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THE FORMATION OF MULTILAYER CARBON FILMS BY DIRECTED HEAT TREATMENT
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MpenctaBneHbl pe3ynbTaTbl  HayYHbIX WCCNEAOBaHU No pa3paboTke HOBOW METOAMKM MOMyYeHWs MIeHoK U3
BOCCTaHOBMEHHOro okcuaa rpacgeHa nyteM umx obpasoBaHWs Mpu HanpaBfeHHOW TepMuyeckoh o0b6paboTke MOBEPXHOCTWM BOAHOW
oucnepcun  okcupa rpadpeHa. [lonyyeHHble MNMEHKM OXapakTepusoBaHbl COBPEMEHHbIMM  MeTodamMu aHanu3a, MWCcCneaoBaHbl
MOpcOnorMa NOBEPXHOCTK, CTPYKTYpa CBA3eN, yaenbHOoe NOBEPXHOCTHOE ANEeKTPUYECKOE CONMPOTUBMNEHME U TONWMHLIL. MpeacTaBneHsbl
NNEeHKM U3 MHOrOCrNOMHOro BOCCTAHOBMNEHHOro okcuaa rpadeHa TonwmHon ot 1 go 12,25 MKM C yaenbHbIM MOBEPXHOCTHBIM
anekTpuyeckum conpotueneHnem ot 11,3x106 go 1,45x106 Om/o, KOTOpble MOFYT HaWTU LUMPOKOE NPUMEHEHUE Npu (hopMUPOBaHMM
PE3NCTUMBHBIX MOKPbITUN. Pe3ynbTaTbl MUCCNeaoBaHU LEMOHCTPUPYIOT BO3MOXHOCTb CUMHTE3@ MHOFOCMOWHbBIX MNMEHOK U3
BOCCTaHOBMNEHHOro okcuaa rpadeHa no MeToavke, paHee He BCTpevaroLencs B nuTepaTypHblX UCTOYHUKaX. [penmyliectea METOANKN
3aKknyalrTCca Kak B NPOCTOTE U AOCTYMHOCTW BbINOMHEHMS, TaKk U B BO3MOXHOCTU KOHTPONUPOBaHUS (PU3NKO-XUMUYECKUX CBOWCTB
MHOFOCITOMHBIX NITIEHOK BOCCTAHOBIEHHOro okcuaa rpadeHa.

Knrodeenle cnoea: okcud epagheHa, soccmaHoes1IeHHbIl okcud epagheHa, hpopMuposaHuUe crio0es Mi1eHoK

This article presents the results of scientific research on creation of new technique for making reduced graphene oxide
multilayer films by directed heat treatment of the surface with water dispersion of graphene oxide. The obtained films are characterized
by modern methods of analysis, surface morphology, bond structure, specific surface electrical resistance and thickness are
investigated. Films of multilayer reduced graphene oxide with a thickness of 1 to 12.25 pm with a specific surface electrical resistance of
11.3x106 to 1.45x106 Ohm/o, which can be widely used in the formation of resistive coatings, are presented. The results of the
research demonstrate the possibility of synthesis of multilayer films from reduced graphene oxide by a method not previously found in
literary sources. The advantages of the technique are both in the simplicity and availability of performance, and the ability to control the
physical and chemical properties of multilayer films of reduced graphene oxide.

Keywords: graphene oxide, reduced graphene oxide, multilayer film formation

MOB YIJIEpOZa, 3 IMEHHO: BBICOKAs! MIEKTPOIIPOBOIHOCTb,

MPOYHOCTh, DJIACTUYHOCTh, TEIUIONPOBOAHOCTh, CBETO-
TOHKOIIEHOYHBIE TEXHOJOIMH LIMPOKO MpHMe-  IIPONyCKaHue, OOoNblast IUIOMaAb IOBEPXHOCTH.

HSIOTCSL B COBPEMEHHOW MHKPO- U OITOAJIEKTPOHHKE,

CEHCOPHOH TEXHUKe, (OTOBOJIBTAUKE, CO3JIaHHU MUKpPO-

akkymysstopoB [1-11]. TIpu aTom Gombiioe KOTHMYECTBO

pabort (puc.1) Befercs B 00JIaCTH MCCIICIOBAHUS CBOWCTB e
IUICHOK Ha OCHOBE rpadeHa — MarepHuaia, IpelCcTaB-
JISIFOILIETO CO00I MOHOCTION aTOMOB YIiepoja, COeINHEH-

HBIX TOCPEJICTBOM G- M T-CBSI3eH B T'€KCArOHANBHYIO =
JIBYyMEPHYIO KPUCTAIIMYECKYIO penieTky. CTOUT yKa3ars,

4TO B COOTBETCTBUU C cioBapeMm ISO/TS80004-13 mex- 1000
JIYHApOAHOM oOpraHu3alMu IO CTaHmapTusammu [12] x ]
rpadeHOBBIM MaTepuaiam (graphene and related two-
dimensional (2D) materials) otHocsATcs:  rpadeH
(graphene) — MoOHOCHION aTOMOB yriiepoja; IBOWHOC-

nouneiid rpaden (bilayer graphene 2L.G) — matepuann, 0
COCTOSIIIMK U3 JIBYX CIIOEB YIiIepoja; TPEXCIOWHBIN rpa-
¢eH (trilayer graphene 3LG) — MaTepual, COCTOSIIIUI U3
TpeX CJIOEB aTOMOB YIJIEpOJa; MHOTOCIOHHBIH TpadeH
(few-layer graphene FLG) — matepuait, cofepikamiuii OT
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Puc.1. KonnyecTtBo ny6nukauuii B obnactu npumeHeHus rpade-
Ha B TOHKOMMEHOYHbIX TexHonornax B nepuog ¢ 2010 no 2017 rr.
(nomnck crnoBocovetaHun «Graphene thin-film» npoussoauncsa no

3-x 1o 10 cioeB aToMoB yriepona. JlanHas kiaccupuka- 6a3e naHHbIX EBSCO Discovery Service)

mUs corjacyercs ¢ myonukanusamu [13-16], ykaswiBaro-

IMMHA Ha HAJIMYUC YHUKAJIBHBIX CBOWCTB Tpa)eHOBBIX Takum o0pazoM, pa3pabOTKa TEXHOJIOTHYECKH
MaTepHaJIOB, COCTOSINUX He Oonee yeM m3 10 cioeB aTo-  JOCTYMHOM M DKOHOMHYECKH 3()(EeKTHBHOW METOIAMKH
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a

Puc.2. Otansbl nony4vyeHmna nineHokK U3 BOCCTaHOBJ1EHHOIro okcuaa rpaq)eHa: a— Hal'lpaBJ'leHHbII;l Harpes ropa4vynm Bo34yxom aucnepcun or;

b — obpazoBaHue nneHkun BOI'; ¢ — cHATue nneHkm BOI

MOJyYCHHUS IJICHOK Ha OCHOBE rpad)eHa SBISICTCS BechMa
aKTyaJbHOM 3aaueH.

MeToanl cMHTE3a M aHAJIN3A

Jlns cuHTe3a TIIEHOK U3 BOCCTAHOBJICHHOT'O OK-
cuza rpadeHa UCIONb30Bajlach BOAHAS AMCIIEPCHUS Ye-
myek okcuma rpadena (OI) (¢ koumeHtparmeit 1
MI/MJI) JaTepalibHBIM pasmepom oT 0,1 mo 4 MKM u
TONIIUHON 110 1,5 HM, MOJTYYEHHBIX METOJOM XaMMepca
U OXapaKkTepHU30BaHHBIX COBPEMEHHBIMH  (DHU3UKO-
XUMUYECKUMH MeTofamMu aHanuza [17,18], pe3ynbraThl
KOTOpPBIX OBUIN TNIPEACTABJICHHI B paHEee W3JaHHBIX MyO-
nukanusax [19-21].

MeroaMKa cCUHTE3a IJICHOK U3 BOCCTAHOBIJICHHOT'O
okcuna rpadena (BOI') (puc.2) 3akmodanach B CICAYIO-
meM: B yamky [letpu Ha 1/2 ee oObemMa HanuBanach BOJ-
Has jaucriepcust okcuzaa rpadena. Jlamee Han Yamikoit
[erpu ycranaBimBaics TepMOQeH ¢ GyHKIHEH KOHTPOIIS
TEMIIEpaTyphl U MOTOKAa HArpeToro BO3AyXa, HaIpaBlieH-
HOT'0 K IOBEPXHOCTH BogHOM aucnepcuu OI', mocne yero
npousBonumiics ero myck (puc.2a). Ilo mocrikenuu 3a-
JTAHHOW TeMIIepaTyphl 4epe3 HEKOTOpoe BpeMs Ha Mo-
BEPXHOCTH OOpa30BBIBANACH MHOI'OCJIOWHAsS TUICHKA W3
BOCCTAaHOBJICHHOT'O OKCHJIa TpadeHa, KOTOPYIO M3BIIEKaIIH
NIPY TIOMOIIM MUHIETa (pUc.2b) U MepeHOCHIIN Ha Tpe[-
METHOE CTEKIIO.

HUccnenoBanne Mop¢hoIoruu NOBEPXHOCTH TUIEHOK
BOI' mpoBoannoch Nmpu MOMOIIHM CKaHUPYIOIIETO 3JIeK-
TporHoro Mukpockornma SUPRA 40 Carl Zeiss (I'epma-
HUS). YCKOpsIOllee HampsDKeHHEe NpPU IMONTYYE€HHH H30-
OpakeHWil BO BTOPUYHBIX M OOpaTHO PacCESHHBIX DJIEeK-
TpoHax coctanisuio 1-10 kB.

HccnenoBanue CTpyKTYphI CBS3€H B TOJNYYEHHBIX
oOpasuax IpOBOIMIOCE METONOM KOMOWHAIMOHHOTO
paccesiHUSL CBeTa C IOMOIIbIO criekTpoMerpa Renishaw
InVia (BenukoOpuTaHust), ¢ JUIMHOW BOJIHBI Ja3epHOTO
B0o30ykneHus 514 uM. KannbpoBka crekrpomerpa Impo-
BOJMJIACh Ha CTAaHAApPTHOM 00pa3le MOHOKPHCTaJLINYe-
CKOI'0 KPEMHHSI C OCHOBHOHW KoJeOaTenbHOH MOIOH mpu
520,5 cv . dopma monoc D, G u D’ onmcana dyHkiueit
l"aycca.

20

YaensHOE HMOBEpXHOCTHOE compoTtuBicHue (Rs)
wieHok BOI" n3Mepsnock mpu moMouy NoTeHnocTara-
ranpBaHocTara P-30J Elins 4eThIpeX30HI0BBIM METOIOM
B siluelKe C TOYEUHBIMH KOHTAKTaMHM, NMOKPBITHIMU ILjIa-
TuHOM. PaccrosiHre Mex 1y KoHTakTaMu — 1,6 MM.

Pe3yabTaThl U UX 00Cy:KIeHHE

Jns  GopMHpOBaHHS Ha TMOBEPXHOCTH BOIHOM
mucriepcur OI' TIeHOK OblTa TPEANPHUHATA ITOMBITKA
MPOU3BECTH HATPEB IMOBEPXHOCTH MOTOKOM TOPSYETO
BO3yXa, B PE3YJIbTATE YETO MEPBBIC IKCIIEPHUMEHTHI PO-
JIEMOHCTPUPOBAITH TMPAKTHICCKYIO Pean3yeMOCTh HIICH.
A WMEHHO, TIpM HArpeBe HAMPABISIEMOTO BO3MyXa OT
150°C na noBepxHocTH BoaHOM nucnepcuu OI' mposBis-
JIUCh OCTPOBKOBBIE oOpa3zoBaHus (puc.2b), KOTOpbIE C
YBEITUYCHUEM BPEMEHH TaKOH TepMOOOpabOTKH CIIHBa-
JIUCH B 00110 MeHKY (puc.2c¢). C menbio KCIIepUMEHTa,
OBLTIM TIONYYEHBI 00pa3Ibl MICHOK C PAa3IHYHBIM BpeMe-
HEM TIOBEPXHOCTHOH TepMooOpaboTku (cM. Tabm.) u yc-
TAHOBJICHA CTETMCHb €€ BJIMAHUSA Ha JJIEKTPO(U3HUECKHUE
CBOMCTBa MHOT'OCJIONHBIX TiIeHOK BOI'.

DnekTpodu3nIecKe XapaKTePUCTUKH MHOTOCIIOHHBIX
mienok BOI'

Ne cepun | Bpems mosepx- | Rg, OM/O h, MKM
00pa31oB | HOCTHOI TepMo-
00paboTKU, MUH
1 5 11,3x10° 1
2 10 8,6x10° 4,19
3 15 6,12x10° 6,28
4 20 4,01x10° 8,37
5 25 1,8x10° 10,1
6 30 1,45x10° 12,25

MertonoM CcKaHUpYIOIIEH 3JIEKTPOHHOM MHUKpO-
ckormmu (COM) OBUIO YCTaHOBJIEHO, YTO CTPYKTypa IIO-
BEPXHOCTH HCCIEAYyeMbIX 00pa3loB uMeeT ciaabo BbIpa-
JKCHHBIN CKJIaTYaThIid XapakTep (pHUc.3), COXpaHIIOIIUIACST
0 MEPE YBEINYEHHS JITUTEIILHOCTH TEPMOOOPAOOTKH.
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1 MKM

Puc.3. COM mukpodoTorpadmm CTpyKTypbl NOBEPXHOCTU MHOrOCIONHbIX nreHok BOIT, obpasoBaHHbIX Npu TepmoobpaboTke B Teve-
Hue: a1, a2 — 5 MuH; b1, b2 — 10 muH; c1, ¢2 — 15 muH; d1, d2 — 20 muH; e1, e2 — 25 muH; f1,f2 — 30 muH

Tonmuua oOpasyromeics IIEHKH yBeIHYUBAETCA
MIPOIIOPIMOHAIFHO BpeMeHH TepMooOpadoTku (puc.3), ot
1 MKM IIpH IOBEPXHOCTHOH TepMOOOpabOoTKe Ha IPOTSIKe-
HUM 5 MUHYT 10 12,25 MKM IIpu MTOBEPXHOCTHOH TepMO-
00paboTke Ha nmpoTspkeHUd 30 MUHYT, TIPU 3TOM IPOIOp-
IIMOHAJBHO YBEIMYEHUIO TOJIIMHBI IUIEHKH CHIDKAaeTcs
YIENbHOE IEKTPUYECKOE IOBEPXHOCTHOE CONPOTHUBIICHNE
or 11,3x10° 510 1,45x10° Om/0. [onepeunsiit cpe3 oGpas-
110B IUICHOK JEMOHCTPUPYET CIIOUCTYIO CTPYKTYDY.

Bbornee nadopMaTUBHO O pa3au4uy 0Opa3lOB CBU-
JETeTIbCTBYIOT ~ PE3yNbTaThl HMCCIACJOBAHUS METOLOM
CIIEKTPOCKONIMY KOMOMHAIIMOHHOTO DAacCesiHUsl CBeTa
(KPC). Ha puc.4 npusenenst cnekrpsl KPC MHOrocno#-
HBIX 1IeHok BOI', 00pa3oBaHHBIX MpU pa3UdHOM Bpe-
MEHH TepMHYECKOH 00pabOTKM MOBEPXHOCTH BOJIHOM
gucriepcuu okcuzpa rpageHa. CHEKTpbl HCCIeTyeMBIX
00pa3noB comepxaT oCHOBHbIE moiockl KP, mpucymue
MaTepuanaM Ha OCHOBe yrimepoga — D mpu 1338 cm '
G mpu 1582 cM . TIo OIleHKe COOTHOLIEHHS Ip/Ig BUAHO,

HureHcHBHOCTE KP

1000 1500

2000

4T0 00pa30BaHHBIE TUIEHKH MPEACTABIISIOT COO0H MHOTO-
CIIOWHYIO0 CTPYKTYpy. B cmekrpax oOpasnoB umeercs
XapaxkTepHblii 2D-IHMK, YTO yKa3blBaeT Ha BOCCTaHOBIIE-
HHUE OKcHAa rpadeHa, IIpu STOM C YBEITHYCHUEM BPEMEHH
TepM00OpabOTKH, HAOIIOAAETCS M3MEHEHHUE OTHOLICHUS
Ip/lg, 4TO yKa3bIBaeT Ha YBEJIMYCHHE CTEIIEHH YIOPSIO-
YEHHOCTHU CTPYKTYPBHI.

3akiaoueHue

ITo pesynpratam paboOT IpeACTaBlICHa paHee He
BCTpeYaroniasicss B JUTEPATYPHbIX HUCTOYHMKAX METOJMKA
HOJy4EHHUS MHOTOCJIOMHBIX IUIEHOK M3 BOCCTAHOBJIEHHOTIO
okcuza rpadeHa MmyTeM UX oOpa3oBaHMS NPU HAIIPaBJICH-
HOHM TepMHUUecKoi 00pabOTKe MOBEPXHOCTH BOIHOW JIHC-
nepcun okcuna rpagdena nmorokoMm ropsyero (150°C) Bos-
Iyxa. YCTaHOBJIEHA 3aBUCHMOCTb W3MEHEHUS (HH3UKO-
XUMHYECKHX CBOMCTB IUICHOK OT BPEMEHH TepM0ooOpaboT-
KH, TOJIIMHA 00pa3yIoIMXCs IUICHOK YBEIUUUBAETCS MPO-
HOPIMOHATIBHO BPEMEHH TepMOoOpabOTKH OT 1 MKM mpu

Ip/lg =097

3000

BoaHOBOE 9HCIO, ot

Puc.4. PesynbTaThl uccrnegoBaHsi METOAOM CMEKTPOCKONUMU koMBuHaumnoHHoro paccesiHust ceeta (KPC). TunuuHelin cnektp KPC gns
obpasuos: a) yewyek OI; b) MHOrocnolHbIX NNEHOK U3 BOCCTAaHOBIEHHOrO okcuaa rpadpeHa, obpasoBaHHbIX Npy TepMoobpaboTke B

TeveHune 5 MuHyT; ¢) 10 muHyT; d) 20 MUHYT; €) 30 MUHYT

74



2019 BECTHHUK HOBI'OPOJCKOI'O I'OCYJAPCTBEHHOI'O YHHUBEPCUTETA Ne2(114)

TIOBEPXHOCTHON TEepMOOOpaboTKe B TEYEHHWE S5 MHH 0
12,25 MKM TIpM MTOBEpXHOCTHOH TepMOOOpabOTKE B Tede-
mue 30 MHH, TP 3TOM YAEIbHOE AIIEKTPUYECKOE COTMPO-
THBIIEHHE 06pa3ioB yMmeHbimaerca ¢ 11,3x10° Om/o mpu
TIOBEPXHOCTHON TepMOOOpabOTKe B TEYEHUH 5 MHUH 10
1,45x10° OM/0 mpH MOBEPXHOCTHOH TepMOOOPabOTKE B
teuenue 30 muH. IlokazaHo, 4TO JIUTENHLHOCTh TEPMUYE-
CKOM 0OpabOTKH IMO3BOJISICT M3MEHSATH CTEICHb YIIOPSIO-
YEHHOCTU CTPYKTYpHI IUIEHOK. TakiuM 00pa3zom, pe3ynbTa-
TBI UCCIIE/IOBAHUH IEMOHCTPUPYIOT BO3MOXKHOCTD TOJTyde-
HHUSI MHOTOCJTOMHBIX YIJICPOMHBIX IUICHOK W3 BOCCTAHOB-
JIGHHOTO OKcuma TpadeHa C 3aJaHHBIME  (DUBHKO-
XUMHUYCCKUMH XapaKTePUCTUKAMHU, KOTOPbIE MOTYT HaHTH
MpUMEHeHHe TPH (HOPMUPOBAHUH PE3UCTHBHBIX TTOKPBHITHIA.

Aemop evipacicaem  2nyO0OKyI0  61a200apPHOCMb
H.B.Canxosy 3a nomowp 6 uccied08aHuu Mopg@oiocuu
NOBEPXHOCMU  NACHOK MemOoOOM CKAHUpYIowel djieK-
MPOHHOU MUKPOCKONULL.
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