs (graphene intercalated
compounds) pe TopeUPoA UIKpWV Hopiwv, OMw¢ oAkaAlwv, wote va pelwBouv ot
Slopoplakég Suvapelg Katl va avénBei n andotacn petafl twv otfadwv ypadeviou. Itn
OUVEXELQ, Yivetal amodAoiwon pe amotopun avénon tg Beppokpaaciag f xprion UTIEPHXWV.

Me tnv vypn xnuLKA LEBodo mapayetal ofeiblo tou ypadeviou. H emthoyr ofelbwtikou
HECOU €MIOPA CNUAVTLKA OTOV aplOUO TWV OTPWUATWY Kal 0To TAEUPLKO péyeBog tou GO. H
XPNon Loxupwyv ofeldWTIKWY HECWV Kal uPnAol Suvaulkol €xel w¢ amotéAeouo uyPnAn
anodoon kat mapaywyn ¢pUAAwY Alywv otpwudtwy. Emiong, n évtaon Kot o Xpovog Xprnong
TWV UTEPAXWV eMtbpolV otn Sopn Tou UALKoU. To péyebog petwvetal pe avénaon Tou xpovou
XPNONG UTTEPAXWV KOl OCUYKEKPLUEVA N pelwon eival avaloyn e To aviiotpodo NG
TeTpaywVIKAG piag tou xpdvou (t2). Autd €xel WG CUVEMELL OE PEYBAOUG XPOVOUG Vol
gudavifovral MoAAEG aTEAELEC 0TO UALKO, AOYW TNC ONUAVTIKAG Melwong Tou peyéBoug [14,
15].

Mia amnod TG o SLadeSoUEVEG TEXVIKEG UYPNG XNHIKNAG cuvBeong ypadeviou elval n
Hummers, otnv omola xpnoluomolouvtol OEEOWTIKA HEOQ, XAPAKINPLOTIKA TO
UTLEPLLOYYAVLKO KAALO KMNnO4 Kot To viTpLko vatplo NaNOs og pelypa Osuko kot pwadoptkol
0&£0¢ H2S04/H3P0O4 [16]. Tivovtat mpoomdBeteg yia e€dlewdn tou NaNOs yia thv amoduyn tng
napaywyng Tofikwv aepiwv tou alwtou (NO). Katd tnv avtidpaon mapdyetal To evOLAIETO
npoidv Mn,07, To omoio pmopet va mpokaAéosl ékpnén os Beppokpacieg HeyalUTePeG amo
55°C. ' auto, eivat oAU onUavtkog o £EAeyxoc Tng Bepuokpaociag, Kupiwg oe BLOUNXAVLIKO
eninedo. Enmiong, £xel SlamotwBOel oTL Slatnpwvtag tn Beppokpacio Kot to oTtadlo TG
ofeidwonc oto evpog 5-10°C, ehoylotomoleitat n ékAuon Slo€eldiou tou avBpakoa CO,.

H empavelakn taon tou ypadeviov sivat 46.7 mN/m [14]. T autd, kataAnlot
SlalUteg eival 6ool €xouv emidavelakn taon kKovid ota 40 mN/m, omwg n N-pébuio
nuppoAdbovn (NMP, N-methylpyrrolidone), kaBw¢ €tol ehaxlotomoleital n Slemipavelakn
taon petafd tou SLaAlTn Kal Tou oTpwpatog ypadeviou. Auctuxwe, n anddoon aUTAC TNG
pneBOSou elval moAU xapnAn, mepinou oto 1% [14]. Autr pumopel va avEnBel pe xprion GAAwv
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SloAutwy, yla avénon tng Staomopdg Tou ypaditn oto vypo péco. Qotdoo, To pEyebog Twv
dUMNwV ypadeviou mapapével pikpo. Map’ 6N’ autd, n moLOTNTA TOU MOPAYOUEVOU UALKOU
elval oAU uPnAn. E€attiag tng moAl XapunAng amodoong, POTLLLWVTOL OPYOVLIKOL SLAAUTEG e
emudavelakn taon mepimou 40 mN/m, onwg npoavadepBnke. Ma mMapdadelyua, e xpnon
pHeALootkoU 0o (CsoHe002), N anmddoon auvfavetal katd 200% Kol MOpAYETAL TTPOIOV KOTA
50% povootpwuatikoU ypadeviou, og cuykplon pe to NMP [14]. Qotdoo, autoi ol opyavikol
SloAUTeg mapouaotdlouv uPnAd onpeio Bpacuou kat TolkOTNTOC.

ZNUAVTIKO PELOVEKTN A TNG LeEBOSOU elval n peydAn Slaomopd peyEBoug Kat aplBuol
OTPWHATWY TIOU TOPATNPEITAL OTO TIAPAYOUEVO TIPOTOV. AUTO KABLOTA TO SLOXWPLOUO TOU
UALKoU pe Baon To pHéyeBog we avaykaio pépog tng Stadikaaoiag mapaywyng [6, 12, 14].

2.4 HAektpoxnuikn amodpAoiwon - Top-down
TNV nAeKTpOoXNULKN HEBO0SO aflomololvtal oL aAYWYLUES LBLOTNTEC TOU ypaditn ylo Tnv

EVOWUATWON aAwvV popilwv avapeco ota ypadltikd otpwpata. Edapuolovrog Stadopd
Suvaplkol, avtiBeta ¢optiopéva LOovTa Tou NAEKTPOAUTN 1 LOVTA HETAMWY UIOpoUV va
£l0éA\Bouv avapeoa oTa oTpWHATA TOU ypaditn. Ta LOvVTa aUTA APEXOUV TNV ATTALTOUEVN
noootnta ofuydvou yla va npaypatomnolnBel n ofeibwon kat tautoxpova cupBallouv otnv
avénon Twv SLOPOPLOKWY OTTOCTACEWV Tou ypaditn, odnywvtag otnv amodAoilwon tou.
Juvenwg, o SlaxwpLlopog Aappavel xwpa e€arttiag Tou oxnuotlopol aspiwv Adyw ofeidwaong
OTNV MPWTN MEPLMTWON KoL Aoyw tn¢ e€aoBévnong Twv Suvapewv van der Waals otn dgUtepn,
adou avéavetal n andotoon LeTafL Twv oTBAdwy, 0dnywvtog mpog thv anodAoiwon Tou
ypaditn. Me tnv nAektpoxnuLkn pEBodo pumopouv va mapayxBolv ofeiblo tou ypadeviou (GO)
N kot GAAa ypaditikd UALKG, omtwe GNPs. To péyloto Suvato péyebog twv mieypdtwv GO
kaBopiletal and to péyebog Twv KPUOTAAWY OTo apXKO UALKO. To péco péyebog, Ouwg,
ennpeddletol amod TIc cuvOnKeg oelbwaong KoL TN XPHon UTIEPAXWV.

H Sudtagn mepllappavel éva nAektpddlo ypaditn, mou sivatl kot to nAektpodio
gpyooiag, kat éva Bondbntikd nAektpodlo, To omoio amoteAeital amd oOmolLodAMOoTE pn
Spaoctikd (avoteidbwto) pETaAAO 1 KpApa O popdr) cUPHATOC, TMAEYUATOC 1 TAAKAG. Ta
NAektpodia epParntifovrol og €va StaAupa nAekTpoAutwy, Slatnpwvtag otabeph anootacn
METAEL Toug Kal Slappgovtal amno pevpa. H Siepyaoia pmopet va eival kabodikn i avodikn,
avaloya pe To av edappdletal apvntikd f BeTikd SUVOUIKO 0TO NAeKTPOSLO epyaociag,
ovtiotolyo, kabopilovtag £tol o €idog tov WOvtwv mou Ba StaxuBolv otov ypaditn. H
Sladkaoia OAOKANPWVETOL O€ AETITA £WE PEPLKEC WPECG, EVW N amodoon elval apketd uPnAn,
™G taéewg Tou 80% [6].

H nAektpoxnuikn péBodog Bewpeital MOAAA UTOCXOMEVN yla MOIIKH Ttapaywyn
ofeldiou tou ypadeviou. To KOOTOC TNG Hmopel va gival xapnAotepo amd autd Twv GAAWV
pneBOSwWY, pe TNV emidoyn KatdAAnAwv nAektpoAutwv. Emiong, eival mo ¢Akn mpog to
niepBaAlov pEBodog, kabwe amodelyetal n xprion PAABEPWV XNUKWVY KAl N Topoywyn
oKWV Topampoioviwy. To UAKO Tou Ttapdyetat gival uPnAng moldTnTog pe eAGXLOTEG
atéeleg otn dopr Tou. BEPBata, pe auth tn uEBodo Se unopet va mapayBel kabapd ypadevio.
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Fevika, n emAoyn Twv NAEKTPOAUTWVY gival kaBoploTiki yla tnv anodoon tng Siepyaciag Kot
yla TLG L8LoTNTEG Tou mapayopevou GO.

Qoto0o0, UTIAPYXOUV KATola Bactka TMPOBAALATA TTOU TIPETEL VA QVILUETWILOTOUV.
ApXIKQA, W¢ NAeKTPOSLA UITopoUV va xpnaotpomnotnfoulv povo papdot ypaditn, kabwg autd Ba
TPEMEL va elval cuveyn Kal aywyldo. EmutAéov, kabwg mpayuartomnoleitatl n Siepyaoia, n
SlEAeuon tou pelpaTOC Mo Ta oTpwpota ypaditn Sev eival opowdpopdn, kabwg To
NAEKTPOSL0 SLAOTEAAETAL KOl OTASLOKA KOLUATLO TOU QITOKOTITOVTAL. I€ QUTA Ta TURpOTo 8¢
propel va eméABel mepetaipw SLOXWPLOUOC TWV OTPWHATWY, UE ATMOTEAECUA VO OTALTELTOL
QTOUAKPUVAN TOUG Kol SLaXwPLoUOG oo TO TEAIKO TTPOoiov.

H uébodog auth punopet va enektabel otn Blopnyavikn KAlLaka yio mopaywyrn Sopuwv
Tou ypadeviou yla gpog edapuoywy. AOYyw TOU HLKPOTEPOU TTOCOOTOU OTEAELWV KOL TNG
MEYOAUTEPNC AYWYLHUOTNTAG TOU, CUYKPLTIKA E T UALKA TIOU TIOPAYOVTOL OO TLG UTTIOAOLITEG
neBo6doug, To NAEKTPOXNULKA TTOpaYOEVO 0EELBLO TOU ypadeviou sival KatdAAnAo yia xprion
WG OYWYLHO TANPWTIKO UALKO N NAEKTPOSIO OE UTEPTMIUKVWTIEG, OF EMLOTPWOELG, YLa
anoBrkevon evépyelag Kat nAektpokataAuteg [5, 6, 17-20].

2.4.1 Avodikn o€eldbwon

Jtnv avodikn dlepyaoia, Ta aviovta Tou SLAAUUATOG TOU NAEKTPOAUTN ELCEPYOVTAL
avapeoa ota otpwpota ypadeviou. H epapuoyr Betikng dtadpopdg Suvauikol amopakpUvel
NAEKTPOVLIA amod TV avodo tou ypaditn, dnuloupywvtag éva Betikd doptio os autd. Etol,
apVNTIKA GOPTLOUEVA LOVTO TIPOCEAKUOVTOL OTO NAEKTPOSLO Kal mapepBAAlovTal avapeca
oTa oTpwpOTa TOu ypaditn, mpokaAwvrtag tnv amodloiwon Tou ypaditn péow Tou
e€wBeppou patvopévou tng ofsibwong.

H avodikn pébodog sival n o cuvnOLlopévn, Aoyw tn¢ uPnAng amodoTIKOTNTAS TNC.
Ita mapayopeva ¢UAa ypadeviou evtomilovral ofuyovoUxes oladec, KATL To omolo ivat
avamnodeukto Adyw TG ofeidwong mou cuppaivel. ETol, To TEAKO TPOIoV xapaKkTnpileTal wg
oeiblo tou ypadeviou. Emiong, n ofeibwon £xel wg amotédeopa tnv epdavion atehelwy ota
Sloxwplopéva UM, oL omoieg PBEPata eival Ayotepeg¢ amd TIGC AVIIOTOLXEG TOU
TAPATNPOUVTAL OTLG XNULKEG LeBOSOUG [5].

2.4.2 KaBobikn diepyaocia

Ye autn TtV niepintwon, edbapuoletol apvnTikn dtadopd Suvapikol oto NAEKTPOSLo
vpaditn. Ta Oetikd PopTiopéva LOVIA EVOWRATWVOVIAL OVAMECO OTA OTPWHATA TOU
nAektpodiou Tou ypaoditn, mpokaAwvtag TN SLOTOAN TOU KAl KAT EMEKTACT TOV SLAXWPLOUO
Twv UMWV ypadeviou. Me auth tn pEBodo amodelyetal n Kataotpodr g SoUng Tou
ypaditn mou nmpokaAeitat Adyw ofeibwaong atnv avodikn katepyacia. Qotoco, n anodoon Tng
HEBOSOU Elval ONUAVTLIKA HLKPOTEPN.

INUAVTIKEG TIOPALETPOL TIOU TIPETEL VoL HeAETNOOUV eival n emiloyry KatdAAnAou
tumou nAektpodiou ypaditn, nAsktpolutwy, pH, Stadopds Suvapkol, xpovou Asttoupyiag,
N XPNnon UmepnXwv Kat n mbavn mpo-katepyaoia tou nAektpodiou ypaditn, kabwg autol
ennpedlouv to péyebocg kot tov aplOpo twv GUNwy ypadeviou, tov Adyo C/0, Thv mukvoTnTa
TWV ATEAELWY, TN SLAAUTOTNTO TOU TOPAYOEVOU UALKOU KoL TG NAEKTPLKEG TOU LOLOTNTEC.
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2.5 Muwpounyavikn arnodAroiwon - Top-down
MéBobo¢g Scotch tape 1 peel-off: TomoBétnon KOAANTIKAG TOLVIAG KoL OTN GUVEXELD

QIOUAKPUVON TNG amo eEwTeplkn emidavela ypaditn. Auth n uébodog umopel va mapayet
GUAQ LEPLKWV ULKPOUETPWV (M) KoL €XEL TEPLOPLOUEVES EdOpUOYEG [9].

2.6 Avaywyn tou o€eldiou Tou ypadeviou - Top-down
e autny Tt HEBoSo avayetal to ofeiblo tou ypadeviou kol mapayetal rGO, pe

QMopAKpUVON TwV opadwv ofuyovou. To GO umopetl va €xel mopayOel eite pe vypn XNUKA
gite pe nAektpoxnuikn HEBodo. OUCLACTIKA TIPOKELTAL VIO €Va ETIUTAEOV OTASLO KATEPYOOLOG
ToU GO TPOKELUEVOU VO ATTOKTAOEL TG KATAAANAEG LOLOTNTEC TTOU QTALTOUVTAL YLOL XPron OE
OUYKEKPLUEVEG edOpUOYEC. Alakpivovtal TEaoepa KUpLa €idn avaywync, n BgpuLkn, N XNULKN,
N NAeKTpOXNULKN Kal n urtoBonBoupevn pe aktivoBoAia. H teAlkr dopn Kal oL tSLOTNTECG ToU
gfaptwvtal og peydlo BaBud amd to £l60G TNG avaywyng, Ta avaywylkd péco mou Ba
xpnotpomnotnBouv kat anod tn Bepuokpacia Sie€aywyng tng Siepyaoiag.

2.6.1 Oepuikn avaywyn - Avaywyr He avormtnon

MNep\apBavel taxeia Béppavon oe uPnAn Bepupokpacia, cuvBwg 900°C-1100°C
[21], omote mpokaAeital andtoun Stdomacn twv dtadopwv ofuyovouxwv opddwy Tou GO,
napayovrag aépla povoleldiou kat dlofeldiouv tou avBpaka, Ta onoia mpokaAouv SLaoToAn
™¢ ypaditikng otifafng kat teAikad odnyouv otnv amodAoiwon Kal thv mapalafr tou
Bepuka avnyuévou ofetdiou Tou ypadeviou [14] .

OL ouvBnkec dle€aywyng tng dlepyaciag £xouv KaBopLOTIKO POAO atnv TeAKn doun
Kol TG otnTeg Tou mapayopsvou rGO. Oco uPnAdtepn eival n Bepuokpacia, téoO
peyalutepn Ba ivat n TIUAR TG NAEKTPLIKNAC aywyLlHoTnTag Tou UAKoU. H Siepyaoia pmopet va
Sle€axbel eite oe yxaunAn mieon A UTO Kevd N Ot ovaywylkn atuocdalpa. TuvAbwg
XPNOLUOTIOLELTOL KATIOLO avayWwYLKO HECO, OmwG Ha, yla tn §€opeuon Tou agplou ofuydvou,
WOTE VOl ATOTPENETAL N avtidpaon Tou Ue ta mapayoueva ¢uAa rGO [14].

H néBobdog autr napouactalel uPnin anddoaon kat mapayovtatl pUAa rGO pe uPnAo
Aoyo C/0 12.5-14.1 [21], aAAG KuplwG ULKpoU TIAEUPLKOU HEYEBOUG, CUYKPLTIKA e TO. GAAQ
£(6n avaywyng. Autd cupPailvel, KoBwg KOTA TNV AmokoAnon twv ofuyovolXwVv opadwv
napacupovtal kot ouadec AavBpaka, e amotéAecpa tnv aAloiwon Tou ypadltikol
mAéypatog. Mepimou 1o 30% [15] tng ouvoAlkng palag tou GO xdvetal katd tn Sladikaoia
kot avohoyia tou Babpol ofeidbwong, Pe CUVENELD TOV OXNUOTIONO GUAAWY rGO pikpoUl
MEYEDOUG KaL e OPKETEG ATEAELEC. Eval AKOUOL LELOVEKTNMO ElvaL N AUENUEVN KOTAVAAWON
evépyelag, e€altiog Twv uPNAWY BEPUOKPOCLWY TIOU AMALTOUVTOL, TTOPOAO TIOU OL XpOvolL
ovtidpaong sivat ehdaylotol (pepikd dsutepodlenta) [15, 21].

2.6.2 Xnuwn avaywyn

H avaywyr tou rGO umopel va ylvel Kol Pe XNUWKN Katepyaoia tou GO pe oxupd
avoaywyka peoa, onwg udpalivn NzHs, Bopoldpibio tou vatpiou (sodium borohydride)
NaBH,4 kat udpokwvovn CeHeO,. 2& QUTH TNV MEPIMTWON TO MOPAYOUEVO UALKO TTOPOUCLALEL
TOAU uPnAn KvNTIKOTNTA PoPEWV, TTOU TOoU TTPOoCSiSeL KAAEC NAEKTPLKEG LOLOTNTEG [14].
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H emloyn tou avaywylkoU HEoou eival n Pacilkr MOPAUETPOG TIOU TPEMEL Vol
kaBoplotel. H xprion udpalivng, mou eival to 1o Sladedouévo avaywylkd PECO, EXEL WG
OUVEMELA TNV gudavion opadwv alwtou oto TeAKO mpoiov. To NaBHi, av kat eival mio
anoteAeopatikd and tnv udpalivn, otadlakd USPOAUETAL OTO VEPO, TIOU QTOTEAEL TOV
SLaAUTN tou StaAvpatog tou GO. Meléteg €xouv Oel€el OTL WG avaywyLlKO HECO UMOpPEL va
xpnowuorownBel kal to ackopPikd ofV (Bitauivn C), ondte mapayetal rGO e GUYKPIOLUES
LLOTNTEG e To rGO mou mapdyetal Pe xprion udpalivng. ETol, avtldeTwiletal To MpoBAnua
NG TOEIKOTNTAG, EVW TO AOKOPPLKO o€V MAEOVEKTEL KABwG elval XNULKA otaBepd oTo vepPo.

Melovektnuata tng uebodou eival o peyahog xpovog TOU OmaAlTE(TAL ylol ThV
OoAoKANpwonN TNG avaywyng, TOU UMOopel va XPelaotel okOpo Kol UEPEG, KABWC Kal N
TOELKOTNTA TWV OVAYWYLKWY HECWV. M auTOo yivovtal mpoondBeleg yla eUpean EVOANAKTIKWY
QVOYWYLIKWY HECWV GIALKOTEPWY TPOC TO TEPLBAANOV KOl QTMOTEAECUOTIKWYV XNUKWV. OL
atéleleg mou Snuloupyolvtal otn Sour, Adyw tng £viovng ofelbwaong yLa To oXNUATIOUO Tou
GO, 8¢ umopouv va adatpebouyv € ohokAnpou otnv avaywyh. Qotooo, éxeL tapatnpnBel otL
n Bepuikn Katepyaoia (avomtnon) tou napayopevou rGO cUUBAAEL OTN ONUAVTLKA Melwon
TOUG.

Mpokettal yla pio péBodo avikn yla tn lopnxavia, Adoyw thg uPnAng anddoon g tng
KoL Tou xapnAou kéotoug. H Siepyacia Sie€ayetal os Beppokpaocia neptBalloviog kat v
QTOLTOUVTOL ELOLKEC ATHOOPOALPIKEG OCUVONRKEG, KABLOTWVTAG TNV EUKOAOTEPN Ot £dpapuoyn
otn PBlopnxavikn KAHAKO, OCUYKPLTIKA He TtV Bepuikn, adol Sev amatteital £L61KOG
£€0MALOMOG. H Xpron LoXUpwv avoywyLlKwy HECWY, OUWE, TNV KABLoToUV IOAU emikivéuvn Kat
amotteital n AP n eldikwv pétpwy aopadeiag [7, 14, 21].

2.6.3 HAektpoxnuKn avaywyn

H nAektpoxnuikn avaywyn Ste€ayetal oe €va NAEKTPOAUTIKO KeAL Le TNV Tapouasia
evog un tofikol ubatikol pubplotikol SloAUpatog os Bepuokpoaocia meplBaAiovrog.
Edapuoletal Siadopd OuvOUIKOU TIPOKELUEVOU va  €mITeuxBel n avaywyr, Onote
anopakpUVeTaL n mAsloPndia twv ofuyovouxwv opadwv amnd 1o GO. OLLELOTNTES TOU TEALKOU
npoiovtog kabopilovtal avaloya L TIC TapaUETPOUC TN NAektpdAuon. H Siepyacia pmopsl
va Sle€axBel og éva } o Suo otadia.

Itn Silepyaocia evog otadiou, cupPaivel ameuBeiag avaywyn Twv ¢UAAwv GO mou
Bpilokovtol oe popdn udatikol evolwpnuatog Héca ot éva puBulotikd  SldAuua
NAgkTpoAUTN, cuvnBwe dwodoplkol dhatog, xAwplouxou vatpiou NaCl f Bsukol vatpiou
Na,S04. Mnopel va edappootel otabepo duvapikod, ypapuikn BoAtapetpia odpwong (LSV) i
KUKALKA BoAtapetpia (CV). Oco mo uPnAn elval n TR Tou Suvaplkoy, TOco Audvetal o
puBUOG NG avaywyns. H avaywyr cupPaivel kabBwg nAsktpovia petadEpovial amd To
nAektpodlo ota PpUAAa GO, mapdyovtag £tol ¢UAa rGO, ta omola Adyw tou OtL dev
SlohUovtol otov nAektpoAUTn, TmpPookoAAwvtol oto nAektpodio. H petadopd twv
nAsktpoviwv odnyeitol anod t Stadopd otn Stalutdtnta. Itn Siepyaoia Svo otadiwy, Eva
Aentdo dA\L GO evamotiBetal otnv emudavela evog nAektpodiou, to omoio amotelel to
UTIOOTPWUO. YT OUVEXELD, TO NAekTpOSlo pe tnv emiotpwon GO avdyetal péoa oe €va
KAQOWKO NAEKTPOAUTIKO KeAl TpLwV nAektpodiwv, pe tv mapoucia NAekTpoAUTn. H OAn
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Slepyaoia €xel w¢ amotédeopa va oxnuatiletat ¢ rGO mavw otnv emdpAavela tou
eTUKAAUEVOU nAekTpodiou.

H péBodog autrp mapoucldalel OpLOUEVA TTAEOVEKTAMATA €VavVTL TNG XNULKAG
avaywync. Etvat pia «mpaoivn» péEBodog yia tnv mapaywyn rGO, xwpig va amaltteital n xpnon
LOXUPWV QVaywyLKwV HEowv N uPnAwv Beppokpaciwy. Eniong, mpénel va cuvumoAoyLoTEL
ouvelodopa TN OTOXEVUEVNG aUENang tng Beppokpaciag oto nAektpddio Tou rGO, Adyw Tou
dawopévou Joule heating mou AapBavel xwpa Katd tnv pon pevpatog mou odnyel oe
OTMWAELECG TNG NAEKTPLKAG EVEPYELAC E TN Hopdr) BepuotnTag. EKTOG amo Tio olKoOAOYIKN, N
uéBodog autn eilval OXETIKA armAn, ypnyopn Kol OLKOVOULKN. AmoteAel €vav TO
OTIOTEAEOUOTIKO KOl €AEYXOUEVO TPOTO QMOUAKPUVONG Twv ofuyovoUXwv OuAdwv,
petaBailovrag tnv T tou duvautkou mou epapuoletal [22, 23].

2.6.4 OWTOKATOAUTIKA avaywyn

AM\OG €vac Tpomog avaywyng tou GO eival pe pwToKATAAUTIKA avTidpaaon, UE TN
Xprnon &vog ¢wrtokataAutn, onwg to SlofeiSlo tou mupttiov TiO,. Yo tnv emidpacn
umeplwdoug UV aktwvoBoAlag, mapatnpeitol Slaxwplopog twv dopéwv twv doptiwv otnv
emdpAveLla TwV CWHATSIWV TiO,, SnAadn Twv omwv Kal Twv NAekTpoviwv. Me tnv napoucia
alBavoAng, oL omeg katavalwvovtal Kol oxnuatilovrol atBofu opadec (ethoxy) [7], ue
OMOTEAECHA VO UTIAPXEL Tiepiooela nAeKTpoviwv oTnV emPAVELX TWV CWUOTWOIWY. Ta
NnAekTpovia autd aAANAemdpolV pe ta pUANA GO, TPOKAAWVTOG TNV avaywYH TOUG.

C;HsOH .
TiO, + hv - TiO,(h + e) —— Ti0,(e) + C,H,OH + H* (1)
Ti0,(e) + GO - TiO, + GO (2)

Ta napayopeva ¢UuAa rGO pmopouv va XpnoLpomnotnB8olv wg SUAAEKTEG PEULLOTOC,
SleukoAUvovTog ToV SLaXWPLOUO oMWV Kol NAEKTPOVIWY, 08 PWTOBOATAIKEG CUGKEVEC, OTTWC
OWTOKATAAUTIKEG CUOKEVEG Kal pwTtoeuatobntomolnuéva nAtaka keAld (dye-sensitized solar
cells) [7].
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3 XapaKTpLoUoC VALK®WV YPAPEVIOU

O XOpOKTNPLOKOG TWV YPAPLTIKWY UALKWY MTTOPEL va Yivel pe xprion Kiag oelpdg TEXVIKWY,
onw¢ RAMAN, FT-IR, XRD kot SEM, mpoKelpévou va pooSLlopLoTel n moldtnta, To €806 Kat n
Soun toug. BéBata, umtapyouv Kot Lo e€e{NTNUEVEC TEXVIKEC, OTIG OToleg mepAapBavovtal To
XPS katto TEM, mou mapExouv pe peyahUtepn akpifeta mAnpodopleg yla tn Sopr Tou UALKOU.
Toa Sedopéva mMou TPOKUTITOUV OMO TIC TAPATIAVW OVOAUOELS EEXWPLOTA UMOPOoUV Vo
Bewpnbolv wg povo wg evbeielg ya to e€etalopevo UALKO. Mo Evav 1o OAOKANpWUEVO
XaPaKTNPLopo Ba mpénel va cuvduaoTtolV ta SedoUEVA OO TPELG 1) TIEPLOCOTEPEG TEXVLKEG.

3.1 Qaouatookornia RAMAN

H ¢aopatookomniac Raman amotelel Paocikd epyaleio yla tn HEAETN TWV UALKWV

vpadeviov. Mapéxel xprnolueg MAnpodopleq OXETIKA HE TO SOULKA XOPAKTNPLOTIKA TWV
UALKWV, OTIWC TOV 0pLOULO KoL TOV TIPOCOVATOALGUO TWV OTPWHATWY Ypadeviou, KaBwg Kal yLo
Vv apouasia atedelwv [24]. T autd amotelel onUAvTIKO KPLTPLo ylo TNV afloAdynaon tng
ToLOTNTAG TOU UALKOU. 3to dacpatoypdadnua UMopolV va EVIOTMLOTOUV TPELG BAOCLKEG
kopudég, ot D, G ka 2D.

H kopudn D, n omoia evromniZetat kovtd ota 1335 cm™?[19], oxetiletan pe tnv napoucia
Soulkwv atedewwv oto TAEypa ypadeviou. Iuvodeletal amd Hid CUUITANPWHATIKA
UKPOTEPNC évTaong Kopudh, Tnv D’, ota 1610 cm™[24], kaBwc KaL aro tnv Kopudh D+D’, tou
glval o ouvduaopog Toug. H évtaon tng Kopudrg auéavetal 660 1o apopdo sival To VALKO
Kat erukpatel sp® uBpLdlopde. Etol, otav mpdkettol yia pacupatoypddnua GO n kopudn
ovapEVeTal ofela, AOYw TwV OTEASLWV TOU TAEYHATOC Kol TNG Tapouadiag ofuyovolywv
opadwy. 16avikd, yia téAela Soun ypadeviou, n kopudn autn dev spudaviletal, Aoyw tng
CUMMETPLOC TwV KPUOTAAWV. Qotoéco, otnv mpdén 6e umopel va emiteuxBel mMARpwg
CUUUETPIKN Soun kpuoTtdMwyv. Ooo aufdvovtal oL atéAeleg oTo MAEyUa Tou ypadeviou, TOCO
auéavetal n évraon Twv kopudwv D, D’ kat D+D’ [25]. Na tov ypaditn n évtaon tng kKopudng
givat yapunAn (Ewéva 2y) [26].

H kopudry G, mou evromiletat ota 1580 cm™[19], elval YapaktnploTKy Twv
avBpaKoUXWV UAKWVY KOL QVTLOTOLXEL 0T §6VNON TWV GwVOVIwY TWV ATOUWV AvOpaKa e sp?
UBPLSLOUO. H cuxvotnta mou gudaviletal n kopudr, KaBwG Kal n €vtacr Tng, mapouctldlouv
vPnAn evaloBnoio otov opLOUO TWV OTPWHATWY TToU amoTeAsital To UAKO. KabBwg avgdavetat
0 apLlOUOG TWV OTPWHATWY, N Kopudn petatomiletal oe uPnAdtepeg ouxvotnteg. Emiong, n
€Viaon Ttng Kopudng MOPOUOCLAleL YPOUMLK avénon He TNV avfnon Twv aplBuwv Ttwv
OTpWUATWY, OMw¢ daivetat otnv Ewkova 1 [26].
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a
Ewova 1: (o) H x?éan( rrzg Kopu@ri¢ G o€ ouvaptnon UE ToV aptduo Twv oTpwuatwv. Exel yivet Ka(\i)vmonomor) yla
va eivat evdiakpitn n aAdayn g ouyxvotntag [26], (8) Ipauuikn avénon tng évtaon tne kopueng G avaioya ue
TOV apLIUo TWV OTPWUATWYV [26]

H kopudr 2D evtormiletal ota 2700 cm™[19] kot epdavilet peydhn svatodnoio otov
oplBud twv otifadwv Tou UALKOU. TuvodeleTal amd TNV CUUTANPWHUATIKA Kopudn 2D'. H
£€vtoon Kol n B€on tng Kopudng kabopilovral amd Tov aplOpd TwV OTPWHATWY TOU UALKOU.
210 pAcpa povooTpwHATIKOU ypadeviou epdaviletal pia ofeia kopudn katavoung Lorentz
UEYAANG EVTOONG, EVW O€ UALKA LIE TIEPLOCOTEPA OTPWHOTA (2-4) oL KOPUPEG lval TILO TAATLEG
KOlL LLKPOTEPNG EvTaconc [26].

O AOYOG TwV eVTAOEWY TwV Kopudwv D kat G, Ip/ls, Xpnolpomnoleitot yia va ektipunOsi
TO TMANB0G TWV ATEAELWY OTO UALKO Kal dpa n oldtnTa tou. YYnAn T tou Adyou pmopsei va
anobdoBel og pKpod péyebog kpuoTalwy N atéleleg ota otpwpata. H abénon tng Tung Tou
AOyou o€ ox€on UE TNG apXKNE tnyng ypaditn opeiletal otn Snuoupyia VEwv ateAetwv [27].
MAatiég kKopudég D kot G amotehoUv £vSelen extevouc Sladoong atelelwy, KATL TOU CUXVA
napatnpsital otig Souég ypadeviou.

O Adyoc Twv evtdoswy Twv Kopudwv 2D kal G, lxp/ls, Elval XpAoLOG yLa TNV eKTipnon
TOU apLlBoU TWV OTPWHATWY TOU UALKOU Kal dpa tou Babuoul ypaditonoinong tou. Oco o
0pLOUOC TWV CTPWUATWY HELWVETAL, N TLUA Tou Adyou aufavetal, HEXpL TNV TN 2 [26], mou
avTLoToLXel o povooTpwHaTikO ypadevio xwplg atéleteg [6, 19, 24, 28].

Ta uAikd GO kat rGO epdaviouv T kopudég G kat D, Opwcg ya to rGO o Adyog Ip/ls
ouvnBwg sudavilel peyalUTtepn TN O oxéon HeE Tov avtiotolo Aoyo tou GO. Auto
umoSnAWVEL pelwon Tou péoou peyéBoug Twv Sopwv. Katd tnv avaywyn tou GO, dnAadn,
OXNMOTLOTNKAV VEEC YPAPLTIKEG SOUEG ULKPOTEPOU LEYEBOUC, AANA TIEPLOCOTEPEG OE APLOUO
CUYKPLTIKA [LE QUTEG TTou uTtpXav TpLv (Ewkéva 26) [29].
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Ewkova 2: (a) SUykpton Staypauuatoc Raman ypa@itn kot ypapeviou[15], (8) Zuykpion Staypauuatog Raman
UALkwv ypagpeviou [15], (y) Tumiko Staypauua Raman TEAELOG SOUNG YPAPEVIOU KAl ypapeViou Ue aTEAELEG [6],
(8) Turko Staypauua Raman ypaeitn, GO kot rGO [29], (€) Atdypaupa Raman ypapitn Kot NAEKTPOXNULKA
rapayueévou GO Ue xprion SLPOPETIKWY LoVTLKWV vypwv [30]
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Absorbance (A.U.)

3.2 FTIR — Qaouatookoria YnepuBpou pe petaoxnuotiopo Fourier
H daopatookormnia umeplBpou pe peTOOXNUATIONO Fourier Xpnollomoleital yla tn

MEAETN TNG XNIULKAC SOUNC TOU UALKOU KoL TOV EVTOTILOUO SpAOTIKWYV OUAdwV mou mbavov
neplappavovtal og autr. KaBs kopudn tou Slaypapuuatog, avaloya e tn ouxvotnta mou
eudaviletal, avrlotolxel o pio cuyKekpLUEVN SpacTik opdda. Emopévwg, otny mepintwon
TIOU TO UTIO HEAETN UAKO gival TéAelag Soung ypadEvio, To SLAypoppa aVAUEVETAL Vo Eival
pla euBeia ypapun, kabwe Ba amoppodd To PEYAAUTEPO TTOCOOTO TNC aKTVOBoAlag Xwpig va
eKTIEUTEL. AvTiOeTa, otav mpokeltal yio GO f rGO, Adyw TG mapouciag Twv ofuyovolxwv
opadwy, sudaviletal £va mAnbocg kopudwv, ol omoieg oxetilovtal pe tn S6vnon Kal tnv
£ktaon Twv deopwv C-0H, C-H, C=0, C=C kaL C-0-C. Eniong, pnopel va epdavilovrat kopudeg
AOYW TWV LOVIWV TOU NAEKTPOAUTN TIOU MOPOUEVOUV OTO MAEYUA. ITOV MapaKatw Mivaka 1
mapouctalovial KATIOLEG XAPOKTNPELOTIKEC OUXVOTNTEG, OTIG OTOLEC OVOUEVETAL Vv
gudavioTolVv KopudEC.

Mivakag 1: Xapaktnplotikég ouxvotntes Sovnong Seouwv

Zuxvotnta (cm?) Eidog 6eopol Tpomog dovnong

3000-3700 [31] -OH ‘Ektaon

2854, 2924 [19] -CH,- JUMUETPLKN, OCULETPN £KTOON
1750-1850 [31] -C=0 ‘Ektaon

1550-1650 [31] -C=C In-plane €ktaon

1450 [32] -C-OH Kappn

1050 [24] -C-0 alkoxy (C-0-C) ‘Ektaon

H Tl twv mapamdvw cuxvotnTwy Unopel va petafAnBel avaloya Pe Ta OTPWHOTO
TOU UALKOU, TOV TPOTIO OUVBECNC Tou Kal TNV enefepyacia tou. H xprion umepnxwyv Kat n
Bepuikn enefepyacia MPokKaAolV HElWON TNG EVTOoNG TwV KOpudWV ToU OXETI{oVTaL E TO
VEPO KL TA LOVTA TOU NAEKTPOAUTH, EVW OL TEAEUTALEG UMopel Kal va e€adaviotolv and to
Saypappa [28, 33]. MNapakdtw mapoucidlovtal otnv Ewkdva 3 oplopéva mopoadeiypata
OAAOYAC TWV CUXVOTATWY SOVNONG TWV XAPAKTNPLOTIKWY OUASWV.
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Ewkova 3: SUyKpLon Twv ouxvotitwy amoppopnanc (o) GO 5 otpwudtwy kat (8) moAvotpwuatikot GO og
Jepuokpaoia neptBaidovroc [34], (y) Ataypauua FTIR nAektpoxnuika rtapayuévou GO ue nAektpoAutn H,S0,
UETA ato xprion umepnxwv yLa 4 Stapopetikous xpovoug [19], (8) Ataypauua FTIR (a) GO, (b) rGO, (c) ypapitn
[35], (€) Awaypaupa FTIR GO riapayuévou pe tn uédodo Hummers xpnotpomotwvtag Ukpeg-23mL HSO,4, 3.0g

KMnOy4- ka () Ataypauua FTIR GO napayugvou ue t uedodo Hummers ypnouuonowwvtag ueyaiec-46mL H,SO,,
6.0g KMnO,4- moodtnteg uAtkwv [27]

3.3 XRD —MepiBAaon Aktvwv X

To XRD xpnotpormnoleital yia tn LEAETN TNG KPUOTAAAKOTNTAG TG SOUNG TOU UALKOU Kot
TOV UTIOAOYLOMO TOU Sldkevou HeTafl Twv oTpwudtwyv. H B£on twv Kopudwv TapEXeL
TANpodopleg yLa TNV KPUOTAAALKA) SOUN KOl TN CUUUETPLO TOU UALKOU, EVW h €VTAOr TOUG
oxetiletal TO00 He TN Sopn OGO KAl PE TN ouotacn Tou efetalOUevou UALKOU, KabBwg
avTavakAd tn ouvoALkn okeSalopevn aktvoPBolia ano kabe emninedo [36].

Ta ypadLTikd UALKA TTapouoLldlouy pia XopaKTnpLoTIKn Kopudn otnv Tun 26=26°[19],
n omnola avtiotolyel oto KpuoTaAALKo emtinedo (002) Tou ypaditn. Av ta oTpwuata ypadeviou
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£XOUV SLAXWPLOTEL AMOTEAECUATLIKA, N €VTAON TNEG KOPUDN G AVAUEVETAL APKETA LELWUEVN, OFE
oxéon ue ekelvn mou mapatnpeital otov apxko ypaoditn (Ewkéva 4a). Mo idteg ouvOnkeg
UETPNONG, HeyaAUTepn €vtacn UTIOSNAWVEL auénuévo aplBuo otpwpdtwy. Qotoco, to XRD
Sev amotelel LEBOSO YL TOV TOCOTLKO UTIOAOYLOUO TOU aplBpol TwV OTPWHATWY, TIAPA LOVO
yla Jia TTOLOTLKH EKTiNGN. 2To ypadnua prnopel va epdavilovral, eniong, kKopudEg otig 42°
[19] kot 54°[19], oL omoleg avriotolkouv ota KpuotaAAlka emimeda (101) kat (004) tou
vpadLtikoU mAéyuarog [19, 37].

Otav npokettal yia GO, Aoyw TnG mapouciog ofuyovouxwv opuddwy, mapatnpeital pia
ermumAéov kopudn otn ywvia 206=11°[37], n omoia avtiotolxel oto enimedo (001) tou
TAéypatog tou GO. Akopa, eivat Bavo va epdaviletal kopudn katl otnv T 26=23°[37], n
omnola anodibetal oto eninedo (002) Twv AMLO 0EEOWHEVWVY OTPpWHATWY ypadeviou [37]. H
avaywyn tou GO £XeL WG ATTOTEAECUA TNV OTTOUAKPUVOT TWV 0uyovouxwy opddwv. ETol, oTto
Staypappa XRD tou rGO n évtaon NG KOpudrg AUTWVY Eival OPKETA ULKPOTEPN O oUYKPLON
pe ekelvn Tou GO amd to omoio mpoékue. Emiong, n amdotacn HeTaEl Twv SLadoxiKwy
OTPWHATWV €ilval pkpoTepn, eattiag tng adaipeong Twv ofuyovouxwv opdadwv [38].

INUAVTLKOC gival o umtoAoylopog tou FWHM (Full width at half maximum) pe Baon to
Slaypoppo, KaBwg auth n MOPAUETPOG Tapouctdlel svoaloBbnoia otlg petafolég tng
ULKPOSOUNG KOl OTN OUCCWPEUCN TACEwV (ateAelwv) oto UAWKO. Mikpeg Tipuég FWHM
urtodnAwvouv uPnAn kpuotaAlikotnta [39].

AvaAoya HE TN OUYKEVIPWON TWV NAEKTPOAUTWV KOTA TNV mapaywyn GO, éxouv
napatnpnBei kamoleg taoslc ota Staypappota XRD (Ewkova 5). YPnAdtepn ouykévipwon
o&€oc 0dnyel oto oxnuatiopod Lo ofeilag kopudng otig 11° pe oxeTkad pkpn T FWHM kat
MLKPOTEPNG €vTOoong Kol To TAATIAG Kopudng otig 23°. Avribeta, ylo THO QpaLEG
OUYKEVIPWOELC N Kopudn twv 23° eudaviletol petatomiopévn ot 24.5° kal eival
peyaAltepng évtaoncg kot mAatid. Oco peyaAltepo eivol to gufado tng kopudng, téoo
Alyotepo £xel o€elbWOEL n apxLkn mnyn ypaditn [37].

H anéotaon PeTaty LILOG OLKOYEVELAG ETUMESWV UMopEel va uTtoAoyLoTel epapuolovtag
Tov vOuo tou Bragg, nd = 2dsiné [28], o omoio¢ edapuodletal ylo TnV Mo €vtovn Kopudn.
YToV Iapanavw tUTO, h elvol 0 AKEPALOC TIOU TIOPLOTAVEL TNV TAEN TNC avakAaong (n=1), A to
MNKOG KUMATOC TNG SE€0UNC akTWV X, B n ywvia mpdontwaong i avakAaong Kat d n anoctaon
peTafL Twv emuméSwy. Xta dUAAA ypadeviou, N evELAPES aMOOTOON TWV OTPWHATWY LoOUTOL
pe 0.34 nm. lNa to GO n andotacn auth avfavetal, e€altiag Twv OpOLOMOALKWY SECUWYV TTOU
avartyooovVTaL PE TIG 0EUYOVOUXEC OUASEG Kal TwV atdpuwv dvBpaka pe sp® uBPLSLOUO Kat
Sladépel avaloya He TV TOCOTNTA TOU VEPOU KAl TWV LOVTWV ToU NAEKTPOAUTN TTou £XOUV
npocpodnBei [28, 29].

27



Intensity (A.U.)

Intensity (A.U.)

(002)

o rGo
. ypaditng _)L
10 15 20 25 30
26 (Degree)
(a)
J e EG5
M R re— AEG‘
J a2 AE°3
\____—..A‘ ek LEG2
P-—A EG1|
" 20 40 60 80
28 (degree)
(B)

(002)

G T ) (_00}) O min
5 "\‘.—
< |- g SO _ 15min
z

"‘\_—.‘.

g — U 30 min
= A

|~ A“'—“\Q“ 45 min

/‘v N 60 min

20 ) %0 50 60 70 & 9%
26 (degree)

(v)

Ewova 4: (a) Z0ykpion Staypaupatos XRD ypapitn, GO kat rGO [35], (8) Awaypauua XRD nAektpoxnuika
riapayuévou GO amo kUAWSpo ypapitn ypapng Ue xprion nAektpoAutn AFS((NHg)z Fe(SO4)2-6H20) oe
Staopetikeg ouvinkeg [40], EG1, EG2, EG3: dtapopd Suvauikou 7.5V, 9V, 12V avtiotoya yia otadepn
ouykévtpwan 0.5M, EG4, EG5: auykévtpwaon nAektpoAutn 0.1M, IM yia otadepn dtapopa Suvaikou 7.5V, (y)
Awaypoppo XRD nAektpoxnuika rtapayuévou GO og NAektpoAutn H2SO4yLa SLapopeTikoUs xpOvou§ UTTEPHXWV
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Ewova 5: Awaypauuo XRD GO napayugvou ue t uédodo Hummers (23mL H2504, 3.0g KMnO,) (o) ue 0.5g NaNOs
aro ypapitn ue Stapopetiko pueyedos cwuatidiwv (mAgyua 50, 325, 1200) kat (8) artd ypapitn nAgyuarog 325 ue
Stapopetikec moootnteg NaNO3 (0g, 0.5g, 2.0g) [27]

3.4 HAektpoviakn Mikpookoria 2dpwaong — SEM-EDX
H nAektpoviakn pikpookomia cdpwaong (SEM) xpnoludormoleital yia tn HeAETN TNG

popdoroyiag tng emipavelag Twv VAKWY. O avixveutng dtaomopadg aktivwv X (EDX) elvat
EVOWHOTWUEVOG oTto SEM kal mapéxel mAnpodopieg yia tn xNULKA ocloTaon T avtiotolyng
emupavelag.

F'evVIKA, OTNV OTOLXELaKN avaAuaon ypadeviou epdaviletal povo avBpakag, evw oto GO
avBpakag katl ouyovo. H avtiotolyn avaAuon yia to rGO avopévetal vo epdavilel PELWUEVO
TI0000TO 0€UYOVOU Ot ax£on e To GO, emiBefalwvovtag OTL  avaywyn ATOV EMLTUXNAG. ZUXVA
otnv nepimtwon tou GO kot rGO gpdavilovral o ULKPO TOCOOTO KL GAAEC TIPOCHUIEELC, oL
omnoleg amodidovtal otnv mpoopddPnon oto TMAEYUA LOVTWY TIOU OXETI{OVTAL [E TOV TPOTIO
oluvBeong Tou UAOU. [Mapokdtw Tmapouclalovial OPLOUEVEG  XOPOKTNPLOTLKES
BBAloypadikéG HENETEG KAl OL avTioToXeG aVAAUOELS TwV Selypdtwy pe SEM, ol omoisg
anodelkviouv TV kaboplotikn enidpacn tng Siepyaciag otn popdoAoyia Tou UALKOU.

3.4.1 Nopaywyn GO amod nAektpodio ypaditn og StdAupa KMnOs, H2SOs, NaNOs,
H202
2TN OUYKEKPLUEVN LEAETN OTO SLAAULA TOU NAEKTPOAUTH TIEPLEXOVTAV UTIEPLOYYAVLKO
KAALo (KMnQy), Beukd o€ (H2S04), vitpiko vatplo (NaNOs) kat umtepoeiblo tou udpoyodvou
(H20;). OL Ewkova 6a-y armd to SEM €8eL€av OTL To TAPAYOREVO UALKO EXEL TUTLKA Lopdoloyia
ofeldiou tou ypadeviou. To oTtpwpa epdavileTal Lo oV OTIE AKPEC, AOYW TG OUYKPATNONG
Twv ofuyovoUxwv opadwv [38].

16KV X10000 1pm 0000 113088 15KV X26,000 pm 0000 113088 16KV X40,000 0.

(B)
Ewkova 6: Etkoveg SEM ue peyéduvon (a) 10K, (8) 25K, (v) 40K [38]

Ao tn otolyelakn avaAuon EDX mpoékue OtL To mapayopuevo GO amoteAsital and
69.09wt% C, 23.94wt% O, 4.09wt% S, 0.73wt% K kat 2.15wt% Mn. H mapoucia twv
npoopifewv S, K kat Mn odeilovtat otn Stadikaoia ofeibwaong mou emAéxOnkKe.

3.4.2  Avaywyn XnUKa mapaypévou GO He Tpelg SladopeTikEG ueBodoug

Ze autn TNV nepimtwon nopdaxdnke GO pe tn wEBoSo Hummers Kol OTn CUVEXELA
akoAoUBnoe avaywyn He XNUIKN, BepULKn Kol nAekTpoxnuikn eneéepyacia. Ot Eikova 7a-d
mou mpoékuav amnod to SEM €dsiéav otL to GO mou mapdxBnke €xel Stodlaotatn Soun mou
amnoteAeital anod peyalouv peyéBoug pUANA eAadpw Toalakwéva (wrinkled). H elkova yla
1o rGO ToU TIPOEKUYE ATO BEPLKN avaywyr] TAPATEUTEL € KUMA. To rGO mou mapayxBnke
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Me nNAeKTpOXNHLKN enetepyaoia amoteleital and vavo-GUuANa UrAeypéva LeTafl TOUG, KATL
Tou prnopei va anodoBet otig aAnAenidpaoslc Van der Waals. Q¢ mpog to tpito Seiypa rGO,
amoTeAL(TAl A0 CUCCWHOTWUATA OTpWUATWY rGO, Ta omola TPOKUMTOUV AOYyw TNG
oAANAemidpaong HeTafU TOAU AEMTWY OTPWHATWY. Ot SLaoTacelg Twv GUAAWV Kupaivovtal
QIO EKOTOVTASEC VAVOUETPO LEXPL LEPLKA LLIKPOUETPpa [41].

(b) rGOueating ‘

"6\

:

4

Ewkova 7: Etkoveg SEM ano (a) GO, (b) rGO Geputkng avaywync, (c) rGO nAektpoxnutknc avaywyng, (d) rGO
XNUKNG avaywyrig [41]

H ab&non tou mocootou tou avBpaka oto rGO odeiletal otn peiwaon tou ofuyovou
gfautiag ¢ avaywync. O Adyog C/O audvetal amé to GO oto rGO, evw to rGO mou
Mapaxdnke He NAEKTPOXNMLKN avaywyr TAPOUGCLAEL ToV PeyaAUTEPO AOyo, oo pe 4.02
(Mivakag 2).

Mivakag 2: Suotaon twv 4 detyudtwy GO kat rGO [41]

YAKO %C %0 c/o0
GO 57.26 42.74 1.34
rGOueating 61.16 38.84 1.57
rGOydrazine hydrate 73.13 26.87 2.72
rGOvoltage 80.08 19.92 4.02

3.4.3 XUvBeon GO pe tn xnukn peBodo Hummers

Q¢ mpwtn UAn xpnowomowibnke ypaditng kabapdc amd mpoouifelg (Gr).
JuyKpilvovTag TG €lKOVEG ou AndBnkav amd to SEM yia tov ypaditn kat to GO (Ewkova 8),
T(POKUTITEL OTL To GO TMapoUCLAlel pia «ATAKTNY KATOVOWHN, TToU odelAeTal OTNV XNKLKA
Slepyaoia Slaywplopol TwV oTPWUATWY Tou ypaditn. Me Bacon tnv uPnAr TMEPLEKTIKOTNTA
og 0€uyovo Tou UALKOU, Onwg daivetal amd tnv avaluon EDX otov Mivaka 3, amodelkvueTal
OTL N oeldwon tou ypaditn ntav emtuxng [41].
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SEI 10kV  WD10mm SS37 X25,000 pm  Se— SEI 10kv  WD10mm $S36 x25000 dpm  Se—
Sentra Teknologi Polimer 0000 17 May 2018 Sentra Teknologi Polimer 0000 22 May 2018

Ewkova 8: Etkova SEM yia tov ypapitn (apiotepa) kot to GO (Se€ia) [41]

Mivakac 3: Zuotaon twv vAtkwy [41]

Ztoeio YAwo
GrwW Gr GO

C 72.97 88.15 51.23
0] 9.58 6.46 47.26
P - - -
Al 3.31 0.69 0.29
F 9.35 0.47 -
Na 4.10 1.08 -
Cu 1.73 2.26 0.81
Ca 0.69 0.00 -

cl 0.00 0.89 0.41

3.4.4 HAektpoxnuikn cuvbeon vavopuAiwv GO

Ye auTh TNV XopoKTtnplotikn BiPAoypadiki LeEAETN nAekTpoxnUkng cluvBeong [42],
npaypatonow|Onke amodroiwon GUAwv GO amd paBdo ypaditn pe nAektpoAltn
Bpwpovxo ketuAotplueBulappwvio, CTAB. ZUpdwva LE TIG EIKOVEG TTIOU TIPOEKUPAV Ao TO
SEM (Ewova 9), o ypaditng mapouvotalel pio akavoviotn popdoAoyia otnv KAIHaka Twv
ULKPOUETPWY, VW HETA TNV ofelbwon mopdxbnkav cUCOWHUATWUATE OTPWUATWY GO pe
atéleleg otnv enwdpaveld tous. H emupavetla tou rGO mapouoidletal mo Asla, e€attiag tng
OIMOUAKPUVONG TwV 0EUYOVOUXWVY OUAdwY, TIOU amoSelKVUETOL KoL ammd T oUYKPLoN TWV
Slaypoppdtwy EDX twv SVo UAWKWY, n omoia emPBeBatwvel OtL n avaywyr tou GO ntav
OTMOTEAECHATLIKA.
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Ewkova 9: Etkoveg SEM (a) ypacpitn, (b,c,d) GO, (e,f) rGO

3.4.5 Z0vBeon ypadeviou pe CVD

3TN OUYKEKPLUEVN €peuva HEAETAONKE 0 pOAOG TwV adpavwyv aegpiwv katd tn CVD
ouvBeon ypadeviou oe umootpwpa GUAAWVY VikeAlou o€ atpoodalplky TiEon.
XpnolpomnoBnkav alwto N, uSpoyovo H, kat pebavio CHy wg adpaveég aEpLo, avaywyLlko
MEoO Kal Tnyn avBpaka, avtiotolya. Katd to otddlo tng avtidpaong, n cUVOALKN pon Twv
aeplwv dlatnpeital otabepr), aAld petafairlovral ol emi pépoug avaroyieg [43].

Ot ewkoveg mou mpogkuav anod to SEM (Ewkdva 10) Ssixvouv OTL n avamtuén twv
KPUOTAA WV ypadeviou o TOAUKPUOTOAAKA UM vikeAiou kaBopiletal amd ta opla Twv
KOKKWV TOU UTIOOTPWHATOC. Ta Opla Twv KOKKWVY €UVOOUV TNV QVANMTUEN TEPLOCOTEPWY
OTPpWUATWYV ypadeviou, To omoio amotuntwvetal 6to SEM pe mio okoUpo xpwua. Eivat pavepo
OTL 6ev UTIAPXEL OHOLOYEVELD OTNV QAVANTUEN TwV KPUOTAAAWV ypadeviou mavw oto
UTIOOTPWU, KaBwG mapatnpouvial TOAAEG AVOLXTOXPWHEG KAl OKOUPOXPWILEG TIEPLOXEG,
OVTLOTOLXWVTAG Ot YpadEVIo ALYOTEPWVY KOL TIEPLOCOTEPWY OTPWHATWY, avtiotowa. la
avtiépaon otoug 940°C kat 1020°C kot ywa mooootd N, 15% mapatnpouvial To
OQVOLYXTOXPWEG TLEPLOXEC, SnAadn uPNAOTEPNC MoLOTNTAG YpadEVLo.
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Ewova 10: Etkoveg SEM Setyudtwy ypapeviou ToHpayUEVWY O SLOPOPETIKEC DEPUOKPATIES KAL UE SLOPOPETIKO
11000010 N>. SuvOrkeg auvdeang: 1 min, CHy/H,=0.07v/v, cuvoAikn pon agpiwv=80 NmL/min
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4 HAekTpoyxmuikn cvvOeon GO

H molotnta tou mapayopevou UALkoU, dnAadn to péyebog Twv UMWY, 0 aplBuocg Twy
OTPpWUATWY, 0 Aoyo¢ C/O, n SlaAutoTnTO KOl Ol NAEKTPIKEG TOU LELOTNTEG, HeTaBAAAETAL
avaloya He TO €l60o¢ Tou nAektpodiou ypaditn, TOV NAeKTpOAUTN Kal T OUVONKEC
Aewtoupyliag [6].

4.1 HAektpoAuTeg
H emhoyn) tou nAektpoAUTn amotelel tn PBOOIKOTEPN TMOPAUETPO TIOU TIPEMEL va

KoBoplotel, kaBwg ennpedlel onuavtikd t Slepyaocia, TG TEAKES LOLOTNTEG TOU MPOLOVTOC
KOLL TNV OLOLOTNTA TOU UE To ypadévio [44]. Onwg daivetal otov Mivaka 4, n xprion ofEwv wg
NAEKTPOAUTEG 06nyel otnv mopaywyn KoAUtepng molotntag GO pe peyaAUTePO TIAEUPLKO
péyebog, aufdvovtag MopGAANAQ TO TMOCOOTO TWV O0&UYOVOUXWV OHAdwv, Aoyw TNg
urtepoéeibwang tou ypaditn. BEBata, og oAU xapnAég Tipég pH oupBaivel oxupn ofelbwan
KOL Apo SNULOUPYOUVTOL CNUOVTLIKEG ATEAELEG OTO TAPAYOUEVO UALKO. AvtiBeta, n xpnon
SloAupATWY avopyovwyv OAATWYV WC NAEKTPOAUTEG, Teplopilel 0 ONUOVIIKO Pabuod tnv
mapoucia opnadwv ofuyovou oto TteAlkd Tpoidv (Mivakag 6). Q¢ NAEKTPOAUTNG cuvnBwg
XPNOLUOTIOLEITOL KATIOlO USOTIKO SlaAupa offo¢ 1 To avtiotolyo avopyovo dAag. Exel
napatnpnBel 6tL dhata ta onoia meptéyouv Lovta onwg ClO4, ClI- kat NOs~ Sev eival toéco
QMOTEAEOHATIKA 000 eKeElva Tou amoteholvtal amd wvta Beiou SO.2, ta omola
napouctalouv vPnAn anddoon yla TG (Blec oUYKEVTPWOELG Kal ouvOnkeg Ste€aywyng tou
TELPAUOTOG. AUTO propel va amodoBel oto xapnAotepo SUVOULKO avaywyrg Tou armalteitat
yla va petatparnei to SO4* og aéplo SO, (0.20V), o 0XE0N LE EKELVO TIOU ATOLTELTAL YLA VL
petatparouv ta Cl04 (1.42V) kat NOs™ (0.96V) og aépla ) oto 4TLTo HéyeBoC TwV WOVTWY SO
Bploketal TLo Kovtd og ekeivo Tou SLakevou PeTafl Twv oTpWUATWY ypoditn [6, 44].

Mivakag 4: SUykpLon NAEKTPOAUTWY W ITPOG TNV EMISPAC TOUG TNV NAEKTPOXNULK OUVIED OE CUYKEVTPWON
0.1M kat yia Suvapiko +10V [44]

HAektpoAUtng ZuyKévtpwon Auvvapko (V) Xpovog (min) AnoteAéopata
nAektpoAutn (M)
NH,CI 0.1 +10 5-10 KaBoAou Slaxwplopog
Na;SO4 0.1 +10 3-5 ATIOTEAECLATIKOG SLAXWPLOUOC
NaNO; 0.1 +10 5-10 MepLOPLOUEVOC SLaXWPLOUOG, TIOAU
XoUNAn anodoon, Sloykwaon
nAektpobiou ypaoditn
K2SO, 0.1 +10 3-5 ATOTEAECLLATIKOG SLAXWPLOUOG
NaClo, 0.1 +10 5-10 KaBoAou Staxwplopog, Stoykwon
nAektpodiou ypaditn
(NH4)2S04 0.1 +10 3-5 ATOTEAEOLATIKOG SLAXWPLOUOG

4.1.1 lovta Bglou
To Beuxd o§u H,SO, amotelel pia kaAn emdoyn yla NAeKTPOAUTN. O OXNUOTIONOG
npoioviwy ypaditn gumloutiopévwy pe wvta (Graphite Intercalated Compounds — GICs)
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guvoeital, kabwg n vtk SLapeTpog Tou Beiou (0.258 nm [6]) €XEL TLUA KOVIA O QUTH TOU
Slakevou twv Stadoxkwv otBadwv ypaditn (0.33 nm [6]). Autd amoteAel tn Baoikn
MPoUMOBeon ylo AMOTEAECUATIKO OSLOXWPLOUO TWV OTPWHATWY Tou ypaditn. H
anoteAeopatikOTnTa oXeTiletal pe to Babuo daxwplopol, SnAadn Ye To HECO MAXOC TWV
dUMwv mou mapayovtol. Oco HIKPOTEPO €ival TO TAXOC TOU UALKOU, TOCO TILO
QIMOTEAEOUATIKOG £ival o Slaxwplopog [6]. Ouwg, to H,SO4 MpOKeLTAL yla LloXupo ofU, Ue
anotéAeopa ota GUAAa GO va evromiletal UPNAN TIUKVOTNTA OTEAEWWV Kol 0fuyovoUXwV
opadwy. KatL tétolo pmopel va avtileTwrotel avédvovtag tnv T pH tou StaAupatog, site
avtikaBlotwvtag To oy pe kamolo aAog tou Belou, eite MpooBETOVTAG KATIOLO TIPOOHBETO
[6],[45].

Je ma €peuva mapdxdnkav GpUAAa GO pe nAektpoAltn 0.5M H,SO4. Apxkad
epapudotnke xapunAo Suvaptkod 2.5V kat otn cuvexela uPnAo 10V, To omolo evahdaoootav
pE TV TN -10V, yia pelwon tou moocootol Twv ofuyovolXwV opadwy oto Tipoiov. Ta puAAa
Tou mapaxOnkav Atav peyéboug 1-40um kat 2-4 oTPWHATWY, LE TEPLOCOTEPO Ao To 60% va
eival Slotpwpatikd. O Adyog ln/ls, 0 omoiog oxetiletal pe to Babud ypadironoinong,
umoAoyiotnke peyallTtepog amno autov tou rGO [46].

Ye Lot GAAN Tiepimtwon, oplopéva avopyoava ahata Tou Bgiou xpnolponoBnkav wg
NAEKTPOAUTEC KOl CUYKEKPLUEVA TO OelkO oppwvio (NH4)2S04, To Beliko vatplo Na,SO4 Kal to
Beuko kaAo K>SO, Ao autd, to (NH4).SO4 mapouciooce tnv KaAUtepn anddoon oTig BLeg
ouvlnkec. H xprion tou oe cuykévipwon 0.1M kat 10V odnynoe os anodoon Slepyaciog
KOVTA 0T0 85% KaLTO TIPOLOV TTOU AVOKTHONKE NTAV UEXPL TPLA OTPWUATA, [LE LEYAAO TTAEUPLKO
uéyeOoc (lateral size), pexpt 44 um, kot uPnAn T tou Adyou C/0 (17.2) [47].

‘Evag akopa KaBopLoTIKOG TapAyovTag vl N CUYKEVTPWON TOU NAEKTPOAUTN. Mo To
H>S04 apyika, £xouv pehetnBei uPnAotepeg cuykevipwoelg (1.0M kat 5.0M), yia TIG omnoieg
napatnenBnke xapnArn anodoon (25% kot 7%, avtiotolya). € Epguva, OTAV XPNOLULOTIOLONKE
KaBapd H,S04 f piypa HaSOs-0€kd 00 (1:1) Sev mapatnpriBnke kaBoAou SlaxwpLlopog Tou
nAsktpodiou ypaditn. Autd punopei va odeiletol otnv amnaitnon moAl peyaAltepou xpdvou
TMAPAUOVAC yla TNV OAokAnpwon tng &ldxuong Twv WVIWV Kol CUVEEETOL HE TNV
SL00e0UOTNTA TWV LOVIWV OTOV NAEKTPOAUTN. 2T OUVEXELA, UEAETAONKE n amddoon tng
Slepyaoiag pe xprion apkeTd apolwpueVwy StaAupdtwy HSO4 (0.05M kat 0.01M). Ze auth tnv
nepintwon, o SLaXwPLoUOE oUVERN HOVO yia UPNAOTEPEG TIUEG SUVAULKOU Kal JE TIOAU Tio
apyo pubuod, KaBWE amaLTOUVTAV APKETEG WPEC, EVW N amodoon ATav xapunAotepn [48]. Auto
£6e1€e OTL UTTAPXEL £VTOVN ETILPPON TNC CUYKEVTPWONC TOU NAEKTPOAUTN otnv £kBacn tng
Slepyaoiag anodroiwong.

4.1.2 AN vta

Q¢ nAekTPOAUTEG UmopolV emiong va xpnotpomnolnBolv ta oféa HCIO, kat HNOs,
KoBw¢ Kol Ta GAATA TOUG. Y€ QUTA TNV Mepimtwon, yla tn ocvvBeon tou GO amatteitol
peyaAUTEPN CUYKEVTPWON NAEKTPOAUTN O oX£0n e ekelvn yia ta ovta Beiou [18].

‘ExetL peletnBel and toug Sumanta Kumar Sahoo kat Archana Mallik [49] n eniépoon
TNG CUYKEVTPWONG Twv Lovtwyv ClO4 otnv moldtnTa Tou apayopevou GO. Xpnolomnolnnke
HClO4 w¢ nAektpoAUTNnC Kol tapatnpnOnkav ot aAloyEG oTo TeAKO MPOidV pe alénon tng
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OUYKEVTPWONG. ZUYKEKPLUEVA, KABWG N CUYKEVTPWON auéavotay, LELWVOTAV To LECO Léyebog
KOLL TLAXOG TOU TIAPAyOREVOU UALKOU. Mot Tig ouyKeTpwoelg 0.5M kat 1M, paAilota, To TeEALKO
UALKO ammoTeEAOUVTOV OO QPKETA OTPWUATA, WOTE VA [N WITOPEL va XapaKkTnploTel wg o&eidlo
Tou ypadeviou. Amo tnv avaluon Twv GUAAWvV GO yla TIG cuyKeTpwoelg 1.5M kot 2M,
T(POKUTTITEL OTL OUTA artoteAolvtay amnod 1-6 otpwparta, iyov Adyo C/0O oo pe 1.6 kat n Soun
TOUC NTAV TOPOUOLA LE QUTH) TIOU OVAKTATAL Ao TNV uypn XNHULKA LEBodo. BEBala n amodoon
™¢ uebddou rtav xapnAn.

To LiClO4 pmopel va xpnotuornotnBei wg nAektpoAlTNG yla tnv mopaywyn GO e
TLOPOUOLEG LOLOTNTEC E QUTEG TIOU ETITUYXAVOVTAL PE TNV UYPN XNUKN LEBodo, aAld o Tl
aodaAeic ouvBnKeg Kol O WLKPOTEPO Xpovo. Eywe olykplon twv dpUAMwv GO mou
avaktnonkav pe xpron twv nAsktpoAutwv LiClO4, H2SOs kat NaxSOs yia idleg ouvOnkeg
Sle€aywyng tou melpdpotog. H diepyaocia ATav mo ypryopn Kol amoTEAECHATIKY YLOL TOUG
nNAektpoAUTteg HoS04 kat Na S04, Emiong, and tov xapaktnplopd Twv UAKWY, BpEbnke otL oTav
xpnotpomnownOnke LiClO4 n 8Ladoon Twv OTEAELWV NTAV TIEPLOPLOUEVN OE OXECN LE TOUG
AaAAoug SU0 nAektpoAUTEC, evw 0 Aoyog C/0 Atav o xapunAdtepoc. Emopévwe, N NAEKTPOXN LKA
ouvBeon GO pe LiClO4 Ba pmopouloe va anotelel pia mbavrn Avon £vavtl Tng uypng XNULKAG
yla mapaywyn o€ Blopnxovikn kKAipako [24].

Ta wvta NOs pmopoUv emiong va evowuotwbBoUv avApECSO OTO OTPWHATA TOU
vpaditn yia va emteuxBel Slaxwplopog Kotd tnv ovodikr nAekTpoxnuikn ouvBeon. H
ovTiSpaon ou TpaYUATOTOLELTOL Elval N TOPOKATW:

Cx + NO3 + yH,0 & Cy_1NO3(H,0), + e~

Ye pLo mepinmtwon pehetnOnke n napaywyn GO pe xprion 1M NaNO; wg nAektpoAlTn.
ATO TOV XapaKTNPLOUO TwV UALKWV Tipoéku e OtL mapdxBnkav ¢pUAa GO pe avopoloyevi
KOTAVOUN QTEAELWYV, TIOU KATA Teploxeg spdavilav uPpnAn kpuotaAAkotnta. Emiong, oto
mAéypa Sev BpéBnkav opddeg alwrtou, emiPefatwvovtag TNV UKOAN KOl QMOTEAECUOTIKN
OMOULAKPUVET) TOUG It TO MAEYUA E VEPO LETA TNV OAokAnpwaon tng Sitepyaoiag [50].

Ye pa GAAN épeuva e€ETAOTNKE N AMOTEAECUATIKOTNTA TNC oUvBeong UMWY GO
Alywv otpwpdtwv amnd tpelg dadopetikou nAektpoAuteg, H.SOs, HCIO, kat HNOs, pe
edappoyn blwv ocuvOnkwv. To péyebog twv UMWV Tou TapaxOnKav Pelwdnke KoBwg
niepvape anod to HySO4 oto HNOs. H udnAdtepn tuf Adyou Ip/ls umoloyiotnke ylo tov
nAektpoAltn H:SOs kat mBavwg odeiletal oto peyaAltepo HEYeEBOG Twv LOVIWY, TIOU
npokaAscav ofeibwon twv UMWV ypaditn [51].

E€etdotnke amd toug Coros et al. [52] n olvBeon Sopwv ypadeviou pe xprion
piypatog nAektpoAUtn HaSO4:HNO; (3:1) pe edappoyn XapunAng Tung dtadopdg Suvapikou.
MeAetnBnke n eMidpaon TNG CUYKEVTPWONG TOU NAEKTPOAUTH. Me aU€non TNG CUYKEVTPWONG
napatnpnOnke avénon tou Adyou Ip/ls, Tou avtiotolyel oe aUENon Twv SOUKWY ATEAELWV.
BéBala, OAec oL TWEC ATAV OXETIKA UYPNAEG, AOyw TNG Tapouciag TOAUCTPWHATIKOU
vpadeviouv (Mivakag 5). AKOpa, ylo ab€non tnNg CUYKEVTPWONG mapatnpndnke peiwon tou
Aoyou C/0, dnhadn avénon tou Babpol oeidwaong tou UALKOU.

Mivakac 5: MNooooto GO, FLG(Few Layered Graphene) kat MLG (Multi Layered Graphene) yia Stapopeg Tiuég
ouykévtpwong [52]
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Agiypa G-3-0.5 G-3-1 GO/G-3-2 GO/G-3-3

%GO = = 7 9
%FLG 77 93 59 79
%MLG 23 7 34 12

4.1.3 Ynepofeiblo tou Yépoydvou - H20;

H nmpooBrikn untepofelbiou Tou udpoyovou oto SLaAUpa evog NAEKTPOAUTN CUUPBAAAEL
othn ouvBeon moAuoTtpwpatikol GO kat avédvel Tnv anddoaon tng dlepyaciag. To H,0; wg
OVTLOPAOTAPLO TIOPOUCLALEL ONAVTLKA TTAEOVEKTALATO, OTIWE XAUNAO KOOTOG, EKAEKTLKOTNTA,
gival ¢ALKO mpog To TtepLBAAA0V, aoPaAEG Kol ATTOTEAECUOTLKO.

Z€ pia oXeTkn epyacia amno toug Hossain S.T. kat R. Wang [53] peletriOnke n cuvBeon
dUA WV GO pe nAektpoAltn 0.1M (NH4)2S04 kat mpoaBnkn moodtntag H,0,. Bpgbnke OtTL pe
avénon NG ouykévipwong tou H,0, mapdxBnke peyohUtepn moodtnta mpoiovtog, s¢attiog
™¢ avénong tou pubuol SloXwpPLopol TWV OTPWHATWY, Kal HEWWONKE n mapouocia
ouyovoUxwVv opAadwv oTo TEALKO TIPOIOV, KABWE Kol oL ATEAELEC, TO omolo emiBePatwOnke ano
™V TR Tou Adyou Ip/ls. Akopa, kabwg auvfavotav n moootnta tou H,0,, pelwvoTav To
TIOOOOTO TWV 00TABWYV CUCCWHATWHUATWY AvOpaka Kol 0 aplBuoc TwV OTPWHUATWY TOU
UALKOU.

MeAetnOnke n olvBeon GpUAwWY GO pe nAektpoAUtn Stalupa NaOH kat H,0; pe thv
epappoyn xapnAng Siadopdg Sduvopkou. TG cuvbnkeg autég avaktnBnke GO 3-6
OTpWHATWY og amodoon 95%. MNa TIg avtiotolxeg ouvOnkeg, ala pe amoucia tou H,0,,
napaxdnke moAL pkpn moootnta GO. H tiur tou Adyou C/O amodelkvUEeL Tn UKpH TtocotnTa
ofuyovoUxwv Oopadwv oTo TAEYHA TOU UALKOU. XTO OUYKEKPLUEVO Teipapa, SnAadn,
emuteXdnke n olvBeon uPnAng mowdtntag GO Alywv OTPWUATWY CE ATLEG OUVONKES
avtidpaong, og TOAU YapunA£C TILEG Stadopdc Suvaptkol, pe Xpron NAEKTPOAUTWY XAUNANG
OUYKEVTPWONG, KOOTOUG Kal GLALKOUG Tpog To eptBdAlov [54].

Mivakac 6: ZuvOean GO e SLapopeTikoUg NAekTpoAUTeG [19]

Eid0¢ nAektpoAUth Eidog Avvopko (V) AO6yogC/O  Ixnp/le  AptOudg
nAektpodiov OTPWUATWV

lovtiko N-butyl,methylpyrrolidiniumbis Papoéog 15-30 36 1.69 2
uypo (trifluoromethylsulfonyl)-imide

(IL)-acetonitrile 7 - 0.63 Few layered
‘O&wo H,S04 PaBéog 10 12.3 0.67 1-3
uSaTIko HCIO,4 Nipadeg 3-10 0.60 - 3-6
StaAvpa KOH OUA\a(sheets) 3 3 1-4

NaOH/H,0,/H,0 DU (foil) 3 17.18 1.69 2
Avopyoavo (NH4),S04/vepo 10 17.2 - 2
GAog Na,S04/vepo 5 - 1.7 2

4.1.4 ErudaveloSpaoTIKEG OUOLEG

Mpokettal yia apdipa poptla, mou amotehouvtol anod pia udpodhn kedaln Kat pia
VSpdPoPn oupd. Mmopouv va amoppodnBolv auvBdpunta otnv Stemidpavela Vo pAcEwV U
Sladopetikn) MOAKOTNTA. AUT N LOLOTNTA TOUG TA KABLOTA KATAAANAQ yla €va €Upog
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NAEKTPOXNULIKWV ePappoywv. Q¢ PO TN XPHOoN Toug WG NAEKTPOAUTEG OTNV NAEKTPOXNULKA
ouvBeon GO, amoppodovtal amd tnv emnipavela Tou nAektpodiou Tou ypaditn pHEow
NAEKTPOOTATIKWY aAANAemdpdcewy, cUpPAAAovTtag otn UeTadOopd TOU PEVUUOTOG, WE
amMoTEAECHA TN LElWON TOU amaltoupevou duvaplkou yia tn Stepyaoia. Eniong, to udpodopo
TUAMO TWV HOPlwV OTOTPETEL TNV £MAVACUVOECDH 1 CUCCWHATWON TWV TIOPAYOUEVWV
dUMwv GO [42, 55].

4.1.4.1 CTAB

Ta popLa tou CTAB amoteAolvtal amno pio udpodiAn kedalr, Tou TPOKELTAL YLo £V
TETAPTOTAYEG KATLOVIKO OWVLO, Kal piot udpddofn oupad, mou ivat pia aAuoida aAkuAiwy.
MeAetBnke amnd toug Kakaei K. kat K. Hasanpour [42] n nAektpoxnuikn ouvBeon GO yla
Ttéooeplg SLadopeTIKEG ouykevtpwaelg CTAB. Mapatnpnbnke OTL N EVOWUATWON TWV LOVIWY
CTA oto nAektpddio ypaditn yla xapnAr) cuykévtpwon v ATV EPLKTH, AKOUA KAl yLo TIOAU
vpnAn twn Stadopdg duvapikou. O XapaKTNELOUOC TOU UALKOU YLO TN GUYKEVIPWON TWV
100mM €éetée otL mapaxBnke GO. O nAektpoAUTNG QUTOC amoTeAel pia MmO olkoAoylkn
gmloyn yla tnv mapaywyn GO og pkpn LdpkeLa.

4.1.4.2 SDS

Q¢ NAeKTPOAUTNG UTopel va xpnotpomnotnBei kat to AaoupuloBelikd vatplo, sodium
dodecyl sulfate (SDS). H evowpdtwon twv WOvtwv DS oto mAéypa tou nAektpodiou tou
ypaditn ocuppaivel HEow TNE MAPAKATW AVTLISpaACNG:

[Cx] + [DS™] + y(solv.) & [Cx* DS~ |y(solv.) + e~

H avtiotpentotnTa tng avtidpaong e€aptatal amo to Suvaplko mou epopudletal. MNa
vPnAOTEPEC TIHES avoSIKOU SuVapLKoU, N LOOPPOTILO TNG AVTISPAoNG LETOTOMIETOL TPOC T
6ef1a, eEattiag Kamolwyv MApANAEUPWY AVTLOPACEWVY TIOU EUVOOUVTAL, OTIWE N NAEKTPOAUCN
TOU vepPoU. Me TNV KATtAAANAN emiloyr SUVAULKOU KOl CUYKEVTPWONG Tou SDS pmopouv va
TIEPLOPLOTOUV OL TMAPATIAEUPEG avtdpacels. Mapatnpnbnke ot ylo cuykévtpwaon 0.01M n
EVOWUATWON TWV LOVTWV oToV ypaditn cuppaivel mapdAAnAa pe tnv nAektpdAuon Tou vepou,
OKOMA KoL YLA XOUNAEG TULEG SuvakoU. AvtiBeta, autr) anodeUyetal yla cuykévipwon 0.1M
KoL peyalo gVpog Stadopwv duvaptkou. Etol, ouvnBwg emhéyetal cuykévtpwaon SDS ton pe
0.1M [55].

4.1.5 lovtka Yypa

Ta Lovtik@ uypa mapouctalouy wolaitepo evlladépov ta tedeutala xpovia, s€attiag
TWV TTAEOVEKTNHUATWY TIoU SLABETOUV £VAVTL TWV CUUPBATIKWY 0PYAVIKWV SLOAUTWY KoL TWV
NAEKTPOAUTIKWVY SLaAUPATWY. Av Kal v UTIAPXEL 0adNC OPLOUOC, N ETUKPATESTEPN Amoyn
elval otL mpokettal ywa salt-like evwoelg pe onueio tfewg yaunAotepo twv 100°C.
AmoteloUvTol KUpLwG amo avopyava 1 Opyavikd aviovia Kol OPYAVIKA KOTLOVTO, 0w
daivetal otnv Ewkova 11 [56, 57].
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bis(trifluoromethyl-  hexafluoro- tetrafluoro- halide

sulfonyl)imide phosphate borate

Ewkova 11: XapakTtnpLloTIKX aVIOVTA KOl KXTLOVTO TTOU CUVAVTWVTAL OTA LOVTIKA uypd [58]

Alakpivovtal og TPELG Katnyopieg avaloya pe to onpeio tRENG TOUG, LOVTIKA LypPd
Bepuokpaciag Swpatiov (Room Temperature lonic Liquids, RTILs), ovtikd vypd xopnAou
onpeiov ténc (Low Temperature lonic Liquids, LTILs) kat GAAa dAato Twv omolwy Ta THyHaTa
uropel va oxnuaticouv ovtikd vypd [59, 60]. Ta Loviikd uypd Bepuokpociag dwpatiou
omoteAoUvVTaL amd OyKWwoNn Kol OCUUPETpO Oopyavikad katidvta, onw¢ ta 1-alkyl-3-
methylimidazolium, 1-alkylpyridinium, N-methyl-N-alkylpyrrolidinium kot dvta appwviou.
AvtiBeta, ta WOvta dwoddviou cuvavtwvtal o omnavia ota RTILs. Q¢ mpog Ta aviovta,
propel va xpnotpomnonBei peydho eUpog, 0w amAd aloyovidia Kot avopyava I opyavika
Lovta, onwg tetraflyoroborate, hexafluorophosphate, triflate kat tosylate [59].

Ta Lovtikad vypad epdavilouv olaitepeg W6LOTNTEG (Mivakag 7), oL omoleg odeihovratl
otnv Soun toug. MARBOC LAKPOOKOTIKWY LOLOTATWY, OTWE To LEWHOEC, N XaUnAn TAon ATUWV
KOL N XapnAn aywywuotnta, oamodidovia oTiG LoXUpEC NAEKTPOOTATIKEG AAANAEMLSPAOELS
METAEL TwWV LOVIWV TOuG. AMO TNV AAAn, to XOuNnAG onuelo TAENG odeiletal otnv
TIOAUTIAOKOTNTA TWV CUCTOTLKWVY KOL OTNV QCUMUETPpia ToU ta XapaKTnpilet, epmodiovrag
£T0L TNV TAON TWV LOVIWV va oxnuoatilouv kpuotdAhoug [56]. Itov mapakdtw TivoKa
TAPOUCLAIOVTOL GUVOTTTLKA OL ONAVTIKOTEPEG LOLOTNTEG TWV LOVTLKWVY UYPWV.

Mivakac 7: 16t10tnteg ovtikwv vypwv [60, 61]

Yypn Katdotaon

OgpuLKN oTtabepoTnTA

Xnukn otaBepdtnTa
HAgkTpOXNHIKO Suvallko napabupo

EUpog Beppuokpaciwv ~ 300°C
uvnBwce uPnAn

YgnAn

>2V, unopel va. ptaoel akopo kot 4.5V
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El81kr) aywylpotnta

KaAr, 0.1-20mS-cm*

AwAeKTpIKA oTaBepa Implied <30

NoAwon Métpla

Tdon atpwv 25°C

1Ewdeg <100cP

EudAektotnta XounAn

AtaAuTikn LkavoetnTa YUnAn

AwaAutotnta ExAekTikA

KataAUteg E€apEeTIKA yLoL OPYAVIKEG AVTIOPACELG
MoAwotnta MéEtpla

MeviK@, UTtOPEL val YIVEL OXESLOOUOC TWV GUGIKOXNKLKWY LOLOTHTWY TOUC, KABWwE aUTEC
gfaptwvtal amdé tn Sopn Kol To €60¢ TWV LOVIWV TIOU TA AnOTEAOUV KOl Oamo TIG
oaAnAerudpaoelc Toug. Etol, pkpr METABOAN OTO HEYEBOC TOU AVIOVTOG I OTO KOG TNG
aAuoidag Twv aAKUAOUAS WY UopEel vo TTIPOKAAETEL ONOVTLKE LETABOAR OTLG LOLOTNTEC.

4.1.5.1 Ztnv nAeKkTpOXNMLKN oUVBeon

OL oupPatikol NAEKTPOAUTEG TOU XPNOLUOTOLOUVTAL YloL TOV NAEKTPOXNMULKO
SLoxwpLopo tTou ypaditn mapouotdlouv opLOUEVOUG TIEPLOPLOLOUG KOL LELOVEKTHLATA, OTIWG
glval To HIkpO €VPOG SUVALLKWY TIOU UMOopPEL va epappootel otn Slepyacoia kal n tofkotTnTa.
To ovTik@ uypa amotehoUv pio evdladépovoo AUON €vavil TwWV CUUBATIKWY SLaAUTwv,
KUpLlwc AOYW TOU «TIPAGCLVOU» XOPOKTHPO TOUG KOL TOU HEYAAOU NAEKTPOXNIKOU TtopdBupou
Tou Ta Yapoaktnpilet. E€attiog tng Soung Toug mpocopodwvtol oTnv emdpAvVELA TOU ypadeviou
UE un opotomoAlkol¢ deopolg. Ou unAol Babuoi Saxwplopol tou ypaditn os StdAvua
LOVTIKWV Lypwv amnodibovtal otnv enidpavelakn Taon, N TIU TS omolag eival mapduoLla yLo
T 8U0 OUOCILEG, KAL OTOV LOVTIKO TOUG XOPOKTAPQA, TIOU CUPPBAAEL otn otabepomoinon Tou
mapayouevou ypadeviov [62]. ISlaitepa ta LovTka vypd Beppokpaciog dwuotiov (RTILs)
MTopoUV vVa OVTLKOTOOTAOOUV T KAQOWKA avildpaoThipla TOU XPNOLLOmoloUvTaL oTny
NAEKTPOXNULKNA Slepyacia, xapn oTig oLaitepeg LBLOTNTEC Toug [20].

Akopa Sev €xel peAetnBel MANPwWG n enidpaoct Toug otn Sopr Tou TeAKoU TpoiovTog.
OLmBaveg avtidpaoelg pe to nAektpodia mailouv kaboplotikd poAo toco otn dour 66o Kot
OTOV UNXAVIOUO SlaxwpLlopoU. Mevika, €xel mapatnpnBel OTL n xprAon ViKWV vypwv odnyet
o€ xaunAn andédoon KAl otV mapaywyn UALKOU ULKPOTEPOU TAEUPLKOU UeyEBOUG, oTo omolo
propel va mapepBarlovral kot opadeg Tou i6lou Tou NAEKTPOAUTN, HE QTMOTEAECUO TNV
oAdolwon twv Wottwy. BéPRala, meplopiletal o PBabudg ofeldwong tou mpoiovroc.
Oplopéva LOVTIKA UYpA TIoU €XOUV XpnotpomolnBel wg nAeKTPOAUTEG OTOV NAEKTPOXNILKO
SloxwpLopd Twv OoTpWHATWY Tou ypaditn eivat ta N-butyl, methylpyrrolidiniumbis
(trifluoromethylsulfonyl)imide kaut (IL)-acetonitrile, kaBw¢ kot 6ca MepAAUPAVOUV TO KATLOV
Tou daloAou (imidazolium-based) [19].

4.1.5.2 1-butyl-3-methylimidazolium tetrafluoroborate [BMIm]*[BF4]

Ytnv mapoloa epyoocia n HEAETN eMKEVIPpWONKE OTO LOVTIKO ULypd 1-butyl-3-
methylimidazolium tetrafluoroborate BmimBF,;, kaBw¢ autd umnpxe Olabéowuo oto
gpyaoTtnplo.
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Ze pelétn twv Pei Yu et. Al [5, 63] xpnowlomolnBnke To LOVTIKO Lypod 1-butyl-3-
methylimidazolium tetrafluoroborate BmimBF,;, to omoio avouixBnke pe vepd o€
SLoPOPETIKEG aVOAOYIEG Yla TO OXNUATLOMO TOU nAekTpoAUTn. Me Bdon tnv avaluon mou
oakoAoUBnoe, MpoékuPe OTL N TEPLEKTIKOTNTA TOU NAEKTPOAUTN o€ vepd emnpealel Tn doun
TOU TIOPOAYOUEVOU TIPOIOVTOG Kal To Babuo ofeibwong, pue peyalutepn moootnTa vepol va
obnyel og peyaAutepn ofeibwaon tou mpoidvrog. MapatnpnBnke otL n avodikr ofeidwaon Tou
VEPOU WUMOPEL va TEPLOPLOTEL XPNOLUOTIOLWVTAS KATAAANAO AVIOV HE XOUNAOTEPO SUVAULKO
o&eidbwong.

Ye peAétn amnod toug Di Wei et al. [64] €ylve nAektpoxnuikn cuvBeon ypadeviou oe
uvéatkd StaAupa BmimBFs. Otav xpnowdomnotBnke ovtikd uypd xwplic mpoabrkn vepou,
oxnuotiotnke éva Stahupa gel, amd to omolo d& pmopouoe va yivel Slaywplopog tou
vpadeviou. AuEavovtac To TooooTO TOoU VEPOU OToV NAEKTPOAUTN, LELwONKE To LEWOEC TOU
SloAUpoatog Kol emitelxbnke mepaltépw Slaxwplopog. Qotdoo, onuavtiky avénon Tou
TIOOOOTOU TOU VEPOU TIPOKAAEL LElWEN TNG AYWYLLOTNTAC TOU TEAIKOU TIPOIOVTOC Kol EVICYUEL
v mapaywyl GO €vavtl ypadeviou. Bpédnke ot n BéAtiotn avaloyia sivat 50% v/v
TEPLEKTIKOTNTA. vepoU. AKOUQ, Tapatnpndnke OtL n mopoucia aldtwv ABlou otov
NAEKTPOAUTN SleUKOAUVEL TOV SLoXWPLOPO. Auto pmopel va amodoBel otnv avénon tng
LOVTIKNC QyWYLULOTNTOC TOU SLOAUUATOC. .

Ot Junli Xu et al. [65] peAétnoav tn ouvbeon ypadeviou pe xprion udatikou
SloAUpatog BmimBF, wg nAektpoAUtn os SladopeTikég Katd Bapog avaloyieg kal pue otabepod
Suvapko. Ooo peyalltepog Atav o Adyog IL/vepd, Tdéoo Mo évtovn Atav n dldBpwon tou
nAektpodiou tng avodou, aAAG TautOxpova auéndnke kal to LEwdeg tou Stalupatog. MNa Adyo
1:1 oxnuatiotnkav Sopég ypadeviou, evw pe pelwon Tou mocootol TOU LoVTKoU uypou
napaxdnkav peyalutepeg SopEC vavoowpatidiwv. Evag GANOg mopdyovTag mou emnpedleL To
TeAkO Tpoidv eival to edappoldpevo duvaplkd. Me av€non g TWNG TOU €UVOE(TaL N
napaywyn ypadeviou aAl\d pelwvetol To péco pHéyebog Tou UALKOU.

4.2  Avvoulko

H tun g Stadopag Suvautkou mou Ba edappootel e€aptdtal amd Tov NAEKTPOAUTN
mou €xeL emhexBel yla tn Slepyaoia kol and Tn CUYKEVTIPWON Tou. Mevika LoyUeL OTL 600
XOUNAOTEPN €lval N aywylyoTnTo Tou NAEKTPOAUTH, TOCO MeEYOAUTEPN TN SUVAULKOU
amaltteitol yio vo emiteuxBel o Slaywplopdc Twy oTpwUATwY ypoaditn tou nAektpodiou. Ot
QVTLOPACELG EVOWHATWONG TWV LOVTIWV OTO MAEYHa ypaditn eival audidpopes. Me avénon
NG TLUNG TOU SUVAULKOU N LoOpPOTILa LETATOTIETOL TIPOC TNV HEPLA TN ofeibwang, SnAadn
TIAPEXETOL LEYOAUTEPO TIOCGO EVEPYELAG YL TNV UTIEPVIKNGON TWV EUMOSIWV TOU MAEYLATOC TOU
ypaditn koL dpa N eEVOwHATWON Twv LOvTtwv SteukoAUvetat [50].

Otav o nAektpoAUtng neplhapPavel Wovta Belou, £xel Bpebel OTL 0 SLaywplopodg eivatl
QIMOTEAECHATIKOC yLa T SuvapikoU 10V. AUt n TN avtloTtolxel o cuykévtpwon 0.1M, n
omola PeTd amo peAéteg BpeOnke OTL elval n KatdAAnAn ylo enitevén vPnAwv amoddcewv
[47, 48]. Me mpooBnkn H,0; oto StdAupa, To amattoUuevo Suvapikod dev petaBailetal [53].
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Av OuwG mpooteBel kamola BAch, MPOKELEVOU v Tteploplotel n ofelbwon, n TR tou
Suvapikol mou edappoletal Ba MpEneL va elval peyaAutepn [66].

H xpnon nAektpolutwv mou meptéxouv Lovta ClOs kat NOs amattel epapuoyn
vPnAotepou SuvapLkol og ox€on e eKelvo Tou Ba xpelaloTay yla 1L CUYKEVTPWON LOVIWY
S04%. TuVvABwWG yivetal mpo-katepyaoia Tou nAektpodiou o kAo XapNAd SUVOULKO, yla
anoteAeopatikotepn OSlepyacia. Na HCIO, €ywve mpo-katepyacia tou nAektpobiou o€
Suvaptkd 3V kal akoAolBNoe 0 SLOXWPLOUOG TWV OTPWHATWY PE edappoyn duvapikou 8V
[49]. Twa cuykévipwon nAektpoAutn 0.5M LiClO4, edapudotnke mpwta Suvaplkd 2V kal otn
ouvéxela 10V yia va emteuxBel o Staxwplopocg [24]. Na nAsktpoAutn NaNOs 0g oUYKEVTPWON
1M BpéBnke o1L N oeidwon &ekvael oto Suvapko 1.8V [50].

Ou Coros, M. et al. [52] etétaocav tnv enidpaon ™G Sladopdg duvaulkolu otnv
Sle€aywyn tne Slepyaoiag pe xprion NAektpoAuTn 0.5M HS04:HNOs (3:1). Bp£€Bnke OTL N TIun
Twv 2V ATav apketd xaunAn, kabwg mapdxdnke mMoAU pikpr) moootnta UALKOU. AvtiBeta, n
TN Twv 10V Atav uPnAn, kabwg eixe kataotpadel to NAekTpodlo. MelwvovTag TNV TLU TOoU
SuvapikoU, mapatnpnbnke otL n Kopudr tou XRD 26=11°, n omnoia avtlotolxel oto eninedo
(001) Tou GO, peWWBNKE, KATL TTOU ATMOSELKVUEL OTL OL XAUNAEC TIHEG Suvapkol EuvooUV ToV
Teploplopd tng ofeibwong. Me avénon tng Stadopdg Suvapikol, To TocooTo Tou ypadeviou
pelwBnke kot tou GO av€nbnke, omwg dpaivetal otov Mivaka 8.

Mivakog 8: AptIUOC OTPWUATWY TWV SELYUATWV VLA TLG SLAPOPES TIUEC SuvauLkou, FLG: ypapévio 2-4
OTPpWUATWY, MLG: ToAUCTPWUATIKO ypapévio [52]

Agiypa GO FLG MLG
GO/G-6-0.5 3 4 14
GO/G-5.5-0.5 2 4 17
GO/G-5-0.5 3 3 25
GO/G-4-0.5 3 3 18
G-3-0.5 - 2 15
G-2.5-0.5 - 3 30

Mo 1o CTAB Bpébnke OTL yla ouykévipwon 4mM n eVOWUATWON TWV LOVTIWV OTO
mAéypa 6 cupPaivel, akopa kat og oAU uPnAda Suvautkd. Me alv€non Tng cuyKEVTPWONG N
EVOWUATWON TWV LOVTWV KoLl N NAEKTPOAUGNH TOU vepOU cUUPBAIVOUV OE ULKPOTEPEC TLUEG
SuvapkoU [42]. Mo SDS 0.1M éxeL Bpebel otL umapyel pla kplown T Suvapkol (1.6V),
KOTW Qo TNV OMoi0 N EVOWHATWON TWV LOVTWV oTto NAsKTPOSLo ypaditn neplopiletal. e
epyooia twv Nurhafizah M.D. et al. [55] peAetiOnke n nAektpoxnuikn cuvBeon GO pe xpron
NAekTPOAUTN SDS 0.1M yla TEcoEPLG TIUEG SUVAULKOU. ATIO TN oUYKPLON TWV ATOTEAECUATWY
TIPOKUTITEL OTL KABWE av€avetal n TR Tou Suvopkol, n TR Tou Adyou Ip/ls HELwvETaL,
amodewkviovtag tnv uPnAdtepn kpuotalikotnta tou UAwkoU. Emiong, BpéBnke otL 600
au€Avetal To SUVALKO, TOOO LELWVETAL 0 0PLOUOC OTPWHATWY TOU UALKOU.

MelAetBnke amd toug Alanyalioglu M. Et al. [67] n olUvBeon ¢UAMwv GO pe
oUYKEVTpwon nAektpoAutn 0.01M SDS yia tipéc diddopeg tinég Stadopadc duvaptkou. Me
Bdon Tov XapaKkTNPLoUO TWV TOPOYOUEVWY UALKWY, TIOPATNENBNKE OTL yLa TIEG SUVAULKOU
MLKPOTEPEC A0 5V, 0 SLAXWPLOUOG TWV OTPWHATWY ypaditn Sev ATAV AMOTEAEGUATIKOC, AOyw
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OVETAPKOUC EVEPYELOG Yl TNV UTlEpVikNOn Twv gUmModiwv evowpdtwong, SnAadn twv
Seopwv Van der Waals. Ma tnv tiun 5V eruteuxdnke pétplog Babuog ofeidwong, evw yLa Tig
pHeyaAUTeEpeC TIHEG O PaBuog ofeidbwong auénbnke kat mapaxbnkoav dGUAAa GO Aiywv
OTPWUATWYV. AKOUQ, N TLUN Tou Adyou lp/ls elXe TIHEG UKPOTEPEG Ao 1, amodelkvuovTtag TV
umapén Hkpol MooooToU OTEAELWV Kol ofuyovoUxwv opddwv oto mAgyupa. BEPata, 600
auvéavotav to Suvaulko, auvfavotav kal n mapoucia twv ofuyovoUxwv opadwv, Adyw
evtovotepng ofelbwong.

4.3 Oepuokpagoia

H Bepuokpacia Sle€aywyng TG NAEKTPOXNKLKAG oUVOeONG amoteAel évav onUAVTIKO
napdayovra, kabwg ennpedlel tov oplOpd Twv SOUKWVY QATEAELWV OTO TAEYUA TOU
napayopevou GO Kol To MOCOOTO Twv ofuyovoUxwv opadwv. levikd, n Beppokpacio e
propel va avénBel mavw amo toucg 100°C, kabBwg auto eival to onpeio Bpacpol Tou vepou,
TIOU QmOTEAEL OUOTATIKO TOU NAekTpoAuTikoU SlaAUpatog. H avénon tng amoddoong tng
Slepyaoiag pe avénon tng Beppokpaciag pnopel va SikaoAoynBel pe dVo Tpomoug. Me tn
B£puavon Tou nAektpoAUtn aufavetal To SLAKEVO PETAED TWV OTPWUATWY TOU YpadLTikoU
nAektpodiou, kabBwg kol n dovnon twv WVIwV Adyw avénong tng Bepuokpoaociac. Auto
SLEUKOAUVEL TNV EVOWUATWOT) TOUC 0TO ALY TOU NAeKTpodiou Kal dpa o Slaywplopoc sivat
TILO OMOTEAECUATLKOC, au€AavovTag Th cuVoALKA artddoon [68].

Ye HEALTN TOU £YLve yla nAektpoxnuikry ouvBeon GO pe xprion 0.1M (NH4),SO4 kot
Beppokpacieg pexpt 95°C, BpéBnke otL avénon tng Beppokpaociag odnyel os peiwon Twv
aTeEAELWV KoL TwV ofuyovolXwV opddwy Kat avénaon tng Bepuikng otabepoTntag Tou UALKOU.
Ye unAég Oepuokpaoieg, OpwG, N emibavela emadng Tou NAeKTPodiou e Tov NAEKTPOAUTN
MELWVETAL, AOyw otadlakng e€atuong tou vepol. Etol, TeAKA TopAystal HIKPOTEPN
noodtnta npoiovrog (Mivakag 9). Napopola anoteAéopota mpoékuav Kal mapouaia H,0,,
KaBwg n avénon tng Bepuokpaociag MOPEXEL eVEPYELA Yla TV avénon tou puBuoul tng
avtidpaong (2) (ZeAiba 71), odnywvtag oOTOV QNMOTEAECUATIKOTEPO SLAXWPLOPO TWV
OTPWUATWY TOU ypaditn Katl dpa otnv mapaywyn uPnAotepng moldtntag uAtkol. MdaAlota,
vyl Bepuokpacia 95°C o Aoyog lp/lc €ixe TLMEG QPKETA YOUNAOTEPEG ATO QUTEG TOU
T(POKUTITOUV OO TNV XNKLWKA Kot Beppikn avaywyn tou GO. Etol, amodelkvuetal OtL ol
mapanavw ouvOnkeg Olepyaciag, pHe 1 xwpilg v mpoodnkn H>0,, pmopolv va
XpnowuonotnBouv ylo TNV NAEKTPOXNKLIKA Topaywy UALKwV TUTIou ypadeviou He TIOAU
XOHNAO TOCOOTO ATEAELWY OE OXEON LE TIG uTtOAoLTeG ueBddoug [53].

Mivakac 9: Moootnta mapayousvou GO yia SLapopeTikéc ouvinkeg diepyaoiac [53]

Oeppokpaocia (°C) OmL H,0;(mg) 5mL H,0;(mg) 10mL H,0;(mg)
25 223 240 276
50 215 232 265
75 201 225 247
95 182 212 228

AvtiBeta, og AN peAETn Twv Hsieh C.-T. kat J.-H. Hsueh [69] yla nAektpoxnuikr cuvBeon GO
ME xpnon nAektpoAutn 2M H,S0., Bpebnkav SLaPOPETIKA QAMOTEAECUOTA OXETIKA LE TNV
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enidpaon g Bepuokpaociag. MNa avénon tng Bepuokpaciag amod toug 27°C otoug 57°C
TapatNPNONKe OTL, EVW N EVOWUATWON TWV LOVTWVY 0TO ypadLTIKO ALY lval EUKOAOTEPN
KoL 0 pUBUOC TTapaywynG Tou MPOolovVTog audveTal, To omolo MeEPNAUPBAVEL TTEPLOCOTEPEG
OTENELEC KAl 0EUYOVOUXEC OUABEG HETA TNV OAoKANpwon tng Slepyaciag. H Sdtadopd twv
anoteAeopATwyY ot U0 UeEAETEG pmopel va odeiletal mBavwg otn xprion SLadopeTIKwWY
NAEKTPOAUTWY, aV KoL TO LOVTO TIOU EVOWUOTWVOVTOL OVAUECO OTO OTPWHATA TOU
nAektpodiou eivat kat otig Vo meputtwoelg SO42. Eniong, iowg n Stadopd oth cuykévipwon
TWV NAEKTPOAUTWVY va emnpedalel ta omoteAéoparta. leVikA, OHwCg, HE avénon TNg
Beppokpaciag euvoeital o SLawWPLOUOG TWV OTPWHATWY Tou ypaditn [18].

e Oxetkn epyoocia twv Tripathi P. et al. [68] efetaotnke n emidpacn tNG
Bepuokpaciag otnv amdédoon tng Slepyaociag pe xpnon SLadopeTikwY NAEKTPOAUTIKWY
SlaAupdtwy og Sladopeg cuyKevTpwoel. MNa xprion 0.2M H,S04 n anddoon dutAacldotnke
otoug 80°C, oe oxéon pe tn Bepuokpacio Swuatiou. Mo nAektpoAvtn 0.25M H,SO4 kat KOH,
n anodoon unoAoylotnke Mavw anod 4 popeg peyahltepn pe Bépuavon otoug 80°C (Mivakag
10). To dLadopeTikd TOCOOTO alEnong yla KaBe nAekTpoAUTh oxetiletal Ye To pPEyeBog Twv
LOVTWV TIOU EVOWUATWVOVTAL OTO TIAEYHOL.

Mivakag 10: Enibpacn tng Vepuokpaciog otnv anddoaon (€7l Tolg EKATO) yLa xpron SLAPOPETIKWY NAEKTPOAUTWY

[68]
HAektpoAUTNG 27°C 40°C 60°C 80°C
2.0M H;SO4 6 6.3 7 8
0.2M H,SO. 7 8 12 13
H,SO,+KOH+DW 17 28 44 77
H,PO4+KOH+DW 12 13 19 35
HClO,+NaOH+DW 13 17 24 43

4.4 HAektpodia

To €i60o¢ Tou ypaditn mou xpnoiomnoleital wg NAektpddlo sival KaBopLoTikd yla T
Sle€aywyn g dlepyaociag Kal €XeL LeyAAn emidpaocn oTnV MEPLEKTIKOTNTA TOU MPOIOVTOC O
oTéNeLeg Kol 0EUYOVOUXEG OUASEC. AUTO OdelAETAL OTO YEYOVOC OTL N EVOWHATWON TWV LOVTWV
METAEL TWV OTpWHATWYV ypaditn emnpedletal amno tn HikpoSdoun Tou nAektpodiou, To péyebog
TWV cwpatdiwv ypaditn, Tig atéAeleg kat tn dldtaén Twv oTPASwv.

Q¢ nAektpddlo umopel va xpnolponownBel ypaditng oe popdn SUAAwv, papdou
ypaditn ypadng, HOPG, paBdou spectroscopic graphite (SPG), vidadwv r okovng. Ot papdot
ypaditn ypadng elval piypa ypaditn pe mnAod, o omolog anoteAeital and nupitio, apyiAto kat
vepo. Ta Slaywplopéva oTpwpota ypaditn OCUYKEVIPWVOVTIAL OTO TAVW HEPOC TOU
SLoAUpoToC Tou NAEKTPOAUTN, evw 0 TINAGC Kal o pn amodAolwpévoc ypoditng oto KATw
MEPOG, KABLOTWVTAG £TOL EUKOAO TOV SLAXWPLOKUO TWV UALKWVY [18]. O MUpoAUTIKOG Ypaditng
(HOPG) oxnuatiletar pe Oepuikn enefepyacio kot amoteleitat amd  e€aywvikolg
KPUOTAAAOUG O0pL{OVTIAL TIPOCAVATOALOUEVOUG, WOTe va oxnuatilouv £va tplodldotato
mAéypa [49]. To nAektpddlo SPG kataokeudletal Pe ypadLronoinon ontdavOpaka, omote o
avOpakag raipvel Tn popodn kpuotaAAkol ypaditn. Ze avtiBeon pe to nAektpodio HOPG, oe
ouTn TNV nepintwon oL kpUotaAAol Sev eival evBuypappiopévol [70]. OLvipadeg kal n okovn
vpaditn Ba mpémel va umootolv enefepyacia TPOKEUEVOU VOl TIAPOUV Hopdr eviaiou
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nAektpodiou. Me xprnion USPAUALKNG MPECAC KAl KATIOLOU TIOAUHEPOUC, CUMTLE(OVTOL OF
KUAWOpLka odatpidia. [18, 47, 71].

Mevik@, elvat eMBUPNTO 0 SLOXWPLOUOG TWV CTPWHATWY v cUUPaivel ypriyopa, wWoTe
va neplopiletal n mapouaia ateAetwv Aoyw ofeidwong. Eniong, To NAektpodilo Ba mpenel va
elval oxeTIKA avBeKTIKO €vavTtL TNG SLOYKWGONG TOU CUKBAIVEL LE TNV EVOWLATWON TWV LOVTIWVY,
KoOwg Oev pmopel va eméNBel TEPAITEPW OSLOXWPLOUOEC OTA QTOKOMUEVA TUARpaTa. Exel
napatnpnBet otL ta PUAa ypaditn mapoucldlouv PEYAAN OVOEKTIKOTNTA E£VAVIL TNG
S100ToANG TTou AapBdvel wpa Katd Ty Katepyooia Kal yU' autd mpotipwvtol. Ot SOULKEC
OTEAELEC TIOU TtAPOUCLAlOUV, OMWG KEVA N TTUXEG, OSLEUKOAUVOUV TOV SLOXWPLOUO Kol
TEPLOPLIOUV TIG OTEAELEG OTO TEALKO UALKO ypadeviou Tou PokaAoUVTaL oo TIG OEELOWTIKES
avTLdpaoelg. HAektpodia Aemtwv pUAAWV 08nyolv otnv apaywyr GO KaAUTepnc oLoTNTOC,
UE HKPOTEPO TTOC00TO atedelwv Katl uPnAdtepo Adyo C/O, o oxeon pe nhektpodia HOPG,
eneld Mapouoldlouv OXETIKA XOUNAR Twwkvotnta, mepimouv 1g/cm3[44], évavtl 2.25
g/cm3[44]. Oswpntikd, ot vipadseg ypaditn Oa pmopovocav vo amoteAécouv KAtdAAnAo
NAEkTPOS10, KABWE 0 Saxwplopde ivot TOAU gvkoAog kot o Adyog C/O tou mapayOousvou
UALKOU ToAU uPnAoc. Qotdoo, Sev mapouactdalouv avBOeKTIKOTNTA £vavtl TG SLOyKwaong.
TéAog, oL paBdol katta dpUAa ypaditn ofeldwvovrtal pe Tio apyod pubuod, Ue amMOTEAEGUA TV
Tapaywyn 1o udpodAwv UALKWV [6, 18, 44].

e pehétn twv Munuera J.M. et al. [71] efetdotnke n mopaywyr UALKWV TOU
vpadeviou pe xprion Stadopetikwv etdwv nAektpodiwv otig idleg ocuvOnKeg. Tuykpivovtog Ta
nmpoiovta, Omw¢ mapoucialovial otov [Mivoka 11, mpokUmtel OTL TO TOCOCTO TWV
ofuyovoUXwv OMHAdwV NATaV OpKETA OLHPOPETIKO, avAAoya HE TO nNAEKTPOSIO TOU
xpnotpomnotndnke. MNa tig vibadeg kal tn okovn ypaditn, o Adyog C/O tou mpoiovrog ntav and
TOUG PeyOAUTEPOUG TToU €xouv emiteuxBel otnv avodikn NAskTpoxnuLki cuvBeon. BéBala, o
TO0O XaunAog PBabudc ofeldwong €xel wG OuVEMeld O SlAXWPLOMOG va Hnv elval
anoteAeopatikoc. Qg mpog tn xprnon HOPG i dUAAWV ypaditn, mapatnpndnke 6tL o Adyog
C/0 pewwbnke pe av€non tou xpovou Slepyaoiag. Na idlo xpovo Slepyaciag, To UALKO TTou
napdaxdnke anod ¢puMa ypaditn napouaciaoe pikpotepo Pabud ofeldbwaong oe oxéon He ekelvo
Tou Ttapaxdnke pe xprnon HOPG. Q¢ Tpog TIG SOULKEG ATEAELEG, OUYKPILVOVTOCG TOUG AGyoug
In/ls, BPEBNKE OTL AUTEG PelwvovTal Pe Baon thv akdAoubn oelpd yila ta NAekTpdSia: okovn,
vipadeg, UM, HOPG. Emopévwg, mpotipdtal n xprnon ¢uAAwv ypaditn p HOPG yla
NAektpodilo. Eva emumAéov mAeovéktnua Twv GUAAWY ypaditn évavtl tou HOPG, ektog amo
ToV XapnAotepo Babuo ofeidwong, ival to KOoTOoG.

Mivakag 11: Xapaktnptlotika GO mapayuUEvou UE SLapopeTika (6N NAektpodiwy [71]

Eidog MAgupkd Méoo rayog Noyog C/O Io/le
nAektpodiou péyebog (nm) (nm)

ZKovn (3min) 100-400 3-4 24.4 0.21
Nipadeg (3min) 100-400 4-5 14.7 0.11
®UAAa (15min) 200-600 1-2 17.2 0.38
®UAAa (60min) 200-600 1-2 9.1 0.82
HOPG (3min) 200-600 1-2 18.2 0.17
HOPG (15min) 200-600 1-2 11.0 1.35
HOPG (60min) 200-600 1-2 5.6 1.23
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Ou Markovi¢ Z.M. et al. [72] aoxoAnBnkav pe tn olvBeon GUAAwWv GO ue xprion
nAektpodiwv pafdou ypaditn ypaodng pe dStadopetiko Aoyo ypaditn mpog mnAd. H anddoon
™¢ Slepyaoiag, o Babuog ofeidwong Twv GUAAWY KoL oL NAEKTPLKEG LOLOTNTEG emnpedlovtol
and tov Adyo autd. O Adyog Ip/ls umoAoyioTnke UIKPOTEPOG amd TNV TIUAR 1, KATL Tmou
amoSEelkVUEL TNV UTaPEN ALlyOTEPWY ATEAELWY OTO TTAEYLO OE OXEON E TO DEPULKA 1] XNULKA
avnyuévo rGO, Tou omoiou n Tur tou Adyou cuvhBwg Bploketal oto evpog 1.2-1.5.

Ze pehétn twv Chen K. D. Xue kat S. Komarneni [70] €ywve cuvBeon GO e nAektpoAUTn
0.1M (NH4)2SOs kat xprion &vo &ladopetikwv nAektpodiwv, SPG kat HOPG. Katd tnv
NAektpoAucn amod to nAekTpoSlo SPG amoOKOMTOVIAL KOUUATLA, ota omola &g umopel va
eNMEANDeL eTumAéov Slaxwplopds. AvtiBeta, to nAektpddlo HOPG Siatnpel tn popdn tou Kat
armAd SloyKWVETAL. ATO Tn OTOLXELOKN avAaluaon Tou €ylve uttoAoyiotnkav ol Adyot C/O, ot
orolol mapouactdlouv XopnAn T Kot oTig SU0 MEPMTWOELS, PAVEPWVOVTAG OTL N ofelbwon
ntav évtovn. Ta pUAAa GO mou mponABayv pe xprion HOPG Atav tpelc dpopég peyalltepa o
OX£0N HE AUTA ToU SPG, aANG LE TIEPLOCOTEPEC ATEAELEG.

H amootaon petafl twv nAekTpodiwv oxetiletal pe to pubud Se€aywyng tng
Stepyaoiag. M autod eival cuvaptnon MOAAWY MAPAPETPWY, OTIWE TO EL60C TOU NAEKTPOAUTN,
TN CUYKEVIPWOTN TOU Kal To epoppolopevo Suvapiko. Otav o NAekTpoAUTnG mepthappavel
ovta Belov n andotacn twv NAektpodiwv eival kovtd ota 2cm [19]. Me npooBrikn H202 n
amootacn twv nAektpobiwv Nrav 4cm [53]. MNa va cupPel SLaxwpPLOPOC TWV OTPWHATWY
ypaditn ya nAektpoAutn CTAB 100mM kal pe epapuoyr Suvautkou 3V, n anootachn LeTaty
TwV nAektpodiwv Ba mpémel va eival 1cm [42].

4.5 Xpovog

O xpovoc Se€aywyng tng nAektpoAuong ival kaBoploTikdg yia To Babuod ofeidbwaong
TOU MPOIOVTOC Kal KUpLwG yla TNV moodtnta mou mapdyetal. 0co audvetal o Xpovog Tng
Slepyaoiag, tooo aufavetal o Babudc oeibwong kal n mapayousvn oootnta [52]. Mo xprion
nAektpoAUtn 0.1M (NH4),SO; o Adyog C/O umoloyiotnke ico¢ pe 8 kot 4, ylwa Xpovo
nAektpoAuong 1min kat 60min, avtiotowa [73]. Ze epyacia twv Zhang G. et al. [50]
HeAeTNONKE N emiSpacn Tou XpOvou NAEKTPOAUCNG OTO XOPOKTNPLOTIKA TOU TPOLOVTOC yLo
xpnon nAektpoAutn 1M NaNOs;. Eywve avdluon twv UALKWV TIOU Ttapdxdnkav HETA amo
Stadopouc xpovoug nAektpoluong (Mivakag 12). H emuddvela tou nAektpodiou €ywve Lo
TPAXLA UE aUENON TOU XPOVOU NAEKTPOAUGNC Kal yLa XpOvoug peyoAUTepoug amd 5min, To
NAEKTPOSL0 eixe SloykwBEel apKeTA o oXEON WE TNV ap)LKA Lopdn Tou. Me avénon Tou xpdvou
Slepyaoiag, mapdaxdnkav Souég peyalutepou peyEBoug Q¢ mpog tov Pabuo ofsidwong,
OPXLKA QUTOG OUENONKE yLa XpOVOUG PEXPL S5min, oA yia peyoahUtepn Stdpketa o Adyog C/O
TIAPEELVE OXETLIKA oTABEPAC.

Mivakag 12: MNeplekTikOTNTA TWV SELYUATWY O avIpaka Kat 0§Uyovo YL SLoPOPETLKOUC XPOVOUS NAEKTPOAUONG

[50]
Xpovog 0 0.5 1 3 5 10 15 20
%C 97.3 90.1 89.7 81.1 78.2 78.2 78.8 77.8
%0 2.7 9.9 10.3 18.9 21.8 21.4 21.2 22.2
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4.6 Ynépnyol

AN\ pio onpovtikn mopAdpuetpog tng Slepyaotiag eivat n xpron umepnxwv. Fevika, €xet
napatnpnBel OTL N XprHon UTEPNXWV £XEL WG OMOTEAECUA TN UElWON TOU TOGOOTOU TWV
ofuyovoUuxwv ouadwv f LOVTWVY Tou NAEKTPOAUTN TTOU UMOPEL va TOPAUEVOUV OTO TTAEYUA,
oAAQ TNV aUénon Twv Soptkwy ateAelwv. H xprion SLadopeTikng €vtacng Kal Xpovou Xpnong
uTtepnXwv odnyel otnv mapaywyn Oladopetikol peyéBoug UAIKOU Kal emnpedlel TIG
NAEKTPLKEG LOLOTNTEC KaL TN 0TAOEPOTNTA TOU. JUVRBWG, N XPron UTEPNXWV TIPOKOAEL pelwan
TOU Hey€Boug Twv KpUuoTAAwyY Tou GO, AOyw TNC eVEPYELG omtnAaiwaong mou mapdyetat [19].

E€etdotnke amnod toug Htwe, Y.Z.N. et al. [19] n emiSpaon Tng XpoVvikng SLApKEeLOC XpHoNg
UTLEPNXWV OTO TIPOILOV TNG NAEKTPOXNULKAG Slepyaciag. Eywve xprion TpLwv nAEKTPOAUTWY Kot
META ToV Slaxwplopod akoAoUBnos xpnon umepAxwv yla Stadopetikolg xpovoug. Ald tov
XOPAKTNPLOUO TWV UAKWV TIPOogKUPE OTL Pe avfnon Tou XPOVOU TOPOHUOVAG OTOUG
UTTEPAXOUG, TO HEYEDOG TwV KPUOTAANWY HewwBnke. Metd amdé 15min mapapovy) oToug
umepnxoug eixav amopakpuvBel oamd Ta otpwpata GO OAsC¢ oL evamopeivavteg
XOPAKTNPLOTIKEG OUASEC TOU NAsKTPOAUTN. Ma OAa ta Seiypata o Adyog lp/le mapéueive
otaBbepoc.

Y& GAAn €peuva €yve nAektpoxnULkr ouvBeon GO pe nAektpoAutn 0.05M (NH4),S0,.
AkoloUBnoe enetepyoaoia pe umepnxous. Me olykplon Twv Adywv C/O Twv Selyudtwy mou
ovakTAOnkav xwpic KoL Pe TV Xpron UTEPAXWY, TopatneEnOnke OTL He auTr odrynoe os
ONUOVTLKA HELWON TOU TOOOOTOU TOU 0fuyovou. Emiong, pewwbnke to péco péyebog Kal o
0pLOUOC TWV OTPWHATWY TWV TapayUeEVWY GUANWY, evw n emPAVELX TOUC ATAV TILO
opolopopdn kat Asia [74].

Ye pehétn twv Mir, A. and A. Shukla [75] éywve mapaywyr ¢UAwY GO pe NAeKTpoOAUTN
0.1M H,S04, Ta omola TomoBeTRONKaAV OTOUG UTIEPHXOUC TIPOKELLEVOU VA SLOLOTIACTOUV KaL Vol
OMOAKPUVOOUV LOVTA TOU NAEKTPOAUTN TOU TOpEUEVaY OTO TIAEyHa. Eylve Slaomopd Twv
dUAwWV oe SipueBurodoppuapidlo DMF kal akodouBnoe snefepyacio oToug UTEPNXOUG. To
DMF amoteAel katdAAnAo 6SwoAUtn yua tn Saomopd tou GO, KaBwg OMOTPEMEL TNV
CUCOWUATWON TWV GUANWV. MEeTA TNV eMefepyaoia e TOUG UTTIEPAXOUC, Ta LN SlaxwpLlopéva
oTpwuata ypaditn napgpevav avarloiwta Kot To EyeBAC Toug NTaV OPKETA HEYOAUTEPO
anod auto Twv dtaomacpévwy dpUAwyY GO. Etal, n anopdkpuvor] toug ATav eukoAn. O Adyog
C/O mou umoloyiotnke eival amd Toug uPnAdtepoug mou €xouv mapotnpnBel yla
nAektpoAutn H,SO04.

OL mopandavw PeAETEG AMOSELKVUOUV OTL N eMefepyaoia e AOUTPO UTEPHXWV HETA
™V olokAnpwaon tNg NAEKTPOXNUIKAG Slepyaociag pmopel va oUUBAAAEL OoTnV €MUTAEOV
amopAoiwon tou UAKOU Kal otn peilwon tou mAsuptkol pey£Boug tou. QOTOCO, AUTO
anoteAel pia xpovoBopo Siadikaocia, kabBwe n SlamepatdTnNTd TOUG €lval ULKPN Kol n
enidpaon Toug adopd TI¢ eEWTEPKEG oTPASEC KABE dopa [6]. T autd, eival MPOTLUOTEPO N
xpnon Aoutpou umepAxwv va £xel Stapkela tn¢ tafewe tne 1h pe edbappoyn TG HEYLOTNG
LoxU0g, PoKeLEVOU va aflomolnBei oto péyloto Babuod n ouvelohopd Toug.
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5 Iepapatiko Mépog

5.1 EfomAiouo

M TNV TAPOOKEUT KOL TNV avAAUGCN TwV SELYUATWV XPNOoLUOoToLROnkav avidpaaothpLla
KoL e€elOIKEVIEVOC EEOTTALOUOC TIOU TEplypadovTal mapakdtw. Emiong, xpnolpomnotndnkav
Sladopa epyaotnplakd oKeUN Kol CUOKEUEG. e autd meplhappavovtal motipla (Eoswg,
OYKOUETPIKOL KUAWOpoL, muméteg, AaPideg, OMATOUAEG, HayvnTAKLO Yyl ovadeguaon,
TIEXOUETPLKO XapTi, kKaBwc kal mnyn pevpatog, avadeutnpag, Bepuaviikn mAAka, Aoutpo
umepnXwv, Guyokevtpog Kal ¢poupvoc.

5.1.1 Xnuwa Avtudpaotripla

Jtov Nivaka 13 nmapouotdlovtal Ta avildpaoThpLla Tou XpnoLdomoenkay ylo
Sle€aywyn twv nelpapdtwy. Q¢ nyn ypaoditn xpnowionotibnkav papsdot ypaditn ypadng 6B
™G etalpiag Faber-Castell.

Mivakag 13: Xnuika avtibpaotripla

Avudpaotipla KaBapotnta Etaupia
H,SO,4 95-97% Sigma Aldrich
(NH4)2SO4 299.5% Merck

NaOH 298% Sigma Aldrich
Hz0; 30% PanReac

NacCl 299.5% PanReac
CTAB 298% Sigma-Aldrich
BmimBF, >98% Sigma-Aldrich
DMF 299% Sigma-Aldrich
KMnO, 299% Sigma-Aldrich
NaHCO; 299% Uni-Chem

5.1.2 Opyavoloyia

H peAétn tng popdoAoylag Kal n oTOLXELOKN OVAAUGCH TWV SELYUATWY EYLVE LE TNV
TEXVLKN TNG NAEKTPOVIKAC HLIKpOOKoTiag odpwong (SEM), pe xpnon evog emitpamellou
Mikpookormiou Hitachi TM3030, efomAlopévou pe  olotnua  PACUATOPWTOUETPOU
EVEPYELAKNG SlaoTopag aktvwy X (QUANTAX 70).

H avaAuon Raman €ywe oe backscattering configuration oe éva Renishaw in Via Reflex
pe xprion Aéillep 81680u pnkoug kUpatog A=532nm w¢ rtnyn Stéyepong. OL LETPAOELG OXETIKA
pe tnv mepibAaon aktvwy X (XRD) mpaypatomnoldnkav oe neplbAacipetpo Bruker Advance
D8 (Cu Ko, A=1.5418 A) kat ot petprioels poaopatookomiag umépudpou HETAOXNHUATIOHOU
Fourier (FT-IR) pe paopotopetpo Jasco 4200.
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5.2 HAektpoxnuikn cuvBeon ypadbltikwv Sopwv

5.2.1 Zkomog

IKOTOC TNG mapoloaC OSUTAWUATIKAG epyaciag eival n nAektpoxnuikr ouvBeon
VPOPLTIKWY SouwV Umo TNV edopuoyn SLOPOPETIKWY TOPAUETPWY Kol N HUEAETN TNG
eNidpaaong toug otn popdoloyia Kal Tig LBLOTNTEG Tou UALKoU. Me Baon tnv BBAloypadikn
MeAETN ToU BLenXOn, emAéxBnkav va £€eTACTOUV OL TTAPAKATW NAEKTPOAUTEG, Yyl TOUG
OTtoloug PEAETAONKAV OL TAPAYOVTIEG TNG CUYKEVIPpWONG, TNG £dapuolopevng Sladopadg
Suvaptkol, TG Beppokpaciag Kal Twv UTIEPHXWV YLa ToV NAekTpoAuTn 5:

Oclko o0&V, H,S04

Oeuko apuwvio, (NH,),S04

CTAB

AwdAupa udpoteldiou Tou vatpiou kat urtepo&eLdiou Tou udpoydvou, NaOH + H,0,

vk wN e

lovtiko uypo, 1-butyl-3-methylimidazolium tetrafluoroborate, BmimBF,

5.2.2 Zxedlaopog Nepapdtwy

Yroelakn Avaivon EDX
— —

Acio80ovv
Ta LOVTO
HETAEL TWV

. Hewpapatikds oxedlaopod

Tuxalonou]m] TV
TAPAUETPWV 0 ,
I-/ > . TTTIK
) (netTpraleTonn rl, G‘tlBéLS(.oV'
smSpaO'n TV lapatipno =
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8ev eivar Suvatov K(Xe{zT]GTIC

va slsyxeouv) / :
block design /

Ano¢Aoiwon tou ‘ Bdguon o A
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Research Design
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TIG {81e¢ LV KEG ———>
! S~ ATEAELGYY \ snsEspyaGLa// 4

Ewkova 12: SxebLaOUOG TWV TTEPUUATWY

O oxedlaouog Twy melpapdtwy (Etkdva 12) pnopet va xapaktnplotel wg Randomized
Block Design [76], kaBwg Sev umdpxel opoloyévela yla Toug Stadpopoug NAEKTPoAUTEG. AuTh
n HEB0SOG emAEXBNKe yla TOAAOUG Adyoug. Apxikd, yla kaBe katnyopio nAektpoAUTtn
gfetaotnke n emibpoon SU0 N TEPLOCOTEPWY AVEEAPTNTWY METABANTWY, OTIC OTMOLEC
niepthapBavetol n cuykévipwon, n dtadopd Suvautkou Kot n Bepuokpacia, otnv tehkr doun
Tou UAWkoU. Etol, yla to Beukd ofU peletnOnkav 3 TIHEG ouykévipwong, 4 Sladopeg
Suvapkol kat 2 Beppokpaocisg (3x4x2). OL avtioTolyol cuVSVOOUOL YL TOUG UTIOAOLTTOUG
NAEKTPOAUTEG gival (1x3x2) yLa To OeUKO appwvLo, (1x5x2) ylo to SLAAUA KOUOTIKOU vatpiou

49



KoL utepoéeLSiou Tou LSPOYOVOU Kal (2X2x2) yLa TO LOVTLKO UYPO. Mo to CTAB eixe oxedlaotel
n ueAétn 4 Stadopwv Suvapikou Kat 2 Bepuokpactwy. AOyw tou otL 8€ cuvePBn amodAoiwaon
Tou ypaditn, €Kk TwWV UCTEpWV Tpootednkav 2 TIHEG dladopdg Suvaptkol ylo KaBodikn
Slepyaoia. Ma kaBe nAektpoAutn emAéxBnkav Sladopetikol ocuvduacuol yla TIg
TAPAETPOUG, oL omolol BewprBnke otL Ba emidpEpouv Lo afloAoya AnoTEAECUOTA, WOTE va
UELWOEL 0 XpOVOoC Kal N MPooTaBeLa yLa TNV eTITEVEN BEATIOTWY OMOTEAECUATWY.

AKkOpa €vag AOYog Tou €TIAEXONKE O GUYKEKPLUEVOG OXESLOOUOC Elval OTL TIOAAEG
napapeTpol tng Slepyaociag 6 pmopouv va eleyxBouv. Evag amd autoug sival o xpovog
kaBilnong, dnAadn o whEAog xpovog mou pevpa SlappEel To NAEKTPOSIO ypaditn Kalt
oupBaivel n amodAoiwon TwWV OTPWUATWY TOU. Avaloya HE TOV NAEKTPOAUTN Kal TN
CUYKEVTPWON TOU, 0 XpOvog Kabilnong LeTaBAAAETAL, LE ATIOTEAECUO OUTH N TAPAUETPOC VO
Sladépel kal va punv pnopet va kaboplotet €€ apxng. AAOG Evag mopAyovTag tou Se yivetal
va kaBoplotel kat emnpealel tn Siepyacia ival to pH, n T tou omoiou eival StadopeTikn
otnv nAektpodlakr Slemuddvela os oxéon e Tov KUpLo Oyko tou StaAlpatog. H edpappoyn
PEVUATOC €XEL WG OTMOTEAECHO TN OUYKEVIPWON TEPIOOELNG OPVNTIKWY LOVIWV OtV
Slerudadvela TG avodou, TPOKELUEVOU va avTloTtaBulotel To BeTtikd doptio tou nAektpodiou.
‘EtoL, TOMKA N TWA Tou pH HELWVETAL, AOYW OQUENUEVNG CUYKEVIPWONG LOVIWV. AOyw TOU
Slaxwplopou tou doptiou Snuoupyeital pia dtadopd Suvaukou, n onoia kabopilel tnv
TOXUTNTA TWV NAEKTPOXNUKWY OVTLOpAcewV. EmMopévwg, n petaBoln tou pH emnpedlet kot
ETILUEPOUC TTAPAUETPOUG TNG Slepyaoiag, oL omoieg 6 umopouv va eleyxBoulv [77].

BéBala, emAéxOnKav Kol OPLOUEVEG OTOOEPEC TTAPAETPOL, OL OTIOLEG €lval KOLVEG yla
OAa ta mepdpata. Mia and autég eival n Beppokpacia. Ma 6Aoug Toug NAEKTPOAUTEG
peAetnBnkav Svo TEG Beppokpaociag, 25°C kot 75°C. AKOUQ, 0 OAEG TLG TIELPOAUOTLKES
Sladikaoieg ebapudoTnKav YoUUNAEC TIHES SuvapkoU. ETot, oL TIHEG 3V Kal 5V edpappootnkav
yla 6AouC TouG NAEKTPOAUTEG, EVW OTOUG ALyOTEPO 0EELBWTLKOUC, OTWE TO (NH4)2S04 Kal TO
NaOH + H,0; epoppdotnkav kat 10V.

Q¢ mpog TIC TPelg emumAfov enefepyaciec mou €ywvav, akoAouBnONKe n TEXVIKA TOU
Cross-Sectional Design [76]. Me Baon Tov XOpAKTNPLOKO TWV SEYUATWY, ETUAEXONKOV eKEiva
ME Ta BEATLOTO TIOLOTIKA XOPOKTNELOTIKA, dnAadn uPnAd mocootd ofeldwong Kot pLKpo
oplOud otpwpdtwy, Ta omoila urmoPANBNKAV oe TPOMOMOLNUEVEG Slepyacieg, Ue oKOTO va
e€etaoTel TO KATA OO0 pmopel va emEADeL mepalTtépw peiwon Twv oTiBadwv Tou UAWKOU.
EruAéxOnke auti n péBodog oxedlaopou, kabwg MAeoVeKTEL 0 XpOvo Kal kootoc. Eddoov
ntav SlaBéowun pio Baon 6ebopévwy, dnAadn oL XapakTnplopol OAWV TWV apXLKWV
TELPAUATWY, ETUAEXONKOV LOVO EKEIVA LLE TA EMOUUNTA XOPOKTNPLOTIKA yLa BeATioTOMOINON,
anogelyovTag TN OMATAAN avIldpaoTnPLwy yLa TNV eMavAaAnPn mepapdtwy mou €€ apxng
Sev ATOV OMOTEAECUATLKAL.

5.2.3 Nepapatikn Aadikacia

MNa tnv nAektpoxnuikn cuvBeon ypnowomnotndnke pia cupPatikn Stdtaén Svo
nAektpodiwv. O dlaxwplopde ouveéPn otn paBdo ypaditn, mou amoteAel to nAektpddio
ovodou, evw w¢ kaBodog xpnotpomoldnke éva clUppa mAativag. Ta SUo nAektpddia
tomoBetOnkav mapAaAAnAa petall Toug oe otabepr) anodotaon Kal epparntiotnkav og 50mL
StoAvpatog nAektpoAutn (Ewkova 13). Metd tnv oAokAnpwon tng Siepyaciag, akolouBnoav
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45 min guBAnTtiong o AouTpo UTIEPNXWV, GUYOKEVTPNON KAl EEMAUUO UE OTTLOVIOMEVO VEPO

yloL TNV QITOMAKPUVON ortd TO UALKO TwV LOVIWV TOU NAEKTPOAUTN TOU UTOpPEL vo sixav
npoopodnBei oto mAéypa. TENog, To UAKO ToroBetrBnke yia Enpavon otouc 80°C, wote va
urnopéoel va yivel n mapadafr tou os Enpn Katdaotaon. MNa To LoVTko uypo (NAEKTPOAUTNG 5),

TO 0TASL0 TNG EUPATITLONG OTOUG UTTEPRXOUC £YLVE HOVO yLa To Seiypa GIL6. Mapoakdtw otov

Mivaka 14 mapouaotdlovtol avaAUTIKA oL cUVOKEC TTou EPapUOOTNKAY OE KAOE TELPOUATIKA

Stadikaolo.

(a)

Mivakoag 14:Melpauatikég ouVONKeg

()

Ewkova 13: (a) Mepauatikn dtataén, (6) nAektpoAutiko StaAvua

HAektpoAUtng ID ZuyKkévtpwon Auvopuiko Oepuokpaocia
1.1 HZSO4 G1MAHB-G1IMAHU 1M 2V 45min, 3V 15min, 75°C
5V 15min

1.2 G1MAB - G1MAU 1M 3V 1h 25°C

1.3 G0.1MAH 0.1M 5V 1h, 5V 1h 25°C,75°C
1.4 GAB Mukvo 1.5V 1h, 3V 1h 25°C
1.5 GAH1.5VB Mukvo 1.5V 1h 75°C
1.6 GAH3VB Mukvo 3V 1h 75°C
1.7 GAHB - GAHU Mukvo 1.5V 1h, 3V 1h 75°C
2.1 (NH“)ZSO4 G0.1MBB-GO0.1MBU 0.1M 3V 1h, 5V 1h, 10V 1h 25°C
2.2 GO0.1MBH 0.1M 3V 1h, 5V 1h, 10V 1h 75°C
2.3 G0.1MBH2 0.1M 10V 1h 75°C
CTAB - 0.1M 3V,5V,10V, -5V,-10V 25°C
- 0.1M 3V,5v,10v, -5V,-10V 75°C
- 0.1M + H,0; 5V,10V,15V 25°C
- 0.1M -5V,-10V,-15V 25°C
4.1 NaOH + HZO2 GD1 3M + 130mM 1V 10min, 3V 30min, 25°C

5V 30min, 10V 1h

4.2 GD2 3M + 130mM 5V 30min, 10V 1h 25°C
4.3 GD3 3M + 130mM + NacCl 5V 30min, 7.5V 1h 25°C
4.4 GD4 3M + 130mM 5V 30min, 7.5V 1h 75°C
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51
5.1
5.3
5.4
5.5
5.6

BmimBF, (aq) GIL1
GIL2
GIL3
GiL4
GIL5
GIL6 (xwpic umteprixoug)

10mL + 10mL (1:1 v/v)
10mL + 10mL (1:1 v/v)
6g + 6g (1:1 w/w)
6g + 6g (1:1 w/w)
6g + 6g (1:1 w/w)
6g + 6g (1:1 w/w)

5V 45min

3V 30min, 5V 40min
5V 45min

3V 30min, 5V 40min
3V 1h, 5V 45min

5V 20min

25°C
25°C
25°C
25°C
65°C
25°C

5.2.3.1 Melpapa 1.1 — Oeukod ofL 1M, Bépuavaon otoug 75°C

Me edappoyn 2V ywa 45min dev mapatnpndnke kapio aliayr, pe avénon tou
Suvaptkol pe tnv epappoyn 3V o SlaxwpLopog apxlos va cupBaivel otadlokd (Etkova 14a),
£VW oTa 5V 10 PaLVOEVO ATAV OPKETA EVIOVO KaLTO NAEKTPOSLO ToU ypaditn amodpAolwdnke.
To UALKO GUYKeVTPWONKE otV emidavela Tou SLEAUUOTOG KoL oTOoV TUBUEVa.

5.2.3.2 Melpapa 1.2 — Oeukod oL 1M

MNapatnpnBnke évtovn anodAoiwaon tou ypaditn kat mapdxbnke mocdTNTA UALKOU
UE Kavr amddoon, ToU CUYKEVIPWONKE TOCO OTO TAVW OCO0 KAl OTO KATW HEPOC TOU
SlohUparoc (Etkova 14B).

5.2.3.3 Meipapa 1.3 — Oeukod oL 0.1M, B€puavon otoug 75°C

Mapolo Tou GCUVEPRN SLOXWPLOUOE TOU UAWKOU oe SU0 TUAUOTA, N HeyoAUTEPN
TTOOOTNTO CUYKEVTPpWONKE otov muBuéva tou SloAupatog. H moootnta mou mopdxdnke Ue
XAUNAGTEPN TUKVOTNTA otnv embavela §ev ATAvV onuaviikn kat dgv ntav Suvato va
oUAAexOel ywplota (Ewkova 14y).

(®)

Ewkova 14: HAektpoynuikn dtepyaoia: ottyutotumo ano (a) Meipaua 1.1, (8) Meipaua 1.2, (y) MNeipoua 1.3.

5.2.3.4 MNewadpata 1.4-1.7 — Nukvo Beukod ofu

ITa MEelpdpaTa mopatnenonke apeon dLOykwon tou nAektpodiou tou ypaditn, nén
ond Ta MPpWTA AEMTd TNG edapuoyng Stadopds duvaplkol, evw to SLGAUUO 08 GUVTOUO
XPOVIKO SLACTNUA OTEKTNOE HAUPN XPWON KOl OUVOSEUTNKE e adpLOPO oTnv emLdAVELD
(Ewova 15a,B). MdaAwota, oto meipapa 1.7 cuvéBn mAnpng anodAoiwon tou nAektpodiou,
onwc daivetal otnv Ewkova 15y.
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(8)
Ewkova 15: HAektpoynuikn dtepyaoia: (o) otiyutotumo amo Meipoua 1.4, (8) ottyuiotumo and Meipaua 1.7, (y)
nAektpobio ypapitn newpauatog 1.7 ueta t diepyaoio

5.2.3.5 Meipapa 2.1 — Oeukod appwvio 0.1M

Ma dtagpopd duvapkou 3V &g onuelwdnke kKapia aAAayn, kabwg eniong kot ota 5V
napaxdnke eAdylotn moodtnTta UAKOU. Ta Sdtadopd Suvautkou 10V n anodroiwon Atav
£vtovn. Emiong, To UALKO XwpIloTnNKe 0TO MAVW KoL 0TO KATW UEPOG TOU SLAAUMATOC.

5.2.3.6 Meipapa 2.2 — Ocukd appwvio 0.1M, Bépuavon otoug 75°C

MNapatnpnBnkav avtiotolxa dpalvopeva e To meipapa 2.1 katd tnv entBoln tne idtag
Sladopag duvautkou, dnhadn 3V, 5V kat 10V. Qotooco, dev nrav duvatr n culhoyn SvUo
Sladpopetikwv Selypdtwy, KabBwe n peyaAutepn moodtnTta Tou NAeKTpoAUTn s€atuiotnke
AOyw tng B£puavaonc otoug 75°C yLa LeyaAo XpovIKO SLaoTtnua, cuvoAlkd 3 wpeg (Ewova 16ay).
Qot000, OTO TUAUA TOU NAEKTPOSIoU TOU TAPEUELVE EUPAMTIOUEVO OTO NAEKTPOAUTIKO
Slahupa ouvéPn mAnpng amodroiwon (Ewova 16B). U autd, €ywve emavainn tou
TMEPANOTOG, aAG pe emiBoAn Suvauikou 10V (2.3), xwplic evdldpeca otadla, wote va
g€aTULOTEL ULKPOTEPN TIOGOTNTA NAEKTPOAUTN Kal dpa va mopoxBei peyalutepn moodtnTa
UALKOU Kall VoL UITOpETEL va ipaypatomnolnBel SetypatoAnia oto UAIKO TOU TTAVW Kol KATW
TUAMATOG.

5.2.3.7 Meipapa 2.3 — Ocukd appwvio 0.1M, B€puavon otoug 75°C

TNV MEPIMTWON QUTH, OV Kal To UAWKO Xwplotnke oe 600 TUAUATA, N CUVOALKN
TOCOTNTO TTOU TTapAXONnKe NTAV ONUAVTIKA ULKPOTEPN OO AUTH TOU MELPAPATOG 2.2 Kal SV
napatnpnbnke oAk amodAoiwon tou nAektpobiou (Ewova 16y). Autd obnyel oto
CUUTEPAOUA OTL N TPO-KOTEPYAOCLO 08 XAUNAOTEPEG TIUEG SuvapKol ATav KABopLoTIKN yLa
tov Slaywplopd ota 10V. KAt tétolo emiBeBolwVEL TO PNXOVIOUO TOU SLOXWPLOUOU TwV
OTPWUATWYV TOU ypaditn He TNV nAekTpoxnpikn nEBodo, cUudwva e Tov OTolo 0TO MPWTO
OTASL0 yilveTal SLayuon Twv LOVTIWY Tou NAEKTPOAUTN OVAECH OTO OTPpWHATO HE edapuoyn
xapnAou duvapikol kat oto SgUtepo otadlo cuppaivel n amoploiwon pe av€non TN TUAC
Tou SuvapLkol mavw amno to duvautko ofeidwong [5, 6].
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(B) (v)
Ewova 16: HAektpoxnuikn Stepyaoia: (a) otyutotumo and leipaua 2.2, (8) nAektpddio nelpauaroc 2.2, (y)
nAektpodio nelpauaroc 2.3

5.2.3.8 Mepdapata 3 - CTAB

MNa tov nAektpoAltn CTAB &dev emiteUXOnke SLOXWPLOMOG TWV OTPWHATWY TOU
ypaditn, oute pe avodikn oUte pe kaBodikn HEBoSo Kal dev cUAEXBNKe Kavéva Seilypa,
onw¢ ¢aivetar otnv Ewova 17. Ixnuatiotnke €va SlGAupa pe koAwdn uon cav gel
KLTPLVWTIOU XPWHATOC, EMOUEVWG N Slepyacia paAAov 08rynoe 0To OXNUATLOMO TIOAULEPLKOU

Ewova 17: Mewpauaro ue tov nAektpoAvtn CTAB

5.2.3.9 Melpapa 4.1 — Kavotiko vatplo 3M kat urtepoéeidlo Tou udpoyodvou 130mM

Me tnv ebappoyn 1V kat 3V napatnpndnke adplopodg tou Stahvpotog (Ewova 18a).
O SLoWPLOUOG TwV CTPWHATWY Eekivnoe ota 5V, evw ota 10V to StdAupa anéktnoe pavpn
xpwon. Map’ 6N autd moapdaxdnke Uikpr moodTNTA UALKOU.

5.2.3.10 Melpapa 4.2 — Kavotiko vatplo 3M kal uttepoéeidio tou udpoyovou 130mM
Onwg kat oto meipapa 4.3, n MOCOTNTA TOU TOPAXONKe nTOV HLKPH KO
ouYKevTpwOnke og U0 onueia k&tw amno ta Vo NAekTpodia, OTwe paivetol otnv Etkdva 18B.
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5.2.3.11 Neipapa 4.3 — Kavotikd vatplo 3M, untepoéeidlo tou udpoydvou 130mM kal
XAWPLOUXO VATPLO WG TIPOCOETO

1o SldAupa apatnpnBnke £vtovog adplopog pe epappoyn dtadopdg Suvapilkol
5V, aA\a &g cuvePBn amodroiwan tou nAektpodiou. Me avénon tou Suvapikol ota 7.5V, o
adplopog dtatnpnbnke kal o NAEKTPOAUTNG améktnos Havpo xpwpa (Ewkova 18y). Ta
TEPALTEPW AUENOCN TNG TLUNG Tou Suvaptkol ota 10V cuvERn BpaxuKUKAWUA, TIBavov Aoyw
Tou TOAU €vtovou adplopol, TIou €ixe wg amotédecua va kaAudpBouv oAokAnpa Ta
NAEKTPOSLAL.

5.2.3.12 Neipapa 4.4 — Kavotikod vatplo 3M kat urtepoeiblo tou udpoyovou 130mM,
Bépuavon otoug 75°C
O nAektpoAUTNC améktnos pavpn xpwon nén anod ta npwta Aemtd ¢ avtidpaong,
evw ota 10V Kat taAL cuvERN BpoyUKUKAWLA.

(8) | " (v) ‘

Ewova 18: HAektpoxnutkn Stepyacia: otiyutotumo amo (a) Meipaua 4.1, (8) Neipaua 4.2, (y) Nelpaua 4.3

5.2.3.13 Meipapa 5.1 — YdaTikd StaAupa Lovtikol vypou 1:1 v/v

O SLaXWPLOUOC TWV OTPWHATWY Tou ypadLtikoU nAektpodiou Atav éviovoc Nén amno
ta mpwta 10min tng avtidpaong (Etkéva 19a), evw petd and 45min eixe anodAolwOel 6Ao T0
TUAKA Tou NAektpodiou ToU ATV EUPATTIOUEVO OTO SLAAUUA.

5.2.3.14 Neipapa 5.2 — YSaTikd StaAupa Lovtikol vypou 1:1 v/v

Me tnv epoappoyn dtadopdg Suvapkol 3V dev mapatnpnOnke kapia petaBoln oto
StaAupa. Augavovtag tnv TR tou ota 5V, n anodAoiwon cuvéPn pe mo apyod pubuo
CUYKPLTLKA e TO tponyoupevo neipapa 5.1 (Ewkova 19B). Kati tétolo lowg va odeiletal otnv
oamodOunon Tou LovtikoUl uypoUu oto vepo. Qotdoco, oto TEAOG tng Olepyaciag eixe
anopAolwbel 6AN n moooTNTA TOU Ypaditn mou ATaV EUPATTIOUEVOC OTOV NAEKTPOAUTN.

5.2.3.15 Mewpapata 5.3, 5.4, 5.6 — YSatiko StaAupa tovtikou uypou 1:1 w/w

210 TEPARATA QUTA Ttapatnendnkayv mapopoLla dpavopeva pe ekeiva twy 5.1 kat 5.2,
avtiotolya. ETol, oto 5.3 0 SLaXWwPLoUOG TWV OTPWHATWY Tou ypaditn ftav Evtovog amnod thv
apxn, EVw PETA amo 45min eixe anopAowwbel 6Ao to nAektpddlo Tou ypaditn. Na to 5.4,
apxlka 8ev mapatnpndnke kavéva ¢awvopevo yla dtadopa duvauikou 3V, evw ota 5V n
anodAoiwon cuvePn Ue To apyo pubuod. Kat otig U0 MepMTWOELS 0 NAEKTPOAUTNG ATEKTNOE
£va Kitpwo xpwpa (Elkdva 19y), To omoio otadlakd €ylve o okoUpo HE TNV apodo Tou
Xpovou.
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5.2.3.16 NMelpapa 5.5 — Yéatikd StdAupa tovtikou vypou 1:1 w/w

MNa dtadopa Suvapikol 3V Sev mapatnpeital kamota petafoin. Me avénon tou
Suvapikol ota 5V o NAeKTPOAUTNG OMOKTA £Vl TIOPTOKAAOKITPLVO XPWHQ, TO OO0 oTadLakd
UETATPEMETAL O KOKKLVO KOl TEAKA O€ LOUpO, OTIWGE Iapatnpeitat kot otnv Ewkova 196-ot.
210 TéAogG tn¢ Slepyaoiag eixe anodArowbel 6Ao To TUARUA Tou hAektpodiou Tou ypaditn mou

nTav euBaANTIOPEVO 0TO SLAAUUAL.

(6) ‘ (e) ' (o1)
Ewkova 19: Suyutotuna Siataéne nelpauartog (a) 5.1 ota mpwta 10min, (8) 5.2 peta artd 20min, (y) 5.3, (6) 5.5 ueta and 10min,
(€) 5.5 ueta amo 20 min kat (ot) 5.5 peta and 30min

MeTd TV OAOKANPWGON TNG MPWTNG OELPAG TTELPAUATWY, LE KPLTNPLO TA AMOTEAECHATA
™G popdoloyiag Twv UAKWY armd TNV NAEKTPOVIKH ULKPOOKOTIL, TOU AGyou AvBpaka mpog
0fuyovo amd TV OTOLXELOKN avdAuah Kal Tou Adyou Ip/ls amd tn dpacpatookonia Raman og
oX€0n HE TNV KPpUOTAAALKA Sour Kol Tov UBPLOLoUO, ETUAEXDNKAV CUYKEKPLUEVO TIELPAOTA
npog BeAtiotomnoinon. Autd nepAapBAvouV TiG NAEKTPOXNILKES Slepyacieg ou odnynoav oe
peyoAltepn ofeidwon twv Sopwv, Slatnpwvtac tov sp? uPpLSopO, evw TapdAAnAa
erPBefalwvetal amd T ULKPOOKOTLO KAl OTTTLKA N ATIOTEAECHOTIKOTNTA TN Slepyaciog mou
nponynonke. EMAEXBNKav ol Slepyaocieg autég, kabwe, Sedopuévou OTL XpnoLdomoLnenke n
Slepyaoia TG avodikng ofeidwong, n auénuévn TePLEKTIKOTNTA O ofuydvo nNTav
avopevopevo Kal emBupntd omotéhecpa, TO omoio  paAlota  emiBePalwvel TRV
QTMOTEAECHATIKA TAPEUBOAN TWV LOVTWV AVAUECA OTA YPADLTIKA CTPpWUOTA TOU NAEKTpOSiou.
Mpayuatonotibnkav UKPEG TPOTIOTIOLOELG N TPOCTEONKAV ETUWTAE0V BALOTA OTN GUVOALKH
Sladkacia, mpokelévou va efetaotel av autd Ba odnyrioouv oe PBehtiotonoinon twv
QMOTEAECHATWV.
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5.2.3.17 Katepyaoia 1 — Metadopd tng pebodou Hummers otnv NAEKTPOXNLLKN
Slepyaoia

AuTH n Katepyaoia epappooTnKe yla ta mewpapata 1.1 kat 1.3 Kal xpnolomnotonke
ula péBodog omou nepAndOnoav nelpapatika otadla tng peBodou Hummers. ApxLKa, €YLve
TIapaywyr Tou UALKOU amo tnv apxn oc akplpwg (5lec cUVBNKEG e Ta TTapAMAvVW MELPALATA.
Adou to ddlupa emaviABe og Bepuokpacia dwuatiov, mpooteBnkav o awto 0.1g kat 0.01g,
avtiotolya, umeppayyavikol kaAiou KMnOs kat akoAoUBnoe avadeuon yiwa 1h. Eyive
dUYOKEVTPNON Yla AMOUAKPUVON TOU NAEKTPOAUTN KAl OTn CUVEXELX TipootEBnkav 40mL
SLaAUpaToG 0TOo UALKO, TO omolo amoteAeitat amo 5% H,SO4 kot 2.5mL H,0,. 3£ autd to otadlo
napatnpnbnke andtoun Stoykwaorn. AkoAolBnos euBATTION o€ AOUTPO UTEPHXWV yLa 45min,
duyokévtpnon kat Enpaveon. Ta dsiypata mou nmpoékupav eival ta EIAIM kat E1A0.1M pe
Baon ta melpapata 1.1 kat 1.3.

5.2.3.18 Katepyaoia 2 — Ataomopd oe StpeBulopoppapidio yia peiwon tou aptbuol
Twv otadwyv
Itnv mepintwon auty 6ev £ylve mapaywyr] Tou UALKOU omd Tnv apxn, OAAA
TPooTEDNKe €va emumAéov otablo enefepyaciog oto TéAog TN Sladikaoiag. Me Ta UALKA Ttou
npogkuPav amo ta nelpdpata 2.2 kat 5.3, oxnuatiotnke dtaomopd oe DMF mukvotntog
1mg/mL. AkoAoUBnaoe euBAmtion og AoUTPO UTTEPAXWYV YLa 5min, puyokévtplon Kat Enpavaon.
Ta Selypato mou npogkuav sival ta E2B kat E2IL, avtiotolyo.

5.2.3.19 Katepyaoia 3 — E€oudetépwon

Katd tnv katepyaoia 3 €ywve oUvBeon Tou UALKOU Tou Melpdpatog 1.2 and tnv apxn,
ME TPOoOoONKN OploUEVWY eTUTAéOV oTadiwv. MeTA TNV NAEKTPOXNULIK oUvBeon Eylve
OMOAKPUVEON TOU NAEKTPOAUTN UE PuyoKEVTPNON. 2TO UALKO TTPOooTEONKE oTaSLaKA KoL UTIO
avadevon didAupa 6§vou avBpakikou vatpiou NaHCO; 1M, ondte mapatnpndnke andtopn
Sloykwon, onwc ¢aivetal otnv Ewkdva 20. 3T ouveéxela €ywve puyokévipnaon kal Enpavon.
Mpoékue To Selyua E3AB.

Ewkova 20: Atoykwan tou StaAuuatog otnv katepyaoia 3
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6 ATMOTEAEONATA-ZYOALXONOG

Ytov Mivaka 26 mapouotalovrat ot TLHEC Twv Aoywv C/0, Ip/ls Kat Ixp/ls Twv Selypdtwy,
pe PBacn Toug omoioug €ywve n mMPwtn afloAdynon Twv UAKwV Tou mapdaxbnkav, oe
ouUVOUAOMO KL LE TIC EIKOVEG SEM.

6.1 SEM — HAektpoviakn Mikpookortia 2apwong
H popdoloyia twv ypadltikwv UAKWY HeAeTHOnke pe tnv  HAsktpoviakn

Mkpookortia 2apwong. Tuykpivovtag TIG ELKOVEG TwV Selypdtwy He ekeivee mou AfidpOnkav
yla tov ypaditn, pnopet va dtatunwbel to cupmnépaopa otL o ypaditng xapaktnpiletal amno
plo o opolopopdn doun kot amoteAsital and peydAa tuRpata pe Asia empavela. Ta
Selypata, amod tnv GAAn, AOyw TnNg KOTEPYAOLOC TOU £XOUV UTIOOTEL, mapouctdlouv pia
0KaVOVLoTn HopdoAoyia He TePLOOOTEPEG ATEAELEG Kal auénuévn tpayxutnta. Mapakatw
napoucLalovtal ETAEYUEVA SELYLOTA LE XOPOKTNPLOTLKEG ELKOVEG HLKPOOKOTIAG. Mo KABe
Selypa €ytve ermthoyn 800 elkdvwy SEM amo Sladopetikd onueia, os peysBuvoelg 10k kat 5k,
KOBWE Kal n elkOVA TN TEPLOXNG TIOU EEETAOTNKE WG TPOC TNV OTOLXELAKN avaAuon, pall pe
To avtiotolo ¢paoua EDX.

Mivakag 15: SEM Selyuatoc GIMAHB

Agiypo GIMAHB (1M H,S04, B£puaveon otoug 75°C)

Ewova SEM 1 __ ElKva SEM 2

Test8240 2020/07/15 NMUD7.6 x5.0k 20 um

Test8235 2020/07/15 NMUD7.6 x10k 10 um
Hitachi TM3030Plus Hitachi TM3030Plus
Ewkova EDX ®ddacpa EDX
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cps/eV

304
25
204

154

10

c/o 2.7

Onwc daivetol amo T mapandvw lkOveg (Mivakog 15), To UALKO Ttou Ttapaxdnke £xeL
Soun vidadwy (flakes), oL omoieg £xouv cucowpatwOEel petal Toug Kat n popdoloyia Toug
elvat curved kat wrinkled [19]. H popdoloyia autr) odeiletal o€ ATEAELEG, OTIWG OPLOL KOKKWV
1 dislocations. Ot Souég ypadeviou €xouv tnv Tdon va Slatnpouvtal os Bepuoduvaplki
KOTAoTOoN LooppoTtiag. N’ auTo, oL AEITOUPYLKEG OUASES TOU 0EUYOVOU CUYKEVTPWVOVTAL 0T
opLa Twv GUAAWY, cupBdarlovtag otnv anoduyn TG ENAVACUVEECNG TWV OTPWHATWY TOU
YpOdLTIKOU UALKOU Kol Tou xapilouv Thv mapandvw popdoroyia [66]. Me Baon tnv avaluon
EDX, amodelkvietal OtL n ofeldwaon tou ypaditn NTav amoteAeopatiky, KaBwe og autr Thv
nepimtwon o Adyoc C/O wovtal pe 2.7, évavtl 17.4 mou avtlotolel otn clvotaocn tou
nAsktpodiou tou ypaditn.

Mivakog 16: SEM Seiyuaroc GAHU

Agiypa GAHU (rukvo H,S04, B€ppavon otou 75°C)

Ewoéva SEM 1 " - Ewk6va SEM 2

. - ‘ ¥ .
Test9662 2020/10/12 NMUD8.1 x10k Test9658 2020/10/12 hMUD8.1 x5.0k 20 um
Hitachi TM3030Plus Hitachi TM3030Plus
Ewkova EDX ®ddaocpa EDX
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Y& auT TV Mepinmtwon, n popdoroyia eivat wrinkled kat crumbled (Mivakag 16). To
Selypa amoteAeltal and tuxaia cuoowpatwpéva GUAAQ Tou oxnuatilouv pia Sopn He
TIOAAEG atéleleg [29]. H popdoloyia autrh odpelleTal 0TN CUYKEVIPWGN AELTOUPYIKWY OUAS WY
TOU NAEKTPOAUTN TIoU eival cuvdedepéveg pe dropa avBpaxa pe sp® UBPLSLOUO OTIG AKPEC
Twv ypadtikwv GUAAwY [19]. To UAKO Ttapouactdlel Sopn Le ekTeETapéVN Slddoon ateAelwy,
og oxéon e to mponyoUupevo Selypa. Katl tétolo pmopet va anodobel otn xprion mukvol
Beukol 0€€0c wg NAEKTPOAUTN, O OX£on e TN CUYKEVIpwon 1M mou xpnolpomol)dnke
T(PONYOUUEVWC, KATLTIOU TIPOKAAECE €vtovn ofeidwon, Kabwg KaL otnv epappoyn BEpuavang
yla evioxuon TNG EVOWHATWONE TWV LOVIWVY 0TO MAEYUAL.

Mivakag 17: SEM Seiyuatog GO.1MBU

Aeiypa GO.1MBU

Ewoéva SEM 1 _ R Ewk6va SEM 2

Test8123 2020/07114 NMUD7.6 x10k 10 um Test8128 2020/07114 NMUD7.6 x5.0k  20pum

Hitachi TM3030Plus Hitachi TM3030Plus
Ewkéva EDX ddaopa EDX
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cps/eV

2.8

To Selypa xapaktnpiletat anod wrinkled kat folded pukpodoun (Mivakag 17) [31, 78].
Qatvetal va amoteleital and ocucowpotwuata opadomolnuevwy GUAAWY LE OXETLIKA
Sladavela, To omoio UTOSNAWVEL OTL Ta yPADITIKA CTPWHUOTA TIOU evwlnkav petafl Toug
napouotalouv eninedn enidavela [19].

Mivakag 18: SEM Seiyuatog GIL3

Agiypa GIL3 (Lovtiko uypa)

Eu«')v SEM 1 Etlgﬁvq SEM 2

Testo603 2020/10/09 NMUD8.0 x10k  10pum

Testo608 2020/10/09 NMUD7.9 x5.0k 20 um
Hitachi TM3030Plus Hitachi TM3030PIus
Ewkova EDX ®ddacpa EDX
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Mivakag 19: SEM beiyuatog GIL6

Asiypa GIL6 (ovtiko uypo, sonication)

Ewova SEM 2

Testo634 Test9630 2020/10/09 NMUD7.9 x50k 20 um

Hitachi TM3030Plus Hitachi TM3030Plus
Ewkéva EDX ddaopa EDX
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Ta Selypata GIL3 kat GIL6 £xouv mopoyBei katw amo iSleg ouvOnKkeg, pe Tn Slodopd
OTL o010 OeUtepo €ylve sonication mpwv tnv mapalaPry pe ¢uyokévipnon. H Soun toug
gudaviletal tedeiwg Stadopetikn (Mivakag 18, Mivakag 19). Me BAon TG TAPATIAVW ELKOVES
SEM, to Selypa GIL3 amoteleital and peydla GUAAA ypadLTikoU UALKOU HE OXETIKA Asia
emupavela, ta omoia €xouv cucowpatwBOel petafy toug. Avtibeta, to GIL6 daivetal va
amnoteAeital and UkpoOTeEpa cucowpatwpata pe dopun crumbled kat wrinkled [67]. AutA n
Sladopad pmnopel va anodobei oto dpawvopevo tng onnhaiwong [19]. Katd tnv enefepyoacia
ME TOUG UTIEPNXOUG TAPAYOVTAL UKPODUCAAISEG TTOU CUYKPOUOVTAL LE TO OTPWHATA TOU
UALKOU Kol TtpOKaAOUV TNV Tepaltépw Sldomacr Toug Kal tn Snuiloupyla VEWV atelelwy.
Eniong, oto Selypa GIL6 mopatnpeital auEnUEVo AXOG OTIC AKPEG TWV CUGCWHATWUATWY,
Tapa otn PEan, To omoio odpelletal oTN cUYKEVTPWON ofuyovouxwyv opadwy [38]. Zupdwva
pe Ta amoteAéopata EDX, o Babuog ofeidwaong twv §Uo UALKWV gival mapopolog. H mapouaia
Tou Bpwpiou Br odeiletal otnv mMPookOAANon opddwv tou NAEeKTPOAUTN OTO YpOdLTIKO
TIAEY QL.

Mivakag 20: SEM Selyuatoc E1IAIM

Agiypa E1IAIM

Ewova SEM 1

Ewova SEM 2
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Testo238
Hitachi TM3030Plus

Ewkova EDX

14b
MAG: 1000x HV: 15kV_WD: 7.7mm

c/o

2020/11/05 NMUD7.8 x10 10 pm

Testo243 2020/11/05 NMUD7.7 x5.0k
Hitachi TM3030Plus

ddopa EDX

cps/eV

Mn

1.7

Onwc daivetal amno Tig mapandavw lkoveg (Mivakag 20), n popdoAoyia tou deiypatog
6e Sladépel moAU amd ekeivn Tou GIMAHB. Amnoteleital amd peydlou peyébouc UM
OXETIKA Aglag emudavelag kat curved vipadeg [19]. 2e autr Thv mepintwon, o Adyog C/O eival
TOAU XOUNAOTEPOC CUYKPLTIKA LE Ta umdAouta Selypata, kabBwg xpnoldomnoldnkav mio
£vtova ofeldwTIKA PETal.

Mivakag 21: SEM Seiyuatog E2IL

Asiypa E2IL

Ewkova SEM 1

Ewova SEM 2
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Hitachi TM3030Plus Hitachi TM3030Plus

®daopa EDX

2020/11/05 NMUD7.7 x10k  10um  Test9222 2020/11/05 NMUD7.7 x5.0k

cps/eV

Jel o Al Si

MAG:-100x— M-8k WD: 7-6mm

2.9

Juykpivovtag tn popdoroyia tou Seiyparog E2IL (Mivakag 21) pe auth tou GIL3,
T(POKUTITEL TO CUMTEPACUA OTL h Slaomopd oe DMF kalt ) TonoB£tnon oto Aoutpd UTEPHRXWV
elyov w¢ ouvénela to Selypa va xapaktnpiletal and peyaAltepn opolopopdia. Kat os avtn
™V nepimtwon anoteAeital and cucowuaTwHaTa He Asla emudpavela, dAAA e UKPOTEPEC
Slokupavoelc oto peyeboc twv GUAWV. Akopa, o Adyog C/O pewwbnke, kabwg Kot ot
erudavelakég atéleteg (wrinkles), mou onuaivel 4Tl T0 MOCOCTO TwWV 0UYOVOUXWY OUASWY
oto Selypa avéndnke [67, 74].

6.2 Qaopatockornia Raman

Ao ta dtaypappata Raman Ba e€etaotolV apketol mapAyovIeg yla tnv afloAdynon
NG MoLOTNTAG TwV SELYUATWY TIou mapdxdnkay. EkTog and toug Adyougs lp/ls Kat lp/ls, Ba
yivel oUykplon Twv epPfadwy, TG B€0ng KoL Tou MAATOUG TwWV Kopudwv D kat G. ZUpdwva e
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™ BBAoypadia, o Aoyog Ip/ls oxetiletal pe TG SOULKEG OTEAELEC KOl UTIOSELKVUEL TNV
TOLOTNTA TOU UALKOU, He uPnAn TWr Tou AOYOU VO QVILOTOLXEL O€ WLKPOU UEYEBOUC
KPUOTAAAOUG 1 atéAeleg. O AOyog lrp/ls oxeTileTal pe To TTAROOG KAl TO TIAXOE TWV OTPWHATWVY.
‘000 pPELWVOVTOL TA OTPWHOTO TOU UALKOU N T Tou Adyou aufdvetal. To gufadov twv
Kopudwv oxetiletal Le tn SLadoon Twv ateAelwv. Mo MAATIEG KOPUPEG onpalVEL EKTEVESTEPN
Sladoon atehewwy [25-27]. H Béon twv kopudwv CUVSEETAL e TOV aplOUd TWV CTPWUATWY
ToUu UALKOU [74].

Me Baon toug Adyoug Ip/lc Tou Mivaka 26, mapatnpeital OTL oL TIHEG OAwv, UE
efaipeon to Selypa GIMAHU, elval pikpotepeg amo 1. AutO onpaivel OTL T UALKA
xapaktnpilovral amno neploplopévn Stadoon ateAetwy kat uPnAn Kpuotalikotnta [27, 66].
Q¢ mpog toug Aoyoug lxp/ls, KAl og autrh tnv Teplmtwon n T yla OAa ta dsiypata eival
ULKPOTEPN amd 1, EMOMEVWE TOA UALKA OTOTEAOUVIOL QTO HIKPO OpPLOUO OTPpWHATWV.
JUYKEKPLUEVQ, LE BAON TG TLUEG ToU MMivaka 26, TPOKUTITEL TO CUUMEPACHO OTL Ta Selyparta
anoteAdouvral ano Alyotepa amno 10 otpwpata [19, 27]. E€aipeon amoteAovy ta Sslypata mou
napaxbnkav pe tov nAektpoAutn NaOH + H,0, kat to GAH1.5VB, Twv omoilwv ot TLUEG Kal yLa
Toug U0 Abyoug eival TOAU xapnAéc. Apa, o8 QUTEC TIC TEPUTTWOELS Oev emiteLXONKe
anoteAeopatiky anodAoiwon TwV CTPWHATWY KL TO UAKO UETA TNV Katepyaoio LaAAov
g€akoAouBel va eival ypaditng [20]. Autd To CUUTIEPACHA EVIOXUETAL KAl artd Tn cUYKPLON
TWV epPadwv Twv kopudwv D Kal G, KABWG yLa T CUYKEKPLUEVO SELYOTA OL TLUEC TOUG Elval
ONUAVTLIKA XOUNAOTEPEG (Uia TAEN peyeBouc) o oxéon e To UTtOAoua.

H B¢éon twv kopudwv G Kat 2D pmopel va BewpnBel wg aAAn pla €vdelln yla 1o
TANBOC TWV OTPWUATWY TOU UALKOU. Metakivnon tng Kopudrng G oe PeyaAUTEPEC TLUEC
OUXVOTNTWV  UTOSNAWVEL UIKPO aplOpud OTPWHATWY Kol  XNULKAR  Tpomormoinon
(functionalization) [49], evw petakivnon tng kopudng 2D og XapNAOTEPEC TIUEG CUXVOTATWY
UTIOSELIKVUEL LKPO aplBud otpwudtwy [74]. Etot, cuvdudlovtag thv T tou Adyou lp/ls Kat
TN ouxvotnTa gpdavionc tng kopudng 2D, omw¢ mopouctdletal otov Mivaka 22, umopet va
SlotunwBel 6t ta Seiypata GO.1MBH, E1A1M, E1A0.1M, E2B kot E3AB mibavov va
QIMOTEAOUVTAL QTIO CUCCWHATWHATA LLE AlyoTepa amod 5 otpwpata [28, 79].

Mivakac 22: O¢on twv kopupwv D, G kat 2D twv Setyudtwv

ID D kopudr (1350 cm™) G kopudn (1580cm™) 2D kopudn (2700cm™)
G1MAHU 1349.65 1593.59 2699.11
G1MAU 1350.35 1588.28 2703.76
GO0.1MAH 1350.90 1587.49 2704.06
GAH1.5VB 1351.39 1583.38 2709.35
G0.1MBH 1351.29 1587.65 2689.68
G0.1MBU 1350.28 1586.59 2702.49
GD1 1350.85 1581.36 2709.84
GD2 1352.90 1584.05 2692.76
GD3 1350.18 1581.24 2709.21
GD4 1351.81 1581.52 2709.55
GIL3 1348.67 1584.30 2704.36
GIL6 1347.67 1584.06 2703.65
E1A1M 1347.05 1591.34 2694.78
E1A0.1M 1345.63 1589.57 2696.73
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Intensity (A.U.)

Intensity (A.U.)

E2B 1349.07
E2IL 1346.97
E3AB 1348.28

1591.23 2696.55
1580.45 2703.92
1581.60 2693.01

Q¢ mpog N B€puavon, v MPOKUTTEL KATIOLO CUUMEPACHA VLA TO OV EVIOXUEL TNV

amoteAsopatikn anopAoiwaon, kaBwg yia idla cuykévtpwaon nAeKTpoAUTN Kal SUVALKO, Sev
napatnpeital opoldpopdn HLeTaBoAr OTIC TIHEC TwV AOywv. AKOUA, N XPHON UTIEPAXWVY Bev
TIPOKAAECE Kapla aAAay we TPOG ToV OPLOUO TwV CTPWHATWY N TN SLAS00N TWV ATEAELWY,

KaBwg yla ta deilypata GIL3 kal GIL6 OAeg oL avtioToLKEG TULES Elval TTAPOLLOLEG.

MNapakatw otnv Elkéva 21 mapouotalovtal OpLOPEVO XOPOKTNPLOTIKA Slaypaupata Raman

TWV SElyUATWVY.
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Ewova 21: Ataypauua RAMAN Seiyuaroc () GIMAU, (8) GIMAHU, (y) GIL3 kat GIL6, (6) GO.IMBU
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IXETIKA YE TNV EMUTALOV KATEPYAOLA TWV SELYUATWY, yla TV PWTN Teplimtwaon dev
napatnpnOnke kamoia afloonueiwtn petaBoAn otoug Adyoug Ip/ls Kat lp/ls. AvtiBeta, n
emdpAveELa TWV KOPUDWY ATOV APKETA PEYAAUTEPN Yo TO Selypla TOU eMeEEPYAOTNKE UE
Kamolwa amnd ta otadia tng peBddou Hummers, dpa n Slddoon Twv OTEAELWV NTAV
ektevéotepn. MNa tnv katepyaoia 2 & pmopel va SLatumwOel KATIOLO CUUTTEPACTHA OXETLIKA UE
TO av oUVEPBaAe og emUMAéov SLOXWPLOUO TWV CTPWHATWY. JUYKEKPLUEVQ, Ylo TO Oeiypa
GO0.1MBH mapatnpnbnke avénon Twv THwV tTwv Adywv Ip/le Kal lp/ls, KaBwe Kal Twv
eupadwyv twv kopudwv D kaL G, To omoio uModnAwvel OTL O SLOXWPLOMOG ATAV TILO
anoteAeopaTIKOG. AvtiBeta, yia to GIL3 mapatnpnOnke pelwon Twv TIHWY, Apa n Katepyoaoia
6¢e ouvéPBalle otn BeAtiotonoinon tou UAkoU. Q¢ IPog TV KATepyaoia 3, cuyKpilvovtag TLg
TIHEG TwV SUO SelypdTwy, TTPOKUTITEL OTL Tl SUo Selypata xapaktnpilovral amd napouolo
0pLlBUS oTpWHATWY, OPWE oto E3AB n §1adoon Twv aTEAELWV Elval EKTEVEDTEPN.

OAa ta Mopandvw cupmepdopata emiBeBalwvovial Kal Katd tn olykplon Tou
TAATOUG TWV KOPUPWV TwV SELYHATWY, OL TIHEG TwV omolwv ¢aivovtal otov Mivaka 23.
JUYKEKPLUEVQ, TTapaTnpeital OTL Ta delypata ota onola 0 SLawWPLOUOC TWV OTPWHATWY &€
ouVEPN amoteAeopatikd (GD1, GD2, GD3, GD4, GAH1.5VB) mapoucldlouv To WLKPOTEPO
TIAATOC OTLG KOPUPEG TOUG. AKOUA, Urmopel va SlatuntwBOel éva eMUTAEOV CUUTIEPOCHA OXETIKA
e tnv emiBoAn) B€ppavong KoTA TNV NAEKTPOXNMULKA oUvOeon. Ita avriotowa Selypoto
(GIMAHU kat GIMAU, GO0.1MBH kat G0.1MBU) cuykpivovtag to mMAGTN Twv Kopudwv,
napatnpeital otL otnv mepintwon tng emiPoing Bépuavong n Slddoon Twv ateAelwv NTav
eKteveéotepn. EMopévwg, n B€ppavan evioyVeL Th S1AXUON TWV LOVIWV TOU NAEKTPOAUTN oTa
VPOPLTIKA OTpWHATOL.

Mivakag 23: MAatog kopupwv D, G kat 2D twv Selyuatwyv

ID D kopudn (1350 cm™) G kopudr (1580 cm™) 2D kopudi (2700 cm?)
G1MAHU 70.4 60.7 159.6
G1MAU 60.0 36.6 76.9
GO0.1MAH 69.9 43.8 86.0
GAH1.5VB 49.5 18.5 72.5
G0.1MBH 108.6 85.7 184.8
G0.1MBU 67.1 41.6 84.9
GD1 78.2 16.9 71.9
GD2 108.2 31.9 96.3
GD3 49.2 19.1 71.6
GD4 43.8 16.7 72.9
GIL3 74.8 33.2 77.9
GIL6 81.0 30.9 74.9
E1A1M 103.1 67.9 135.6
E1A0.1M 102.3 71.7 139.5
E2B 89.8 68.3 120.7
E2IL 58.1 24.7 76.2
E3AB 62.6 51.9 84.1

6.3 XRD —MepiBAaon Aktvwv X

H peAétn tng KpUuoTaAALKAC SOUNAG TWV UALKWY TIOU Tapdxdnkav ywve PEOW TwV

Slaypappdtwy XRD. ¥ta meplocdtepa Soypappotra spdavilovial ol XOPAKTNPLOTIKES
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KOPUGEC OTIG 26°, 42° KaL 54°, oL omoleg avtiotolyouv ota enineda (002), (101) kat (004) Tou
vpadLitikou mAgyuartog [19, 37]. BEBala, n kopudr otTic 26° MAPOUGCLAlEL APKETA HELWUEVN
£€Vtoon, 0 oX€an LE €KElvn TOU ypaditn, yeyovog mou amodeLKVUEL TV QMOTEAECUATIKN
anodpAoiwon Twv otpwudtwy. Emiong, evtoniletal n kopudn otig 23°, n onoia anodidetat
ota Arua ofeldwpéva otpwpata ypadeviou. Itig 11°, kopudr mou avtloTolKel oTa oTpWHATA
GO, b6ev gpdaviletal Siakplty kopudr, aAld mopatnpeital pia avodikr mopeia tou
YPOPUOTOC YUPW Ao TNV TN auTh. MpEneL va onuewwBbel 0TL o€ oplopéva delypata, Kupiwg
auta Tou Tapdxdnkav e tov nAektpoAltn NaOH + H,0,, n évtaon g kKopudng otig 26°
mapapével TTOAD uPnAn, HeE amotéAecpo va pnv sivol Slakpltég AAAeC KopudEG OTO
SLAypOUpO. € QUTH TNV TIEPITTWON 0 SLOXWPLOUOG TWV CTPWHATWY SEV ATAV EMITUXNUEVOC.
Katt tétolo ATav avapevouevo Le Bacn tnv avaluon Raman mou mponynonke.

Me tnv mapouciaon OAwv Twv Selypdtwv o€ Kowo Siaypappa (Ewova 22pB)
erBeBalwveTal Kal TIAAL OTL 0 SLOXWPLOUOG eV ATAV AMOTEAECUATIKOG Yo Ta Selypata Tou
nAgktpoAvtn NaOH + H,0, (GD1 kat GD4) kat yla to GAH1.5VB, kaBwg n évtoohn Twv Kopupwv
gival onuavtika vPnAotepn am’ otL ota untdAouna Seiypata. Mo toug AAAoUG NAEKTPOAUTEG
dalvetal mwg mapdxdnkav VALKA pe mopouolo aplBud otifadwy, kabwg ol StadopEg oTig
EVTAOELG elval EAAXLOTEC Yo va SLoTuTwBel pe BefalotnTa KAMOLO CUUMEPACHO OXETLKA HE
TNV EMITEVEN ULKPOTEPOU aPLOUOU OTPpWHATWY. OUWE, LE TNV TTAPOUCLAoT TOUC O EEXWPLOTO
Slaypappo mpokumtel OtL ta Selypatoa GIMAU kot GO.1IMBU amotehoUvtol armo
TepLooOTepPeC oTBAdeg o oxéon pe ta GO.1MAH, GO.1MBH kat GIL3. Juykekpluéva, yLa Ta
Seiypota GIMAU kat GO.IMAH pewwvetal n €vtaocn ¢ Kopudng Kabwe HELWVETOL h
OUYKEVTPWON TOU NAekTpoAUTn. Zuykpivovtag ta GO.1IMBU kot GO.1MBH, n évtaon tng
Kopudng eival xapunAotepn e xprnon Béppavong, SLlatnPwvToC TLG UTTOAOLIEG TTAPOUETPOUG
16Le¢. Me Bdon TIg MOPANAVW TOPATNPHOELS UIMOPEL va SLaTumwBel To cupnépacua OTL yLa
NAEKTPOAUTN 0EV, O UIKPOTEPOC OPLOUOC OTPWHATWY EUVOEITAL ATIO TO CUVSUAGUO XOUNANG
ouykévtpwong (0.1M) kat Béppavong kata tn Siepyaocia.

OAa Ta cupmepdopota mou £xouv StatunwBel mapandvw, smiBefatwvovtal Kal pe
Bdaon tov MNivaka 24, otov omoio mapouctaletal to euPadd tng Kopudng ot 26° yla Ta
Selypata. Oco pikpotepo eival To epPadod TnG kopudnC, TOOO TIO ATIOTEAECUATIKA ATAV N
Slepyaoia Tng nAektpoxnuikig anodroiwong. Etol, mapatnpeitol ot ta deiypata GD1, GD4,
GAH1.5VB, kaBw¢ kat GIMAU nmapouctdlouv TG HeyaAUTEPEG TIUEG. EMOUEVWC, O auTd O
SLOXWPLOPOG TWV OTPWHATWY Sev GUVERN Og LKOVOTIOLNTLKO Babuod. Qotoco, yia To Seiypa
G0.1MBU, pe Bdaon Tig TYEG Tou Tivaka dalvetal OTL Tapouctalel pia amd Tig XopUNAOTEPES
TIHEG eUPadol Kol Apa TIPOKUTITEL TO OVTIOETO CUUMEPACUO OE OXECN HE TOPANMAVW, OTL
dnhadn n amodroiwon Atav amoteAeopotikr). H Sladopd oTa CUUMEPACUATO UMOPEL va
anobdoBel oto yeyovog 6tL oto Slaypappa n ypauun Baong tou GO.1MBU BplokeTal apKeTd
To PnAd amod ekelveg TWV UTTOAOLTTWY SELYUATWV.

Mivakac 24: EuBado kopupnc 26°

ID EuBad6 kopudrg otig 26°
G1MAU 58.7
GO0.1MAH 11.9
GAH1.5VB 87.5
G0.1MBH 8.4
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Intensity (A.U.)

G0.1MBU 10.8

GD1 52.7
GD4 61.8
GIL3 13.6

Mapakdtw otnv Elkova 22 napouctalovtol OpLoPEVO XAPAKTNPLOTIKA dtaypdppata XRD
TWV SelyUdTWVY.

—— GO0.1MAH | GD1

—— GO.1MBH

(002) ~— GIL3

——— GO.1MAH
GO.1MBU

—— GIMAU
GAH1.5VB

Intensity (A.U.)

(101) (004)

10

T T T T T T T T T T T T T T T T
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2theta (Degree) 2theta (Degree)

(@) (B)

Ewova 22: Awaypauua XRD (o) Seiyuatoc GO.1MAH, (8) 6Awv twv Setyuatwyv

6.4 FT-IR — @aouatogkomnia YrnepuBpou pe petaoyxnuatioud Fourier
H peAétn NG XNMLIKAG SOMNG, TwV AELTOUPYIKWY OUASWY KAl TwWV SECUWV TOU

UTIAPYOUV OTA UALKQ TIOU Ttapaxdnkav €ywve Ye xpron tng dacpatookomniag ureplBpou pe
METAOXNHUATIONO Fourier, omdte kot emiBePfaiwbdnke n Umapén Seopwv ULeETALU AvBpaka-
ofuyovou, udpotulopddwy, kabwg emiong kot ouadwv Tou nNAeKTpoAUTN. Mapakdtw
napouctalovtal ta pacpata FTIR yia ta Ssiypata E1IAIM, E2B kat E2IL. MNa 6Aa ta Selypota
€xeL ylvel baseline correction yla tnv amopdkpuveon tou BopuBou mou oxetiletal pe tnv
napouocia Slofeldiou Tou avBpaka, WOoTe va elval SLAKPLTEG oL KopUdEG TTou odeilovtal oToug
umoAoutoug deopolg.

OAa ta Seiypata mapouctdlouv MAPOopoLleg kKopudEg Adyw TG UMapPEng Kowwv
XOPAKTNPLOTIKWY OpAdwv, oL omoieg gudavidovtal otoug akOAoUBOUG KUMATAPLOLOUG:
3434cm™? yua tic uSpoulopddeg O-H, 2913cm™? kat 2850cm™ yio Ti¢ peBulopddeg kot
peBulevopddeg C-H, 1700cm™ yia tic kappovuropddec C=0, 1635cm™ yia toug Sutholg
Seopoug C=C kat 1089cm™ yia toug Seopolg C-0. To kdBe Seiyua mapouotdlel enumhéov
Kopud£C, avaloya e tTnv Stadikaoia mapaywync Kot katepyaaoiag tou. Etol, to dpdopa FTIR
yla o E1AIM (Ewkdva 23a) mopouctdlet 800 emumtAéov KOpUudEG OTOUC KUHATAPLOpOoUC
1378cm™ kat 607cm™, oL ontoieg odeilovrat ota tovTa SO, Tou NAektpoAltn H2S04. ET0 pdopa
¢ Ewdva 23B mapouaotdletol pio emuthéov kopudr otnv THA Twv 1076cm™, Adyw Twv
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Intensity (A.U.)

Intensity (A.U.)

Seopwv N-H, n omola mpokUmtel Adyw NG Xprnong tou nAektpoAutn (NH4),SO4 katd tnv
NAEKTPOXNULKY oUvBeon Tou Selypatoc, kaBwe Kat pia kKopudr otnv THA Twv 659cm™, n
omola amodidetal otnv moapoucioc DMF, mou XpnoLUOTONONKE KOTA TNV TEPALTEPW
Katepyaoio tou Seiypartoc. Emiong, n kopudr mou gpdaviletal otoug 1384cm™ odeiletal
oTnv mapoucia téco tou DMF 600 Kal XapaKTNPELOTIKWY OUASdWVY Tou NAEKTpoAUTN. ITO
daopa tou delypartog E2IL (Elkdva 23y) mapouatalovral ol idleg kopudEg pe to E2B yia 1o
DMF, kaBwc¢ kot 600 emumhéov kopudEG oToug KupatdptBuoug 1616ecm™ kat 1083cm™, mou
anodidovtal otov NnAektpoAUtn BmimBF; mou XpnolpomolnBnke yla TNV NAEKTPOXNILKNA
ouvBeon [19, 24, 31, 32, 80].

——E1AIM | ——E2B

=
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> b
8 N-H  DMF
i g P 1076 ese
1 = DMF, SO,
1378
2913,2850 3 607 1384
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O-H
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(o) (B)
— E2IL
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Wavenumber (cm™)

(v)

Ewova 23: @aoua FT-IR beiyuatog (o) EIAIM, (8) E2B, (y) E2IL

6.5 Tlevkn ouliTnoN TWV OMOTEAECLLATWV

Me Baon tnv nepapatikn Stadikaoia kat tn HeAETn tng PLBAloypadiog, yla toug
g€etalopevouc NAsKTpoAUTEG dalveTal va akoAouBolvtal oL HNXAVLIOUOL TToU TPOTELVOVTOL
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mapakatw. Mpénel va onpewBdel otL ta PrApata mou mapouoialovral 6e cupPaivouv
amopaltnta Pe T oepd, dAAA OUGCLAOTIKA TIPOKELTAL yla pio aAAnAenidpaon peTall Twv
avtidpaocswv [64].

[ ] HzSO4, (NH4)2SO4

Mo Toug NAEKTPOAUTEG TOU AMOTEAOUVTAL Ao LOVTA BloU 0 UNXAVLIOUOG TNG NAEKTPOXNILKNG
amnodroiwong cuvoiletal wg €€ng (Ewova 24) [47]:

(a) H edpappoyn Siadopdg Suvaulkol mpokaAel TNV nAektpdAuon Tou vepou Kal TO
oxnuotwopo plwv udpoluliou kat ofuydvou

(B) Ta ovta ofuyovou mpokaAoUv o€eidwon Tou ypaditn Kal amopoKpUVoUV T YPADLTIKA
oTpwUATA.

(y) Ta wOovta Belou evowpatwvovtal oto NAeKTPOdLlo Kal TipokaAolv thv amodAolwon Tou
ypaditn.

H,50,+ H,0 > 2H*+ S0,

0.286 nm (
(NH,),S0, + H,0 = 2H*+ S0, + NH,* . Avodutiofe(Bwon
p-6p 06?9 L) Kot S1éykwon
0.286 nm | “9
| 033nm Vs 16V
" Avriépaon
UETATPOTTIC

At wpLopdg Adyw

V<16V av§nong g
Evowuatwon evSopoplakng
ovrtwv anéotacng
(avtiotpentry)
-‘»’:\'\"\%"
———

HAektpoxnukn anodAoiwon

Ewkova 24: Mnyaviouog amoploiwong e tovra SO4*

o NaOH + H,0,

Ye autn TNV Ttepimtwon n anodAoiwaon tou ypaditn cupPaivel oe 4 otadia (Ewkova 25) [54]:
(o) Ta Wovta OH tou udatikou Stahvpatog NaOH avtdpouv pe 1o H,0; mPog oxnUATIONO
rwpnvodiwv 0,%.
NaOH = Na*+ HO" (1)
H,0; + 20H - 0% + 2H,0 (2)
(B) Ta 1ovto 02% EVOWHOTWVOVTOL OVAUESA OTO YPADLTIKAY OTPWHLOTA.
(v) H edappoyn dtadopdg Suvaplkol eVioXUEL TNV EVOWHATWON TWV LOVTWV.
(6) Pileg udpotuhiou (‘OH) kat ofuydvou (0) oxnuatilovral anod tnv avodikn ofeidbwaon Tou
vEPOU, oL omoieg tpokaAoUV 0feldwan Tou NAEKTPOSioU Kal SLEUKOAUVOUV TNV EVOWUATWON
TWV LOVIWY ToU NAEKTPOAUTN.
H,0 f) > HO + H* ) 5> 0 + H* = % 0,1 (3)
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NaOH - Na* + HO"
H,0, + 2H* = 2H,0 = 0, + 4H*

Avodikn ofeidwon
0.152 nm Kot Stoykwon
e
5 Co
- 5y o
= <o %% €5 @
"} 033nm — Co¢ oy
—— Avtibpaon 565 " S ot g
0 \ OH
perarporic o % 52, S & ?
¥ (avavtiotpentn) P-Sp g
. n 5O C o
) Nayn T
: e
>0.33 nm { AtawpLopdg Adyw
V<178V S avgnong g
Evowpatwon + gvBopoprakiig
1ovtwv
(avtotpentn)

HAektpoxnpikn anodpAoiwon

Ewkova 25: Mnyaviouog anopAolwaonc tou nAektpoAutn NaOH + H,0;
e  BmimBF,

H amodAoiwaon Tou ypaditn pe xprion Tou vtikol uypol BmimBF, w¢ nAektpoAUtn pmopet
va g&nynBei wg €€n¢ (Ewkdva 26) [63-65]:
() H nAektpoAuon tou vepol £€Xel WC CUVEMELX TNV Tapaywyh pllwv udpofuliou kot
ofuyovou.

H,0 ¥ > OH +H* ¥ > -0 + H*
(B) Ot pileg Tou ofuyovou mpokalolV ofeldwaon Tou ypaditn Kol oXNUATIOUO ATEAELWY, UE
OMOTEAECHA TNV ATIOUAKPUVON TWV YPAPLTIKWY OTPWHATWV.
(y) Ta tovta [BF4]” evowpatwvovtal otnv avodo Kat mpokaAolv Tnv anodAoiwon tou ypaditn.
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H,0 - OH + H*
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Ewkova 26: Minxaviouog amo@Aoiwong Ue xprion Tou LovTikou uypol BmimBF,

Mivakag 25: Médobot avaywyric tou GO [14]

M£B0060¢ avaywyrg tov GO Aepyaoio avaywyng Noyog C/O HAEKTPLKEG LOLOTNTEG
Kwntwkotnta AywyLpotnta
nAektpoviwv (cm?/V:-s) (S/m)
Xnuikn Yépadivn 10.3 - 2420
dawuvAudpalivn 9.5 - 4700
NHs-BHs 9.8 - 20300
55% o&u HI 12.0 - 29800
HI-AcOH 11.5 - 30400
AlBulevobiapivn 7.8 - 220
Na-NH; 16.6 123 (omn*)
Al/HCI 21.1 - 12530
Hl+tpidpBopoolikd o0&y 10.5 250 (omn)
200 (e)
Zn/HCI 33.5 - 1.5-10*
Awo€eidlo g 14.5 -
Belooupiocg/NaOH
OepuULKN 700°C, Hy, 3min 28.6 - 8.1-10°
1000°C, Hy, 1h - 5.4 (omn) 7.6-10*
1.1 (e)
1000°C, C;H, 30min 50.2 - 1.43-10°
Plasma-assisted CH4 plasma, 700°C, 20s 9.2 - 3.45-10%
(YmoBonBoupevn pe nhdopa) Ar/H, plasma, 150°C, 6.9 -
30min
DwTtoKaTaHAUTLKN MoAuo&oueTaAAKO - 0.03 (omn) 120
cUUIAeypo (H3PW12040) 0.01 (e)
YS&poBeppuiki DMF+0.6M H,S0q4, 1h 8.4 - 1223
H,0:NMP(1:1), 200°C, 24h 5.2 - 374

*Eva nAektpovio ¢ {wvng aywyuotntag kot pia onn tne {wvng odévoug amotedouv éva (eUyog eAsulepwy

POPEWV.
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Mivakag 26: Aoyot C/0, Ip/ls kat lap/ls Twv Setyudtwv

#  HAektpoAltng ID c/o In/ls I20/l6
1. HZSO4 G1MAHB 2.7
G1MAHU 2 1.15 0.36
G1MAB 2.5
G1MAU 3 0.74 0.47
GO0.1MAH 3.2 0.72 0.46
GAB 3
GAH1.5VB 3.97 0.11 0.52
GAH3VB 2.97
GAHB 4.4
GAHU 2.9
2. (NH,) SO, G0.1MBB 2.4
G0.1MBU 2.8 0.73 0.45
G0.1MBH 2.6 0.97 0.22
GO0.1MBH2 2.2
3. CTAB - - - -
4, NaOH+HZO2 GD1 6.8 0.11 0.41
GD2 4.9 0.36 0.27
GD3 4.1 0.25 0.42
GD4 5.9 0.12 0.43
5. BmimBF; (aq) GIL1 3.8
GIL2 3.6
GIL3 3.7 0.48 0.54
GIL4 3.7
GILS 4.5
GIL6* 3.8 0.44 0.55
6. Koatepyaoia l E1AIM 1.7 0.91 0.33
E1A0.1M 1.9 0.86 0.34
7. Koatepyaocia 2 E2B 2.9 1.06 0.32
E2IL 2.9 0.28 0.48
8. Katepyacia3 E3AB 2.6 0.94 0.46

Jopdwva pe T BBALoypadIKES TIUEC yia Tov Adyo C/O Kat TIg NAEKTPLKEC LBLOTNTES
mou Sivovtal otov Mivaka 25, mopatnpeital 0Tt UPNAEG TIHEC TOU AOyou cuvdEovtal pE
v AN aywyotnTa. uykpivovtag Tig TWECG Tou Adyou C/O He TIG avTioToLXeS TwV SElYUATWY
Tou Mivoka 26 e TA TMEWPAPATIKA OMOTEAECUATA, TIPOKUTITEL OTL BplokovTal Tio KovId o€
outolg ou emITeUXONKav pe LOPOBEPULKY avOywYr Kol CUYKEKPLUEVA OTNV TIUA 5.2 mou
ouvbéetal pe 374 S/m ya tnv NASKTPLIKA aywyluotnta. Mapatnpeital 0Tl N NAEKTPIKA
QY WYLLOTNTA £XEL TTOAU XAUNAN TN, EVW UE Pelwaon Tou Babuoul oteidwong autr Umopet va
ouénBel kata pla N axkopo kat dUo tdafelc peyéBoug, OmMwe ocupPaivel o OPLOPEVEC
TIEPUTTWOELG TNG XNMLKAC avaywyng. Emopévwg, Ba pmopouos va yivel LeEANOVTLK €peuva e
£gudaon otnv enitevén vPnAwv Aoywv C/O péow avaywyng, ya tn BeAtiotonoinon twv
NAEKTPLIKWVY BLotTwy. Mpémel va onuelwdel OtL Ta Selypata yia ta onoia emiteLXONKAv oL
vPnAdtepeg THEG Aoyou C/O mapdxOnkav pe tov nAektpoAltn NaOH + H,0,. Autd ta
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Selypata Sev eival mBavo va epdavilouv BEATIWUEVEG NAEKTPLKEG LOLOTNTEG O OXEON ME TA
uttohouna, Kabwg pe Paon TG avaluoelg Ppebnke otL n amodploiwon &e cuvéBn otov
gmBUUNTO Babuod. Avtibeta, to deiypa GO.1MAH, Adyw tnG XaunAng Kopudng otig 26° oto
XRD kal twv Adywv mou mpoékuPav amod tn dacpatookomniac RAMAN emiBeBaiwbnke otL
TIPOKELTAL yLoL UALKO TUTIOU ypadeviou kat apa, cUpdwva pe Tov Mivaka 25 tng avaokomnong
™¢ BLBAloypadiag, eival katdAAnAo yia BeAtiotonoinon Twv NAEKTPLKWY LOLOTATWY LECW TNG
OVayWYHNG TOU UALKOU KQlL TOU TIEPLOPLOMOU TWV OTEAELWV TIAEYUOTOG.

Itov Tmopakatw Mivoka 27 mapoucldlovial OpPLoPEVA  XOPOKTNPLOTIKA TWV
NAEKTPOAUTWYV Tou e€eTtaoTnKav. MapatnpwVTag TOV TIVOKA TIPOKUTITEL OTL TO Oeukd o&u
mapouciaoe TNV KAAUTEPN MAPAYWYIKOTNTO, WOTOOO0 WELOVEKTEL WE TPOG TNV UYPNnAn
TOELKOTNTA TOU, KUPLWG Ot PEYAAEG CUYKEVIPWOELG, TTOU cuvdEeTal Pe To uPnAd onpeio
{€oewg tou SlaAuTn, ou kavel Suopevn tn Sladikaoio avakUKAwGN ¢ Tou. AvtiBeta, To Beuko
OUUWVLO, TO omolo amoteAel pia emiloyn 1o ¢uAkn mpog to neptBaliov, pavnke va punv
oényel oe 1600 LPNAR anddoon/mapaywykotnta. To StdAupa NaOH + H,0, gival pia mo
OlKOAOYLKN €midoyny amd Tto Beukd ofu, oAAG o0bnynoe oe pétpla amodAoiwon Kot
TAPAYWYLKOTNTA, TIOU CNUALVEL OTLTIPEMEL VA EEETACTOUV ETLITAEOV TTAPAUETPOL TIPOKELUEVOU
va mpotofel w¢ amotedeopatikdg nAektpoAltng. Eilval miBavo, BEPaia, ol cuvlnkeg
BeAtioTomoinong yla autov Tov NAEKTPOAUTN va pnv gival TEAKA GLAKEG TTpog To tepLBaAloy,
S6ebopévou Kkal Tou peydhou xpovou Slepyaociag. EMopévwg, evOEXETAL OL EVEPYELAKES
OMALTACELG va elval auénUeéveg R va UTTAPXEL avaykn yia UPNAOTEPEG CUYKEVTPWOELS. To
LOVTIKO UYPO, amo tnv GAAN, TMAEOVEKTEL WG TPOC TOV «TPACLVO» XOPAKTHPA TOU KAl ThV
TOLOTNTA TOU MOPAYOUEVOU UALKOU, aAAd Ttapouatdletl oAU uPnAd kooToC.

Mivakag 27: XapoKtnpLoTika TwV EEETAIOUEVWY NAEKTPOAUTWY
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7 ZIUUTEPACUAT

Jtnv mapoloa SUTAWUOTIKI) EPYAcio €YLVE OUOTNUATIKA MEAETN TG Eemidpaong
SLopopwV TAPAPETPWY TNEG NAEKTPOXNMLKAG oUVOEONG OTNV TMOLOTNTA TWV TIOPAYOLEVWV
YPOPEVIKWVY UALKWV Kol otnv amodoon tng 0Ang Stepyaociag. Me g€aipeon tov nAektpoAUTn
CTAB, p& tov onoio Sev emiteUxOnke amodAoiwaon tou ypaditn, Ta UTTOAOLTA TTELPALATA HTAV
ETILTUXN KoL OUVERN amoteAeopatiky ofeibwon. Me Baon tnv avdluon mou akoAolONos,
napatnpnbnke oOtL ywa tov nAektpoAltn H,SOs, n auvénon tng Oepuokpaciag kot Tng
OUYKEVTPWONG £XOUV LEYaAUTEPN eMidpach otn Sopn Tou TeEALKOU UALKOU, HE TNV alénon tng
Bepuokpaociag va eival o kaboplotikn yla Tn dLddoon ateAelwy, 0 OXEON e TV avénon
™G ouykévtpwonc. Na tov nhektpoAutn NaOH + H,0,, n abénon tou Suvapikol o8fRynos os
eAadppwG TILO AMOTEAECUATIKO SLOXWPLOUO, XWPLC WOTOCO Ta AmnmoTEAéopOTA Vo €ival
afloonueiwta. MNa to LvTkd Lypo, BPEBNKe OTL N enefepyacia pe UTEPNXOUG eV TIPOKAAEDE
peiwon twv ofuyovoUxwv opadwv, oMA ocuvéBale otn peiwon Tou peyEBoug Twv
OUCOWHOTWHATWY TOU UALKOU. BEBata, mpémet va onuewwbBel otL n petafoAn g
OUYKEVTPWONG Kol tng Beppokpaciog TpokaAoUv emumAéov UETABOAEC OTIC OUVONKEG
Sle€aywyng Twv TEPAPATWY, oL omoiec &g pmopouv va gAeyxBolv, O6nwg to pH A n
OYWYLHOTNTA TOoU nAekTpoAUTn. Etol, tehikd 6e pmopel va SlatumwBel pe amoAutn
BeBaldtnTa molog gival o Mo KaBoPLOTIKOE TTAPAYOVTOG.

To ONUAVTLKOTEPX OCUUMEPACUOTA TIOU TIPOEKUPAV Ao TOV XAPAKTNPLOHO Twv
Selypatwv cuvoilovral mapakaTw:

e YUnAotepn anodoon gudavilel o nhektpoAlTng H2S04 kKat akolouBei to BmimBF,, to
(NH4)2S04 kat téAog to StdAupa NaOH + Hy0,, e oAl xaunAn anddoon.

o  JUudwva e TS IKOVEG SEM, daivetal ot mapayxdnkav pUANA, CUCCWHATWHATO KOl
VIPASEC YpadLTIKOU UALKOU UE QTEAELEG KOl LEYAAN TpaxUTNTA.

e YUnAOtepo mooootd ofeibwong emitelxOnke ylo toug NAekTpoAuTeg H,SO4 Kot
(NH4)2S04, kaBwg ta Lovta Belou SlelcdUouV TTOAU €UKOAQ AVAUESA OTA YPOPLTIKA
oTpwuaTa, Adyw Tou pey£Boug Toug.

e H avdaluon Raman ¢avépwoe OTL N MAsloPndia Twv Selypdtwy xapaktnpiletal and
vPnAn KpuoTtaAAkOTNTO Kol Teploplopévn Stadoon atelelwy, Adyw Twv XopUnAwv
TLHWV Tou Adyou Ip/ls (<1).

e 0oo mio 6&voc NTav o NAEKTPOAUTNG, TOOO PEYOAUTEPN NTAV N CUYKEVIPWON TWV
ateAeLWY 0TO TAEYUA, cUUPWVA LE TIG TILEC TOou Adyou lp/lg.

e T tov nAektpoAutn NaOH + H,0; mapatnpr®nkav ot upnAotepeg tipeg C/O kat lp/ls,
KoBwg Kal peyaAn €vraon otnv kopudn otig 26° oto XRD, emopévwg n anodploiwon
Sev ATOV OMOTEAECHATLKN.

o HmAeloPndia twv Selypdtwy amoteleital and vAko pe 10 otipadeg cuubwva Le TN
BBAoypadia, evw doa mpoékuav amod TIC TPOMOMOoLNUEVEC Slepyacieg mBavov va
anotelouvral ano ¢puAa pe Alyotepa ano 5 otpwuata.

e H popdn twv aktvodlaypappdtwy XRD urmtodnAwvel 4Tl Ta UALKA Ttou mapdxdnkov
elvatl Graphene Oxide Nanoplatelets, AOyw TNG HELWHEVNG EVIAONG OTLG 26° KAl TNC
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anouaoiag kopudwv otic 11° kat 23° mou odeirovral ota enineda tou GO, KABWG KL
Tou auénuévou moooaotol ofuyovou (>15%), onwg daivetal otnv avaiuon EDX [81].
e O ouvbuaouog cuykévipwong 0.1M Belkol of€og kal Bépuavong otoug 75°C
oénynoe otnv napaywyn GUAAWY UALKOU LLE TOV HIKPOTEPO OPLOUO OTPWHATWV.
e H emPoAn BOféppavong euvoel tnv amodloiwon Kal cUPBAAEL otnv emiteuén
ULKPOTEPOU apLlOUOU OTPWHATWY, HUE Baon Tnv avaAiucon XRD.

Qg peAAOVTIKN TTPOTOON TIPOTEIVETOL OPXLIKA N CUCTNUOTLKA LEAETN TWV SELYUATWY IE
ETIUTAEOV TEXVIKEG XOPOKTNPLOKOU, OTwC elvaL to XPS kat to TEM, mpokelpévou va katavonBel
ME peyaAUtepn akpifela to €ldog Twv UALKWY TIou €xouv TtapaxBel. Akopa, Ba ATav xprRoLun
N HEAETN NG emidpacng dltadopwv MPocBETwy oTny oLOTNTA TWV UALKWY KoL oTnv anodoon.
JUVYKEKPLUEVQ, yLa ToV NAeKTPOAUTN H,SO4 pmopel va peletnBel mo Sie€obikad n mpoobnkn
NaCl kot aokopBLkoU 0&€og. Me TOV GUYKEKPLUEVO NAEKTPOAUTH TapAxOnke UALKO LE TOV
ULKPOTEPO aplBuo otiBadwv, alhd oAl uPnAo Babuo ofeidwaong. Me tnv avénon tou pH ue
KAToLo TPOoBEeTO, lowe emiteuxBel 0 TePLOPLOUOS TNG 0felbwaong Kal n ouvBeon UAKOU e
KOAUTEPEG NAEKTPLKEC 1OLOTNTEG. MNa To BmimBF, mpoteivetal n mpooBdrkn aldtwv AlBiou,
onwc to LiClO,. Exel mapatnpnOei otL autd ta dAata pnopel va odnynoouv os avénon tng
OYWYLULOTNTAC TOU LOVTIKOU LYpoU Kal Og amoteAeopatikotepn anodloiwon. EmutAéov, Ba
ntav evdladépov va peAetnBel n nAektpoxnuikry cuvBeon He xprion okovng n vidpadwv
vpoditn w¢ nAektpodlo, mpokelpévou va  emiteuxbolv uPnAdtepol Adyol C/O, mou
oxetilovtal pe KaAUTEPEC NAEKTPLKEC LELOTNTEC.

MpoTelvovtal Kol KATIOLEG TPOTOTMOLOEL TNG UMApyoucog Odlepyacioc. Mia
ONUOVTLKN TIAPAUETPOC TIOU SEV EEETACTNKE ElvalL N TIPO-KATEPYATIA TWV NAEKTPOSIWV. Oa
umopovoe oto PEAAOV va mpooteBel éva emumAéov BrApa emnegepyaciag Tou ypadltikou
nAektpodiou pe kamowo ofL Tpwv TNV €vapén NG NASKTpOXNULKAC Slepyaciag. Auto
TIPOTEIVETOL KUPLWG Yyl TO OLWKOAOYLKOUG nNAekTpoAUTe¢ mou Oev odnynoav o€
anoteAeopatiki anodAoiwon. Akopa, Ba unopouoe va PeAetnBel n emidpaocn BepuLkol ook
OTNV MOLOTNTA TOU UALKOU. META TNV NAEKTPOXNHLKA cUVOeoH, To UALKO Umopel va umooteil
anotoun avénon tng Bepuokpoaociag oe UPNAEG TIHEG, WOTE va €€ATULOTOUV T LOVIA
NAEKTPOAUTN TIOU MOPAUEVOUV TIPOCPOGNUEVA OTO TMAEYUA TOU Kol va e€eTAOTEL av auTh n
Kotepyaoio cUpBAMEL oTnV eTUMA£0oV Helwaon Tou aplBuol twv oTiBadwy, kabwg Kal otnv
napaywyn ypadltikou UAkoU uPnAdtepng kabBapodtntag. EmutAéov, mpoteivetal n xpnon
ULKPOKUUATLKAG aKTvoPBoAiag €vovil twv umepnxwv | mpwv tnv edappoyn Stadopdg
Suvapkol w¢ Tpo-Katepyooia, TMPOKELUEVOU va SlamoTwBel av KATL TETOlO Umopel va
o6NyNoeL otNV AamMOTEAECUATIKOTEPN amodAoiwon KAl OTn HEWON TOU TOCOOTOU TWV
ofuyovoUxwv opddwv. Me Tn XprRon MKPOKUUATWY TPOKaAs(tal Tomkn avénon tng
Beppuokpaciag (>80°C), Aoyw TN aktvoBoAiag n omoia evioxVel tn 66vnon Twv popiwv [6].
‘Etol, Ba pmopouoce va efetaotel katd moco pia tétola emefepyaocia eival avaioyn tng
Beputknc avaywyng, s€aodpalifovrag rnapdAAnia cuvOnKeg o GpIALKEC Tpog To TtepLBAAlov.
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8 Mapaptnna

8.1 XPS - @Qaouatookornia QwrtonAektpoviwv AKTivwy X
H ¢aopatookomia ¢pwronAektpoviwv aktvwy X, XPS, anoteAel GAAn pia TEXVIKN yLo

NV avaAuon tng emipavelag Twv UAKWY. Tuvnbwg, yia to GO kat to rGO n kopudn Cls
avaAUetal o 5 empépoug kopudEéc, oL OTmoieg tpoépyxovtal anod To dtopa dvBpaka pe sp?
uBpLSLouO (284.6eV), Toug Seopoug C-OH (285.7eV), C-O-C (286.7eV), C=0 (288.0eV) kat O-
C=0 (289.1eV) [17]. Napakdtw mapouaotalovral oplopéva napadeiypoto avaAlvoswv XPS,

KOBWCE Kol oL AVTIOTOLXEG EIKOVEG SEM TwV UALKWV.

8.1.1 ZiUvBeon GO pe kaBodikn nAektpoxnuikn pEbodo

JTn OGUYKEKPLUEVN LEAETN O NAEKTPOAUTNG amtoteAoluvTav amo YAwplouyo vatpto Nacl,
SluéBulo oouAdoteiblo DMSO kal ahag Beslovivng wg otabepomolnTikd mapayovta. H
napouoia twv kopudwv N1s, S1s kal S2p oto Staypappo XPS eripePfalwvel TNV amoppoddnon
TWV KATIOVTIWV Belovivng otnv emnidpavela tou GO (Ewova 27). Me Baon tn ovotacn Tou
UALkoU uttoAoyiotnke o Adyog C/O ioog pe 1:12.5, o onolocg sival onpavtikd xapnAotepog amnd
Tov péco Adyo C/O mou ouvnBwg emituyyavetol yla to rGO, amodeikviovtag TNV XapnAn
TIEPLEKTLKOTNTA O€ 0Euyovo [82].

Cls
Ols N1s
S1sS2p
A A
C-§285.0
1200 1000 800 600 400 200 0 290 288 286 284 282
Binding Energy (eV) Binding Energy (eV)

(@) (B)

Ewova 27: (a) @aoua XPS tou GO kat (8) @aoua XPS the kopueprc Cls

8.1.2 Alaxwplopog ypaditn Le Xprion LOVIKWY UYpwV

Itn ouykekpluévn PiPAoypadikny peAETn, Sloykwpévog ypaditng (expanded
graphite) dltaomdpOnke og SLAAULA LOVTIKWY UYPWV KOL OTN CUVEXELD £YLVE XPHON UTIEPAXWV
[83]. MeAetrBnkav 4 SL0pOPETIKA LOVTIKA LYPA:

IL-1, 1-benzyl-3-methylimidazolium bis(trifluoromethylsulfonyl)amide ([BnzC1im][NTf;])
IL-2, 1-butyl-3-methylimidazolium bis(trifluoromethylsulfonyl)amide ([bmim][NTf,])
IL-3, 1-benzyl-3-methylimidazolium bromide ([BnzC1im][Br])

IL-4, 1,3-bis(phenylmethyl)imidazolium bis(trifluoromethylsulfonyl)amide ([(Bnz)2im][NTf])
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‘Eywve avaiuon XPS (Elkova 28) yia tov €AeyX0 TG Mapousiag LOVIWY otV entdpavela
Tou ypadeviou, Adyw tng katepyaoiag. H mapouaoia Beiou, dpBopiou kat alwtou umodnAwvel
TNV UTOPEN KATLOVTWY OTO TTPOIoV, ToU odelAETAL OTOUG LOXUPOUG [N OUOLOTIOAIKOUC SEGHOUG
TIOU avamtuooovTal LeTafl Tou YpadEeVIOU Kal TWV LOVIKWY UYPWV.

30000 |
-
| o
25000 |
20000 | e
%. | “.
c 15000 | -
€ | )
10000 | 2
| 4
5000
& J
t ®
o <~ R
0 200 400 600 800
Binding energy (eV)

Ewkova 28: Awaypauuo XRD @A ypapeviou mmou mpogkue Ue xprion tou IL-4

8.1.3 ZUvBeon rGO pe xnuULKA avaywyn

Apxika Tapaxbnke GO pe tn péBodo Hummers kal akoAoUBnoe avaywyn He Xpron
€vubpng udpalivng. Me Bdon tnv avaiuon XPS ywa to GO (Ewova 29), daivetal otL Ta
otpwpata ypaditn €xouv ofelbwbel oe onuavtikd Babuod kal mopouctdlovial TEGOEPLS
KOPUGEC TTIOU AVTLOTOLXOUV O Atopa AvBpaka cuvdedepéva pe 0Euyovo yla SLopopeTIKES
Aettoupykég opadeg (C-C, C-0, O-C=0, C=0). H avdluon yLa to rGO £€dwoe TL Ibleg KOPUPEG,
efawtiag tng mapouciag Twv ofuyovolUXwVv OUAdwWY, OPWG HE MIKPOTEPN £viacn, ToU
amnodelkvUeL TNV anotedeopatiky avaywyn. Eniong, oto ddopa XPS tou rGO spudaviletal pia
ermuumAéov kopudn, n omola odeiletal oto Seopd tou AavBpaka pe o alwto, Adyw NG
napouciag urmtoAelupdatwy udpalivng [29].

Cs0 cc

GO0 @mrsev) (2845 0v)
(2862 ev)

c-o
C-N (2065 ev)

(2859 ev) o
/ Cs0 (289.1 ov)
(2878 ev)

282 284 256 288 290 292 284 282 284 286 228 280 292
Binding Energy (eV) Binding Energy (eV)
(a) (B)

Ewova 29: @aoua XPS (a) GO kat (8) rGO
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8.2 [poobeta

H évtovn o€eidwon twv mapayopevwyv GUAAWY GO amoTeAel ONUOVIIKO LELOVEKTNUA
NG avoSLKAG NAEKTPOXNILKAG oUVBeong GO. Autr) Uopel va TEPLOPLOTEL e TN Xprion oGAdTWY
WG NAeKTPOAUTN avti ya to avtiotowo ofl. Qotoco, ol pileg ouyovou ('0), Tou TPOKUTITOUV
KOTA TNV NAEKTPOAUCH TOU VeEpOU, euBuvovtal emiong og peyaho Babuod yia tnv ofeibwon Tou
TpoiovToc. MU autod, elval onUAVTIKN N TPOCoBRKN KATIOLOU avaywylkoU LECOU O0To SLaAuua
TOU NAEKTPOAUTN, To omoio Ba deopelosl autég TIC pileg. Mpémel va onuewwBel otL T
ovaywylka péoa dev aufdvouv tnv amodotikotnta tng Siepyaociag, emdpolv povo otnv
TIOLOTNTO TOU TIPOIOVTOC. MEPLKA avVaywYLKA HECA TTOU £XOUV UEAETNOEL elval To aokopPLKO
oév, 1o (2,2,6,6-tetramethylpiperidin-1-yl)oxyl TEMPO, to BopoiBpidio Tou vatpiou NaBHj,,
1o YAwploL)o vatplo NaCl, kabwg kat Stadopeg Bacelg [6, 66, 84, 85].

OiLYangS. et al. [85] peAétnoav tn Spaoh twv npocBetwv TEMPO, ackopBiLko o0&y kalt
NaBH,4 og StdAupa nAektpoAtn (NH4)2S04. Me Bdion tig Tpég tou Adyou Ip/ls, emiBeBotwOdnke
N TOAU XapnAn mMukvotnTa ateAswwv oto MAEypa. O Adyog C/O mou emitelxOnKe og OAEG TIG
TMEPUTTWOEL €lval uPnAotepog amd autov AAMWYV  LYpwWV XNUIKWV PeBOdwv. Ta
OUUMEPAOHATO aUTA eMIBePatwOnKav Kal pe Tn Xprion Twv nAektpoAutwy K>SO, kat Na,SO,.
To pooBeta ou pehetnOnkav sival eupewg Slabéoua kat S dnuioupyoulyv aparmnpoiovia.
Qotooo, to NaBH4 uSpoAUeTal 0TO VEPO, UE ATOTEAECUA VA ATIOLTELTAL CUVEXNG TIPOCONKN
EMUMAE0V MOCOTNTAG, VW TOo TEMPO, av Kol £ival TO TILO AITOTEAECHATLKO, TIPOKELTAL YL Hia
moAUTAOKN Kal akpLpr ouaia.

Eneldn to TEMPO €xet uPnAo kdoTog Kal €xel Bpebel O6TL mpoopodatal oto MAEyUQ
TWV apayopuevwyv ¢pUAwv GO, MPoKUTITEL N AVAYKN VLo EUPECH KATIOLOU GAAOU avaywYLKOU
péoou efloou amoteAeopatikol. Eéetaotnke n enidpacn tou NaCl oto Babuo ofeidwong twv
oTpWUATWY ypadeviou pe xprnon udatikol StaAvpato¢ 0.1M Na,SO;s wg nAsktpoAuTn.
Bp€bnke otL n mpooBnkn NaCl os nAektpoAutn pe wWOvta Belov pmopei va odnynoeL otnv
napaywyn GO pe Aoyo C/0 oto eVpocg 33-50, mou eival n uPnASTEPN TLUH TIOU €XEL eTtLTELXOEL
HEXPL onAuepa. Ma olykpLon TwV OMOTEAEOHATWY HEAETAONKE n Slepyacio oTlg (6Leg
ouvlnkeg, oAAA pe xprion GAAwV mpocBetwy, 6mwe NaBH4 kat aokopPikol o&£wc. MNa to NaCl
umoAoyiotnke o xapnAotepog Aoyog lp/le. MapdyxOnkav dUAa GO evdg Ewg MEVTE CTPWHUATWY,
eruPBeBalwvovtag OtL Ta pocBeta dev eMNpPedloUV TNV AMOTEAECUOTIKOTNTA TG Slepyaoiag.
To NaCl anote)Ael katdAAnAo pocBEeTO yla Xprion Kat o Blopnxavikny kKAlpoka, kabwg ival
QMOTEAECUATIKO, GTNVO KAl EVPEWG SLaBéaiuo [84].

Mia onuoavtikn mapatnpnon €lval 0Tl N CUYKEVTPWON TWV TPOCOETWY amoteAsl
emniong kaBopLoTikA MOPAUETPO yLa Th Siepyaoia (

Mivakog 28). BpéBnke otL yia 0.1M aokopBikol o&£wg kat NaBH,4 kot yia 1M NaCl o
SLoxwpLopog dev emiteUxOnke, UTTOSNAWVOVTOC OTL TA TIPOCHETA EUNOSLOAV TNV EVOWUATWON
TWV LOvVTwv Belov oto mAgypa [84].

Mivakag 28: Aoyot C/O yia nAektpoAutn 0.1M NaSO4 kot yLa xprion mpocOeTwy o€ SLOPOPETIKES CUYKEVTPWOELS

[84]
Npo6o6eto Zuykévtpwon npocBdetou (M) No6yog C/0
Kavéva 0.00 11.11
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NacCl 0.01 4.17

0.05 20.00
0.10 33.33
0.20 33.33
0.50 33.33
KCI 0.01 7.69
0.05 50.00
0.10 25.00
0.25 50.00
NaBr 0.01 5.26
0.10 9.09
Nal 0.01 6.25
0.10 7.69
Na,SO; 0.01 5.26
0.10 8.33
Kupko vatplo 0.01 7.14
0.10 20.00
AckopPBLko ogu 0.01 8.33
NaBH. 0.01 6.25
ALBavoAn 0.02 5.00
0.04 4.76
0.20 4.17
0.30 4.35
0.40 4.17
0.50 11.11
0.70 16.67

Ye epyaoia twv Chuang C.-H. et al. [66] peAetnOnke n cuvBeon GO Ue xprion UiyHaToC
30% w/w KOH/ 13.5% w/w H504 w¢ nAekTpoAUTn. And Tov Xapaktnplopod tou GO Bpébnke
otL mapayxdnkav GUAAa Tepinou 6 oTPWHATWY e opolopopdo Taxos, Asla emipavela Kot
Aoyo Ip/lc 11 ¢dopég xaunAotepo amd autov Mou mopatnpeital cuvnBwg yla to rGO,
amoSelkvUoVTaG OTL TO TOPAYOUEVO TIPOLOV £XEL EAAXLOTEC ATEAELEG KOl 0EUYOVOUXEC OUASES
OTO MAEyUA TOU.

8.3 [po-katepyaaia nAektpodiwyv — Pre-treatment
O SLowpLoPOG Pmopel va elval TILO aMOTEAECUATIKOG €AV €XeL tponynBel katepyaaoia

Tou nAektpobiou ypaditn mpwv skvnoel n Slepyaoia, KaBWE auth pmopel va mpokaAéoel
avénon tg amodoong tne Siepyaciog kot xapnAotepo Aoyo C/O. Mmopei va cupPel pe
Sladopouc TPOMoUG Kat va tepAapPavel éva 1 meploocdtepa otadla. H mpo-katepyaaoia tou
nAsktpodiov pmopet va sivat kot kabodikn, mapolo mou n Siepyacia mou Bo akolouOnoet
elvat avodikn [51]. ZuvnBwg ylvetal pe eUPANTION TOU NAEKTPOSIOU O€ KATIOLO TTUKVO 0€L yLa
MEYAAO XpOVIKO Slaotnua 1 epappoyn Kkpng dtadopdg Suvaplkou, BETIKNAG 1 0pVNTIKAG, YLa
HEPLKA Aemttd. EToL, TO LOVTA TOU 0££0C OTOSLAKA EVOWLOTWVOVTOL 0TA KEVA TOU TIAEYUOTOG,
METATPETOVTAC TO UALKO O€ UYPOOKOTUKO. OTtav To NAEKTPOSLO UTIOKELTAL O NAEKTPOXN LKA
enefepyacia, n uPNA CUYKEVIPWON TWV LOVTWVY OTO TIAEYMO CUUPBAAAEL OTOV EKTETAUEVO
OPXLKO SLOUXWPLOUO TWV CTPWHATWY, TTIOU SLEUKOAUVEL TNV EMUMAEOV EVOWHATWON LOVTWY. H
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Tpo-katepyaoia dev eival To (6lo amoteAeopatiky ylia OAOUG TOUG TUTIOUG NAEKTpoSiwy,
KaBwg e€aptdrtal amd To MOCOCTO TWV ATEAELWY TTIoU auTtd StaBétouv. MNa mapdadeyua, otav
Xpnotoroleital wg nAektpodio dUAND ypaditn, n kKatepyacia eival ApKETA ATOTEAECUATLKN,
evw yla nAektpodlo HOPG, efautiag tng udnAng mukvotntag tou, autr &ev odnyel oe
onuavtikn avénon tng anddoong [8, 17, 18, 86].

E€etdotnke n enibpaon tng mpo-katepyaciag evog nhektpodiov GpUAAoU ypaditn pe
mukvo Sladhupa H,SO, otnv amddoon NG Slepyaociag. Itn OUVEXElM oKoAouBnoe
NAEKTPOXNHULKA emefepyacio oTLG (OLEG CUVONKEC YLA TO KATEPYOOUEVO KL LN KATEPYOOUEVO
NAEKTPOSL0. ApXIKA TapaTnEnONKe OTL N MOCOTNTO TOU SLOXWPLOUEVOU TIPOIOVTOC ToU
mapaxbnke ATtav UeyaAUTepn Yyl TO Katepyaouévo nAektpodlo. Emiong, n amodoon tng
Slepyaoiag augnbnke onuavtikd. H emefepyacio tou nAektpodiou lXe WG CUVETELD TO TEALKO
npoiov va egudavioel avénuévo Aoyo C/0, xwpic Opwg avtiotolyn avénon twv SOULKWV
otelewwv. Emopévweg, n anddoon tng Slepyaociag umopel va oauénbel onuavtikd amid
geupantiovrag to NAekTpoSLo oe StdAupa mukvou of£og [86].

Ot Cao J. et al. [87] peAétnoav tn olvBeon nAsktpoxnuikou GO oe Vo otadla, ylo
avénon tng amodoong tng Slepyaciag. ¥to MpwTto otdadlo oxnuatiotnkav GICs (graphite
intercalated compounds) pe xprion mukvol StaAUpatog HaSO4 weg NAeKTpoAUTH. XTo Seltepo
oTAdL0 €ylve nAektpoxnUKr ouvBeon GO pe xprion tou GIC wg dvodo kat nAektpoAutn 0.1M
(NH4)2SO4. Me tn p€B0SO autr mapaxOnkav ypriyopa nAektpoxnuikd ¢uAha GO Kupilwg
LOVOOTPWHOTIKA, UE XAUNAO Babud ofelbwong kal Alyec OTEAELEC O OXECN UE TO XNULKA
napaypévo GO.

84 pH

To pH tou SLEAUPOTOG TWV NAEKTPOAUTWVY EMNPEATEL CNUAVTLKA TNV KLWNTIKAR TNG
Slepyaoiag kal apa TNV EVOWHATWON TwV LOVTWVY 0To TIAEYUA Tou ypaditn Kat To idog Tou
YpOdLTIKOU TtpolovTog mou mapayetol. X 6€vo pH (2.5-3) N EVOWUATWON TWV LOVTWV OTO
TAEypo cupPaivel TOAU gUKOAQ, PE QATMOTEAECHO THAUATA TOU Sloykwpévou ypaditn va
QITOKOTTOVTAL OTtd TO NAEKTPOSL0, XWPLC va €XeL CUMPBEL AMOTEAEOUATIKOG SLOXWPLOMOG TWV
OTPWUATWY. AUTO £€XEL WG OUVETELA N amodoon g Siepyociag va eival xapnAn kot va
ouvtiBevtal UAKA TIOAAWV OTPWHATWY PE UPnAd MOcooTtd ofuyovouxwv opddwv. Etot,
ouvnBwg to pH puBuiletal, pe xprion MPOoBeTWY, KOVTA OTOo 7 OTOV Ol NAEKTPOAUTEG
nepthapBavouv dhata tou Bgiou, evw yla AAAa LOVTO, TTOU N amodoaoh Toug elval ULKPOTEPN,
Slatnpeitat o 6€veg TEG [47, 50, 88].
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8.5 SEM

MNapakdtw mapatiBevral ot elkdveg SEM yia to urtodouta Seiypara.

Mivakag 29: SEM beiyuatog nAektpodiou ypapitn

Asiypa ypaditn

Testo208

2020/11/05

Hitachi TM3030Plus

Ewéva EDX

HV: 15kV_WD: 7.9mm
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Ewoéva SEM 2
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Hitachi TM3030Plus
®daopa EDX

Mass percent (norm.)
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o] 6} Si Ca
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Mivakag 30: SEM Seiyuato¢ GIMAHU

G1MAHU

Ewéva SEM 1 ) Ewova SEM 2

E

Test8000 NMUDZ7.0 x10k 10 um

Test7997 2020/07113 NMUDE.9 x5.0k 20 um
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Mivakag 31: SEM beiyuaroc GO.1MAH

Asiypa GO.1MAH
Ewova SEM 2

Ewova SEM 1

g Ty - iF. e ek
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‘l / . ..'v

104
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Mivakag 32: SEM beiyuaroc GIMAB

Asiypa GIMAB

s
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Hitachi TM3030Plus
Ewéva EDX

2020/07114

NMUD7.6 x10k

10 um
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Hitachi TM3030Plus

®dopa EDX
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204
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Mivakag 33: SEM beiyuato¢ GIMAU

Asiypa GIMAU

Ewova SEM 1 i Ewova SEM 2

o ¥

Test3101 2020/07/14 NMUD7.7 x5.0k
Hitachi TM3030PIus

Test8106
Hitachi TM3030PIus

Ewkova EDX ddaopa EDX

cps/eV

224

204
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Mivakag 34: SEM Seiyuatoc GAB

Asiypa GAB

Ewéva SEM 1 Ewova SEM 2

_ h % 1 F : -

Test8168 2020/07114 NMUD7.6 x10k 10 um Test8177 2020/07114 NMUD7.5 x5.0k  20pum
Hitachi TM3030Plus Hitachi TM3030Plus

®daopa EDX

cps/ev

254

204
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Mivakag 35: SEM beiyuatoc GAH1.5VB

Asiypa GAH1.5VB

Ewdva SEM Ewo6va SEM 2

Test8154 10 pm Test8150 2020/07/14 NMUD7.5 x50k  20um
Hitachi TM3030Plus Hitachi TM3030Plus

téva EDX . ®daopa EDX

cps/eV.

254

204
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Mivakag 36: SEM Seiyuatoc GAH3VB

Asiypa GAH3VB

Ew6va SEM1 Ewova SEM 2

B, = N 0 Test8161 2020107114 NMUD75 x50k 20 pm

Test8160 2020/07/1 NMUD7.5 x10k 10 pm Hitachi TM3030Plus
Hitachi TM3030Plus
Ewkova EDX ®dacpa EDX

7 g = ; . cps/sV

o

22
20
18
16

144

GNPs_12A

MAC:1000x—HVASIKN WD 7-Emm

c/o
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Mivakag 37: SEM Seiyuatoc GAHB

Asiypa GAHB

Ewéva SEM 1 EtKva SEM 2

3

By : : Testo648 20201012 NMUD7.9 x5.0k 20 um
Test9643 2020/10/12 NMUD7.9 x10k 10 Mm Hitachi TM3030Plus
Hitachi TM3030Plus
Ewkova EDX ®dacpa EDX
= 7 % e "= P T i s cps/eV
(i . ]
o]
]
o]
5? C o Al Si =
5
5]
2]
. 1.._L._
gahb e 0.5 1.0 1.5 20 25 30 s
MAG: 100x HV: 15kV_WD: 8mm | kev
c/o 4.4
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O (NH4)2SO4

Mivakag 38: SEM beiyuatoc GO.1MBB

Asiypa G0.1MBB

Ewova SEM 1 _ u«'Jva SEM 2

%

Test8141 2020/07114 NMUD7.6 x10k 10 pm Test8146 2020/07/14 NMUD7.6 x50k 20 um

Hitachi TM3030PIlus Hitachi TM3030Plus

Ewoéva EDX - _ ‘ ®dopa EDX

cps/eV
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Mivakag 39: SEM beiyuato¢ GO.1MBH

Asiypa GO.1MBH

Ewoéva SEM 1 7 B 7 ) Ewova SEM 2

'-I'-est8183 2020/07/14 NMUD7.5 x10k 10 um Test8190 2020/07/114 NMUD7.6 x5.0k 20 um
Hitachi TM3030Plus Hitachi TM3030Plus

Ewoéva EDX i ®daocpa EDX

cps/eV
a4 ps/s

eVl

GNPs_13B . > 1 2 3 2 5 5 7
2 ' l kev

MAG:-1000x—HVA48IM WD 7-Em)

c/o 2.6
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Mivakag 40: SEM beiyuaroc GO.1MBH2

Asiypa GO.1MBH2

Eu(va SEM 1 Ewova SEM 2

i

Test8227 2020/07/15 NMUD7.6 x10k 10 um Test8232 2020/07M15

Hitachi TM3030PIus Hitachi TM3030Plus
Ewkova EDX ddaopa EDX
e Sy = — = P REAT A : -
25:
ZU;
k
15 €0 si s

c/o 2.2
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(@) NaOH + HzOz

Mivakag 41: SEM Seiyuatog GD1

Asiypa GD1

Ewéva SEM 1 Ewéva SEM 2

Test8201 2020/07/15 NMUD7.8 x10k  10pm  Test8199 2020/07/15 NMUD7.8 x50k 20 um
Hitachi TM3030Plus Hitachi TM3030Plus
Ewkova EDX ®daopa EDX
- 7 . 3\ cpsfev
35t
30:
25{
ZU:
1le o si
154
104
]
, 1
| GNPs_10B " . 1 2 3 2 5 : 7
MAG:4000x—HV:- 451V WD: 7.8mir - I =N i
c/o 6.8
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Mivakag 42: SEM Seiyuatog GD2

Asiypa GD2

Ewova SEM 1 Ewova SEM 2

,_

. V. : !

Test7972 2020107113 NMUD7.1 x10k 10 pm Test7977 2020/07/13 NMUD7.2 x50k 20 um
Hitachi TM3030Plus Hitachi TM3030Plus

Ewova EDX - ®dopa EDX

cps/eV

354
304

254

:KSNPs_5B »
MAG:- 1000x. HV- 15KV WD- Zimm
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Mivakag 43: SEM Seiyuato¢ GD3

Agiypa GD3

Ewova SEM 1 Ewova SEM 2
¥ o 7 3 e 2 5- "

Test7964 2020/07/13 NMUD7.0 x10k  10pm  Test7967 2020/07/13 20 um
Hitachi TM3030Plus Hitachi TM3030Plus

®dacpa EDX

cps/eV.

25

20

Al si Fe

SEM

IGNPs_5A
MAG: 1000x HV-15kV WD:Zmm . | i | kev

c/o 4.1
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Mivakag 44: SEM Seiyuato¢ GD4

Asiypa GD4

Ewéva SEM 1 7 - Ewéva SEM 2

Test8214 2020/07/15 NMUD7.7 x10k 10 pm Test8210 2020/07/15 NMUD7.7 x5.0k 20 pm
Hitachi TM3030Plus Hitachi TM3030Plus
Ewkova EDX ®daocpa EDX
F X % cps/eV

30:

25;

ZUE

o Si

15{

lﬂ:

2]
GNPs_10A o T z T 7 I T T
MAG:10003%—HV:-45kV—WD: 7.8mm- —— kev

5.9
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BmimBF4 + H,0

Mivakag 45: SEM Seiyuatog GIL1

Agiypa GIL1

Ewéva SEM 1
F&

Testo589
Hitachi TM3030Plus

Ewéva EDX

=

2020/10/09

NMUD7.9

x10k

10 um

Ewéva SEM 2

Testo586 2020/10/09
Hitachi TM3030Plus

®daopa EDX

cps/eV

h MUD8.0 x5.0k 20 um

cin o [F Ba s

0.5 1.0 1.5

3.0

3.5

4.0
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Mivakoag 46: SEM beiyuatog GIL2

Asiypa GIL2

Ew6va SEM 1 Ewoéva SEM 2

Testo594 2020/10/09
Hitachi TM3030Plus

Testo597 NMUD8.0 x10k 10 um

NMUD8.0 x5.0k

20 pm

Hitachi TM3030Plus
Ewkova EDX ®daocpa EDX
2 3 g 5 2 . | cps/eV
3
.
o
57
1 En o F ‘Br Si
%
3]
2]
g
gil2 o 0.5 1.0 1.5

MAG: 100x HV:15kV_WD: 8mm

4.0
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Mivakoag 47: SEM beiyuatog GIL4

Agiypa GIL4

Ewova SEM 1 _ 7 - Ewkéva SEM 2

Test9612 2020/10/09 NMUD7.9 x10k  10um  Test9617 2020/10/09 NMUD7.8 x5.0k 20 um

Hitachi TM3030Plus Hitachi TM3030Plus

Ewkova EDX ®daopa EDX

B = X, 5 W cps/eV
P ]

.
]
“ c N o [F [Br si

% : o by A% B A 0 ; ¥ ¥
gild X . . . .
MAG: 100x HV: 15kV_WD: 7.8mm

c/o 3.65
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Mivakag 48: SEM beiyuatog GILS

Agiypa GILS

Ewéva SEM 1 _ Ewoéva SEM 2

Test9626 2020/10/09 NMUD8.0 x5.0k 20 pm

Test9620 NMUD7.9 x10k 10 um

Hitachi TM3030Plus Hitachi TM3030Plus
Ewkova EDX ®dacpa EDX
7 P i ST BE 0 3 ; : & = cpsfeV.
! 4]
124
104
& c N o B Br Si

0.5 1.0 1.5 2.0 2.5 3.0
ke

HV: 15kV_WD: 8mm
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o Katepyaoia 1

Mivakag 49: SEM beiyuatog E1IA0.1M

Asiypa E1A0.1M
Kéva SEM 1 EKévg SEM2

4 Nt =
E * =
. ¥

e

Testo229 2020/11/05 NMUD7.9 x10k  10um  Test934 2020/11/05 NMUD80 x50k 20 um
Hitachi TM3030Plus Hitachi TM3030Plus
Ewkova EDX ®dacpa EDX

cps/eV

.“ \

124

104
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o Koatepyaoia 2

Mivakag 50: SEM beiyuatog E2B

Asiypa E2B

Ewova SEM 1 EtKéva SEM 2

Testo217 0um  Test9215 2020/11/05 NMUD7.9 x50k 20 um

Hitachi TM3030Plus Hitachi TM3030Plus
Ewkova EDX ®ddaocpa EDX
- W R Y : a5 (BleY
3(]:
25;
20:
] C o Si
155
105
>
SEM| ]
13b o 0.5 1.0 1.5 2.‘(] 2.‘5
{MAG: 1000x_HV: 15kV_WD: 7.8mm kev
c/o 2.9
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o Katepyaoia 3

Mivakag 51: SEM Seiyuatog E3AB

Asiypa E3AB

lEu(éva SEM1 Ewova SEM 2

3 B b

Test9195 10um  Test9201 2020/11/05 NMUD7.9 x5.0k 20 um
Hitachi TM3030Plus Hitachi TM3030Plus
Ewkéva SEM ddaopa SEM
w%ﬂ - cps/ev

30{

25{

204

Bic o Si | |

15{

10{

5

< - 0- !‘ T J‘}—Il_ T f t

12a 0.5 1.0 1.5 2.0 2.5 3.0 3.5 4.0
MAG: 1000x HV: 15kV.WD: 7.9mm ke
c/o 2.6
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8.6 Raman
AkoAouBoUv Slaypdppata Raman Twv Selypdtwv.

O HzSO4

Intensity (A.U.)

—— G0.1MAH | —— GAH1.5VB |

Intensity (A.U.)

T
3000 3500

T

T 2] T R T v T ¥ T ¥ T T
T T T ¥ T L T T T
500 1000 1500 2000 2500 3000 3500 500 1000 1500 2000 2500
-1
Wavenumber (cm™) Wavenumber (cm)

(a) (8)

Ewova 30: Awaypauuoa RAMAN beiyuatog (o) GO.1MAH, (8) GAH1.5VB

O (N H4)2$O4

Intensity (A.U.)

| ——G0.1MBH |

T T

T T
500 1000

T T L T T ¥
1500 2000 2500 3000 3500
Wavenumber (cm™)

Ewova 31: Awaypaupoa RAMAN Seiyuarog GO.1IMBH
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Intensity (A.U.)

Intensity (A.U.)

o NaOH + H;0;

| ——GD1] | —6D2 |
=]
£
2
‘@
C
Q
5=
N U LI S | A S — T T T
Sp Wee 19 B P W0 500 1000 1500 2000 2500 3000 3500
1
Wavenumber (cm™) Wavenumber (cm™)
a
(@) (8)
| ——GD3 | | ——GD4 |
=)
=<
o
‘0
C
2
E L
T T T T T T T T T T T T T T T T T T T T T T T T
500 1000 1500 2000 2500 3000 3500 500 1000 1500 2000 2500 3000 3500
-1
Wavenumber (cm™) Wavenumber (cm™)
(v) (6)

Ewova 32: Ataypauua RAMAN Selyuaroc () GD1, (8) GD2, (v) GD3, (6) GD4
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Intensity (A.U.)

Intensity (A.U.)

o

Katepyoaoia 1

— E1A1TM

T
500

T N T T T N T T T
1000 1500 2000 2500 3000

(0]

Wavenumber (cm™)

(a)

3500

Intensity (A.U.)

— E1A0.1M
T T T T T T T T T T T
500 1000 1500 2000 2500 3000 3500

Wavenumber (cm™)

(B)

Ewova 33: Awaypauua RAMAN beiyuatog (o) EIAIM, (8) EIA0.1M

Katepyaoia 2

T
500

T
1000

T N T ol T N T
1500 2000 2500 3000
Wavenumber (cm™)

(a)

3500

Intensity (A.U.)

—E2IL

T
500

T
1000

T T T T T v T T
1500 2000 2500 3000 3500

Wavenumber (cm™)

(B)

Ewkova 34: Awaypaupua RAMAN Seiyuarog (o) E2B, (8) E2IL
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Intensity (A.U.)

o Katepyaoia 3

—— E3AB

T
500

T T T T T T T T T T T
1000 1500 2000 2500 3000 3500
Wavenumber (cm™)

Ewkova 35: Ataypauua RAMAN Seiyuatog E3AB

8.7 XRD

Ao tn BLBAloypadia cuykevipwBnkav dtaypapupata XRD ota onoia avadépovral ot
TIMEG TNG £VTOONG, WOTE VA UTIOAOYLOTEL ToV EUBadOv TG Kopudrg oTig 26°. Etol, Ba pumopéosl
va yivel oUykplon pe ta Sslypata mou mapdxbnkav KAatd To TEPAUATIKO OTAdLo Kal va
Sle€ayOel KATOLO CUUTTEPACLLA OXETLKA LE TOV apLlBUO TWV oTRASWV Kal To £160¢ Tou UALKOU.
Qotoo0o, 1o guBadod Kal n €vtaon Twv Kopudwv Tou unoloyiotnkav and tn BiBAoypadia
napouoLdlouv TIOAU UPNAGTEPEG TLUEG OO EKELVEC TWV SELYUATWY, OTIWC GALVETAL TTOPOKATW
otouc Mivakeg 52 kat 53. T auto, n olykpLon Sev eival Suvartn.

Autéc ol Sladopég odeilovtal os Sladopetikég ouvOnkeg Olefaywyng Twv
METPNOEWV. ZUYKEKPLUEVQ, N EVIACH TOU ONUOTOG e€apTatal and éva MANB0¢ mopayoviwy,
OTWC¢ N amootacn Tou SelyaTOC Ao TOV OVIXVEUTH KAl TO UAKOG KUUATOG TNG aKTvoBoAiag
[36]. Av ntav yvwotol autol oL mapdyovteg ya 0Aa ta Seiypota tic BAoypadiag, Ba
MTItopoUoE va YIVEL TTIOLOTLKI) CUYKPLON LE QUTA TTOU TTapAXBnKav 0TO TELPALATLKO LEPOG.

Mivakag 52: EuBabo kat évraon kopuprc otig 26° and tn BiBAloypapia

Ei6og UALKOU EpBado kopudng otig 26° ‘Evtaon
GO [89] - 2000
Graphite [89] 647.3 2500
Expanded Graphite [90] 1129.8 10000
Graphite [90] fail 25000
GO [32] - 160
rGO heating [32] 808.8 100
rGO hydrazine [32] 763.5 100
rGO voltage [32] 649.3 140
EG curvel [70] 24571.9 14000
EG curve2 [70] 10252.4 12000
EG curve3 [70] 866.3 3000
GO [38] fail 2000
GO [42] - 220
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Intensity (A.U.)

Graphite [42] fail

rGO [42] 200.7
Graphene [55] fail
Graphite [55] 600.9

12000
140
500

1000

Mivakag 53: EuBado kat Evtaon kopuerc otig 26° Twv SELYUATWYV

ID EpBado kopudng otig 26° ‘Evtaon
G1MAU 58.7 60
GO0.1MAH 11.9 20
GAH1.5VB 87.5 250
G0.1MBH 8.4 16
G0.1MBU 10.8 30
GD1 52.7 150
GD4 61.8 350
GIL3 13.6 20

MNapakatw mapouatalovral dtaypappata XRD yia ta Seiypata.

(@) HzSO4
G1MAU — GAH1.5VB
5
<
2
‘»
c
g
=
0 2 3 4 s 60 0 20 3 4 50 60

2theta (Degree)

(a)
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Intensity (A.U.)

Intensity (A.U.)

Ewova 36: Awaypauuo XRD Seiyuatog (o) GIMAU, (8) GAH1.5VB, (y) GO.1IMAH

| —— GO0.1MAH |
(002)
(101) (004)
T T T ¥ T ¥
10 20 30 40 50 60
2theta (Degree)
(v)
O (NH4)2504
—— G0.1MBU |
=
<
2
2
2
L=
T T T W T L]
10 20 30 40 50 60

2theta (Degree)

(a)

| —— G0.1MBH |

10

20

T . T

30 40
2theta (Degree)

(B)

Ewkova 37: Ataypopua XRD beiyuatog (o) GO.1IMBU, (8) GO.1MBH
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Intensity (A.U.)

Intensity (A.U.)

O

NaOH + HzOz

Intensity (A.U.)

L

10

20

2theta (Degree)

Ewkova 38: Ataypauua RAMAN Seiyuatog (o) GD1, () GD4

IS S
T T T T v T T y
10 20 30 40 50 60
2theta (Degree)
(o)
o BmimBF,
——GIL3
T T T T T
10 20 30 40 50 60

2theta (Degree)

Ewkova 39: Ataypauua XRD Seiyuatoc GIL3
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Intensity (A.U.)

o Kowo dlaypappa

—— G0.1MBH
— GIL3
! ——— GO.1MAH
‘ — GO0.1MBU
= | _——GIMAU_|
o] |
< |
=
@
c
L
=
R S et
10 ' 26 I Bb ' 4b I Sb ' 60
2theta (Degree)
Ewova 40: Ataypauuata XRD twv Setyudtwy mou ouveBn
QITOTEAECUATIKOG SLAXWPLOUOG OTPWUATWY
8.8 FT-IR
AxkoAouBoUv ¢paopata FTIR Twv Selypdtwy.
O f1zs()4
—— G1MAHU with CO,
T T T T T T T T T T T T d
4000 3500 3000 2500 2000 1500 1000 500

Wavenumber (cm™)

(a)

Intensity (A.U.)

—— G1MAHU |
1
i
so,
1378
L T % T i T ] T T T
4000 3500 3000 2500 2000 1500 1000

Wavenumber (cm™)

(B)

Ewova 41: @aoua FTIR delyuaroc GIMAHU (a) ywpic apaipeon tou onpatoc tou CO,, (8) UETA TNV apaipeon TOU OHUATOG
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Intensity (A.U.)

o BmimBF,
—GIL3

1378

!

BmimBF,

BmimaF, 1083

4000

T T T T T
3500 3000 2500 2000 1500

Wavenumber (cm™)

Ewkova 42: @aoua FTIR Seiypatog GIL3

T
1000

500
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