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OU3HKA TBEPOOI'O TEJIA U KOHAEHCHPOBAHHBIX CPEJ

YYET BJAUAHHSA ITOAJO2KKH
B IIEPBOIIPUHIUITHBIX PACUETAX
KOMBHUHAIIMOHHOTO PACCEAHUA
B MOHOCJIOE MoS, HA KBAPIIE

H.JI. Mayxo, J. A. lloxonos ', B. A. Ocunos

OO6benyvHeHHbIH HHCTUTYT SIAEPHBIX Hcc/enoBaHui, Jly6Ha

B pamkax DFT wusyuaercss kom6unaunonHoe paccesinne (KP) B monocsioe MoS; Ha KBapleBoit
nomJioxkke. PaccmaTprBaeTcs HECKOJIBKO THUIOB HHTepdeiica MoS2/SiO2, KoTOpBIE MOTYT peasnu3o-
BbIBaTbCSl Ha MpakTHKe. [lepBbifl THI MHTepdeiica COOTBETCTBYET CJyyalo «IJOTHOH» MOBEPXHOCTH
SiO2. Hanee paccMaTpuBalOTCs HHTEP(ENCH ¢ pasJMYHBIMHA IeeKTaMH H LIepOXOBAaTOCTSIMU Ha
TIOBEPXHOCTH KBapla, a TakxKe MHTep(eHc MpH HAMUYUK XUMHYecKUX cBsizell S-O. Pacuetbl mokasel-
BAIOT, UTO B CJly4yae BaH-Jep-BaajbCcoBa B3aUMOAEHCTBHS MONJMOKKA cnabo BauseT Ha KP B MoS,, 3a
UCKJIIOUEHHEM HEKOTOPBIX CJ1y4yaeB C SIPKO BbIpaKeHHBIMH fedeKTaMu noBepxHocTH Ha SiOq. Bau-
sSAHHWE TIOAJIOKKH NPHU HAJHUYUU XUMHUYECKHUX CBsI3eHd S-O NposABJIACTCA ropa3no CUJbHEe, MPUBOAA
K 3aMeTHOMY paclierieHnto u cMelenuio E u A nukos KP B monocsi0e MoSs.

In the framework of DFT, Raman scattering in a MoS2 monolayer on a quartz substrate is
studied. Several types of Mo0S2/SiO; interfaces that can be realized in practice are considered. The
first type of interface corresponds to the case of a “dense” SiO2 surface. Interfaces with various
defects and roughness on the quartz surface are considered, as well as an interface with S-O
chemical bonds. Calculations show that in the case of van der Waals interaction, the substrate in
general weakly affects Raman scattering in MoSs. The influence of the substrate in the presence
of S-O chemical bonds is much stronger, leading to a noticeable splitting and shift of the E and A
Raman peaks in the MoS, monolayer.

PACS: 44.25.+f; 44.90.4c

BBEJAEHHUE

JIByMepHble CHUCTeMbI, NpelcTaB/siolide cOO0H MOHOCJOH AMXaJbKOHErHia Mepexoi-
HbIX MeTannoB MXy, rie M o6osHauaer Metassa, a X — aTOM XaJbKOTeHa, MPeACTaBISIOT
60JIbLIOH UHTEpeC MAJisl OMNTO3JEeKTPOHHBIX YCTPOHCTB, MOJEBBIX TPAH3UCTOPOB, 3JIEMEHTOB
MaMsITH ¥ MPOUYEro H3-3a CBOMX 3JEKTPOHHBIX cBOHCTB [1]. O6BIUHO Mosaraercsi, uTo Mo-
Hocsioi MXs cBs3aH ¢ mopsoxkoi, Hanpumep SiOs, cnabbiM B3auMopeicTBreM BaH-nep-
Baanbca. BinsiHnem nomsokku Ha cBorictBa M X, mpeneGperaercs. OnHako IpH moJyde-
Huu cucteM MX5/SiO2 MeTOIOM BBHICOKOTEMIIEPATYpPHOrO cuHTe3a, Hanpumep CVD, moryT
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BO3HHKaTb XuMH4eckue cBa3u X-O [2]. B takoM ciyuae BiaMsiHME MOAJIOKKH Ha CBOHCTBA
MoHocs0s1 MXy CTaHOBHTCS CYILECTBEHHBIM, M BO3HHMKaeT 3ajiaua afleKBaTHOTO OMHCaHHUS
Takoro BnusiHusA. ONHUM M3 Hauboslee PaClpPOCTPaHEHHBIX JKCIEPHUMEHTANbHBIX HHCTPY-
MEHTOB I10 HM3ydeHHIO cucTeM MXs Ha pas/MUHBIX MOAJIOXKKAX SIBJASETCS CHEKTPOCKOIHS
KOoMOHHaLKOHHOTrO paccesinus [3]. B paGore [4] Gbiio nokasano, uto crnektp KP moHocs105
MoS, usmensiercst MoAn0XKKOH, 0JHAKO OOIIEro TeOpeTHUeCKOro HUCCJeN0BAHUS BJIHSHUS
TMOJIOKKH Ha CIIEKTPBl KOMOMHALIHOHHOTO paccesiHus B cucTeMax MXso/monsoxka He mpo-
BoauJoCh. B Hacrosieil pa6ote B pamkax DFT-momxoma paccmarpuBaioTcs passinyHble
HHTepdelicsl Mexay MoHocaoeM MoSy; u momnoxkkoit SiO2 M aHANMH3UPYIOTCS MOJydalo-
muecs crnekTpel KP. PacueTsl mokasbiBaloT, 4TO IpH B3auMmofelicTBuu Ban-nep-Baasbca
BJIMSIHUE TIOJJIOKKH Ha CIIEKTP KOMOHWHAIMOHHOTO paccessHUss MoSy B OCHOBHOM He3Ha4H-
TeJIbHO, B TO BpeMsl KakK MpPH 00pa3soBaHMM XMMHYecKHX cBsizedl S-O BiMsiHME MONJOXKKH
TMPUBOJUT K CYIIeCTBeHHbIM H3MeHeHUsM B crekTpe KP MoS,.

METOJHKA PACYETA

Pacuetsl DFT npoBoausiuch ¢ ucnosibsoBanueM Kona Quantum Espresso (QE) [5]. Po-
HOHHBIe BO30yxaeHHs U crieKTpbl KP Haxonuancs metonom density functional perturbation
theory (DFPT). KoneGaTebHblil ClIEKTP CHCTEMBI OMpenessics Kak cOOCTBeHHble 3Haye-
HUSI TUHAMUYECKOH MaTpPHILIbL:
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[TomumMo paBHOBeCHOU pg(T) B BbIpaxkeHHU (D) MOsIBJsETCS OTKJMK CHCTEMBbI Ha BO3-
myuieHue Opr(r)/OR;. duddepeHunpys mIoTHOCTb p = ¥1b* W MONCTaBAsIS ONHOIJEK-
TPOHHbIE BOJIHOBble (DYHKLUHH 1 M3 JHMHEHHOTo MOpsiika TeOpPUH BO3MYILIEHHH, Hakzem
BO3MYIIEHUE MIOTHOCTH:
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rzie €. — €, COOTBETCTBYeT 3HAUEHHIO 3alpelleHHOH 3/1eKTPOHHOH 1esu B cucteMe [6]. Ko-
rIa 3HaueHHWe 3alpelleHHoH Lean MaJjo, pacuet P, TpeGyeT BBICOKOH MIOTHOCTH k-TOYeEK
B 30He bpunmosna. Ilpy sToM Heo6xoauMas MJIOTHOCTb K-TOYEK MOXKET OKasaTbCsl Cyllle-
CTBEHHO OoJibllle, ueM TpebyeTcsi HJs CTaHAAPTHOTO camocorsacoBaHHoro pacuera DFT.
B paccMoTtpenHbix nHTepdeicax MoS,/SiOy npu HaMHUKHK XHMHYEeCKHX cBsized S-O Besu-
YyMHa 3ampelleHHol wenu coctasaser 0,1 3B u meHee, uTo TpebyeT yBesHueHUs KoJnye-
ctBa k-touek B pacuete DFPT. B cBoto ouepenb, 3T0 mesaeT 3aTpyqHHUTENbHBIM pacueT B
KPYIMHBIX CBepxsiueiiKax. UToObI MPeonoeTh 3TO OrpaHHUeHHe, Mbl HCIIOJIb30BaJH MAaCCHBa-
nuo noBepxHocTH SiOg, NPOTHBOMONOKHON HHTEP(EHCHOH, aTOMaMH BOIOPOAa. DTO MO3-
BOJISIET CMECTHTb XMMHUECKHH NOTeHLHaJ, NToJy4as 3HaueHue wenu B patione 0,3-0,4 3B,
U ucrnosnbsoBath Ajas pacyera DFPT k-cetky 3 x 3 X 3, KaKk U B CaMOCOIJIaCOBaHHOM
pacuete DFT.



434 Mauxo H. JI., llloxonos [I. A., Ocunos B. A.

CIIEKTPbl KOMBHHAIIMOHHOT'O PACCEAHUA
B MOHOCJIOE MoS; HA ITIOAJIO2KKE SiO-

Kone6arenpHble Moabl MoHOCJ09 MoS, B cucteme MoS,/SiOy 3aBUCAT B TOM 4HCJIe
OT CTPYKTYpBl MOBEPXHOCTH MOMJOXKKH SiOz. Mbl paccMaTpuUBaeM TpH PA3JHUHBIX TH-
na noepxHocTH SiOg, KOTOpble MOTYT OBITb peasd30BaHBl B SKCIEPUMEHTAJNBHBIX YCJI0-
BUAX. [lepBblii TUN COOTBETCTBYET TaK HA3blBA€MOH <«IJIOTHOH» MOBEPXHOCTH. K3BecTHO,
4TO MOBEPXHOCTb PeabHOr0 KPHUCTasJa BCeraa MpeTepreBaeT PeKOHCTPYKIMIO, YTO O3HA-
YaeT CMelleHHe TOJNOXKEHHS] aTOMOB B TIPUIIOBEPXHOCTHBIX CJIOSIX OTHOCHUTENbHO TO3HUIMH
B caydae o0beMHOT0 Kpuctania. s kpucranna SiOy paBHOBECHBIM SIBJISIETCS COCTOSIHUE
«1JI0THOM» moBepxHocTH [7]. Cuenytouuii Tun unTepdeiica MoSs/SiOy cooTBeTCTBYET MM0-
BepxHOCTH SiOg «C medekTamMu». 31eCh Mbl pacCMaTPUBaeM CUTYaLHUIO, KOTA TOBEPXHOCTD
SiO2 He MOJIHOCTBIO PEKOHCTPYHPOBAHA, HAa HeOOJBLIMX y4yacTKax MOBEPXHOCTH He Mpo-
U30L171a NepecTpPolKa aTOMHOH CTPYKTYpPbl U COCTOSIHME «IIJIOTHOH» MOBEPXHOCTH He OBLIO
nocTUrHyTo. TakxkKe paccMarpuBaljcs caydadl ¢ neeKToM B BHIE LIEPOXOBATOCTH MOBEPX-
HocTtu SiOs. [MocnenHuil THN MHTepderica CONEPKUT XUMHUUECKHE CBSI3H MEXIY aTOMaMH
cepbl B MoS, 1 atomamu kucaopona B SiOs.

Ha puc. 1 npencraBiens! creKTpbl KOMOMHALMOHHOTO paccesiHUs MoHoca0s1 MoS,, pac-
CUMTAHHBIE 1/ TPeX THUIOB MOBEPXHOCTH SiOsg: «IJIOTHAs» TOBEPXHOCTb, MOBEPXHOCTb
¢ Ie(eKTOM B BHJe IIEPOXOBATOCTH U HHTep(elic ¢ XUMHUUeCKHMH cBsa3saMu S-O. B ciyuae
«TJIOTHOH» MOBEPXHOCTH (pHcC. 1, @) BAUsIHUE TIOANOKKHA MHHUMAJbHO, criekTp KP B MoSs
NPaKTUYECKH He OTJIMYAeTCsl OT CIEKTPOB B CBOOOLHOM MOHOCJOE, TEMOHCTPUPYS [BE OC-
HOBHbIE MOJIbI Ezlg u Aqg [8]. dast moBepxnoctu SiOs ¢ medekramu BaaumoznelcTBHe MoSs
1 SiO2 no-npeXxHeMy BaH-Jep-BaasbCOBa THIA, BausHUe nonoxku Ha KP B MoS, Becbma
yMepeHHo. Ha puc. 1, 6 nokazano KP B MoHocsi0e M0Ss Han noBepxHocThio SiO9 ¢ Topua-
MM aTOMOM KPeMHHs. 3aMeTHO CHHKEeHHe HHTeHCHBHOCTH A1, nuka KP, cooTBercTByIO-
I[ETO MOMepeyHbIM KoJie0aHHsIM aTOMOB B MOHOCJ0e. B ciyuae o6pa3oBaHus XUMHUECKHX
cBsizedt S-O Ha unTepdeiice MoS2/SiOs BaAHsHUE TOANOXKKHA CTAHOBUTCS HauboJiee Bbipa-
*)eHHbiM (puc. 1, 8). Konebatenvnbie Mmoabl B crektpe KP MoSy pacuiensisitotest ¥ nosis-
JISIOTCS NOMOJHHUTE/bHBIE TUKH CMELIaHHOro THUNa oT MoHocsosi MoSs u nomsoxku SiOs.
CootBercTBytolire npuBeneHHbIM KP-criekTpam HHTep(deich MoKa3aHbl Ha pHC. 2.

[Togsoast mtor, ¢ nomoibio Metonos DFT u DFPT wuccienoBaHo BausiHMe MOLJIOXKKH
Ha CIEeKTP KOMOMHALMOHHOTO paccesHUsl MoHocsa0s MoSy; Ha nonsoxke SiOg. Pacemor-
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Puc. 1. CieKTpbl KOMOHHALIMOHHOTO pacCestHUs /sl pa3/nuHbIX HHTepdeiicoB B cucteMe MoS2/SiOs;.
a) Cnektp KP B M0S2/SiO2 nast nutepodeiica ¢ «moTHOH» noBepxHocTbio SiO2. 6) [Ipumep crekrpa
KP B M0S2/SiO2 mist unrepdetica ¢ mepoxoBatocTbio Ha noBepxHoctu SiOsz. 8) [Ipumep crektpa
KP B M0S2/SiO; nast unrepgeiica ¢ xumMudeckumu cBsisimu S-O
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Puc. 2. Unrepdeiicet Mo0S2/SiOz, cootsercrBytomine crnektpam KP Ha puc. 1. a) Murepdeiic
¢ «moTHOH» moBepxHOCTbI0O SiOo. 6) HMHTepdefic ¢ imepoxoBatocTbio Ha moBepxHOCTH SiOs.
8) MHTepdeiic ¢ xumuueckumu cBsizamu S-O

peHsl bl HHTepdeiica MoSy/SiO2 ¢ «mmoTHOH» noBepxHOCThIO SiOz, ¢ MOBEPXHOCTHIO
SiOgq, conepxaiell nedekThl, a Takke HHTep(PeHC ¢ XMMHUECKHUMHU CBA3AMU S-O Mexny
nonnoxkod SiOs u MoHocsoeM MoSy. IlepBble nBa HHTepdelica 1eMOHCTPUPYIOT caadoe
B/IHsIHUe nonJ0Xku Ha KP B MoSs, KoTopoe MOXKeT NposiBASATbCS B HEOOJBILOM 0OAaBJe-
HUHW WHTEHCHBHOCTHW OJHOTO M3 ABYX IJIABHBIX MHKOB — Ezlg HJIHN Alg- BSBHMOﬂeﬁCTBHe
MOHOCJION/TIOAIOKKA [/l STHX HHTep(elicoB UMeeT BaH-iep-BaanbcoB xapakrtep. Haubo-
Jlee 3aMeTHO BJIMSIHHe MNOJJIOXKKHM — [/ UHTepdeiica, colepxKallero XMMU4YeCKHe CBSI3H.
B crexTtpe nosiBisieTcsi MHOTO AOMOJHHTENbHBIX MHKOB, CBHUAETEJNbCTBYIOIIUX 00 HHTEH-
CUBHOM CIIapUBaHUU KoJebaTesbHBIX BO30YKAEHUH MOAJI0XKKH U MoSs. XoTs onucaHHOe
paccMoTpeHHe 3(h(eKTOB TOANOKKA Ha MoSy; He SIBSieTCS HCUEpINbIBAIOLIMM, OHO, MO
HameMy MHEHHIO, MTO3BOJIFAET BbIABUTb OCHOBHBIE 0C0OEHHOCTH B CIIEKTpax KP IJIT UHTEP-
¢etica truma MoSo/SiO,.
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