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ITpm co3maHuM HOBBIX 3HEPro3(P(EKTHBHBIX TONIMBHBIX 3JIEMEHTOB Ha OCHOBE BOJAOPOJA BO3HHKIA
MOTPEOHOCTh B TPOBEACHHM OOJBIIOr0 00BEMa BBIYHCIMTENBHBIX pPACUYETOB MO MOJECIHPOBAHHUIO IPOIECCOB
JIICCOIMALIMK MOJIEKYJIIPHOTO BOJIOPOZA W MHUIPAIMU MOJYYSHHBIX aTOMOB BOAOPOJa HA MOBEPXHOCTH IUIATHHOBBIX
HAHOKJIaCTEPOB PA3IMYHOTO pa3Mepa, HAHECEHHBIX Ha pa3HOOOpa3Hble KPHUCTAUIMYECKHE MOBEPXHOCTH. [l aTHX
nenei padee OblIM Ucnonb3oBanbl MouHocTH BI[ UTIX® PAH, 3arem - cynepkommnbroTepHbix yeranoBok HUBI MI'Y
«JlomoHOCOB» M «YeObIIEB» C NMPUMEHEHHEM INPHKIAIHOrO TmporpamMmHoro makera VASP (Vienna Ab initio
Simulation Package, https://www.vasp.at).

B cepunm pabor [l-4] pmerampHO OMHCaHO KBAaHTOBO-XMMHYECKOE MOJCIHPOBAHUE B3aWMOJNCHCTBHS
MOJIEKYJSIPHBIX BOAOPOJA M KHCIOPOJa C MOBEPXHOCTSIMH KPHUCTAUIOB M KJIACTEPOB INIATHHBI Pa3HOTO pazMepa Kak
M30JIMPOBAHHBIX, TaK M HAHECEHHBIX Ha ITOBEPXHOCTH ANOKcHAa ojoBa SnO,. buto mokasano, 4To MojeKysia BOAOpoaa
MPUCOEIUHSACTCS K MOBEPXHOCTSIM KPUCTAIIA M M30JIMPOBAHHBIM YacTHIIAM IUTATHHBI, CTPOESHHE KOTOPBIX aHAIOTHYHO
CTPYKTYpe (parMeHTOB KpHcTaiuia, 0e3 Oapbepa ¢ BblmesnieHHeM sHeprun ~1.0-1.7 5B, mpu 3TOM mnpoucxomur
Juccoruanys Mojiekynsl H,. Benen 3a auccornuanueii HaunHaeTcss MUrpaiys 00pa3oBaHHOTO MPOTOHA 10 TOBEPXHOCTH
IJIATHHBI 10 HAIpaBJIeHWI0 K Hocutenmio ¢ Oapbepamu 0.1-0.2 5B. Cmomzanme atomMapHOTO BOJOpOJa C KiacTepa
IaTHHbI («crmnioBep»-3¢dexT) 0cBoO0MkKIaeT MECTO YIS CIIEAYIOLUIMX aKTOB aCOPOLIUH MOJIEKYIIIPHOTO BOJIOPO/a U
ero Jucconuanuy. TakuM oO0pa3oM, CTAHOBHTCS BO3MOXXHBIM MHOTOAKTHOE HMCHOJNB30BAHNE KJIACTEPOB IIATHHBI IS
hopmupoBaHUs 000COOIEHHBIX aTOMOB BOAOPO/IA.

[Tpn ucnonb30BaHUM MalBIX KiacTepoB Pt, oTnmyarommxcst Mo CTpOeHHI0 OT (ParMeHTOB KPHCTAUTMUECKOM
pELIeTKH METAIMYECKOH IUTaTHHBI, MOAO00OHOe B3aMMOAEHCTBHE HE BCerja MPUBOAUT K auccoumanuu H,. s
MOJICTIMPOBAHUS TPOIIECCOB C YYacTHEM OONBIIMX KPUCTALIONOAOOHBIX HAHOCTPYKTYP IUIATHHBI OBLI B3AT KIlacTep
Ptys, CTpYKTYpa KOTOPOTO OYEeHb OJIM3Ka K KpUCTaTuecKoi. CieyeT OTMETHTh, YTO CTPOSHHE KOMIUIEKCOB TUIATHHBI
C BOJOPOAOM MEHSETCS MpU H3MEHEHHH pasMmepa. Jlnsd wmambix kimactepoB (tuma Ptg) Hambomee BBITOAHO
npucoenuHeHne atomMoB H k BepuimHam, Juisi cpenHMX KiactepoB (tuna Pty) — k pebpam, ¢ dopmupoBanunem
onuHapHBIX cBs3ert Pt-H), st xpymHBIX Kimactepos (tuma Ptss 1 Ptyg) — k Tpansam ¢ popmupoBanmem moctukos Pt-H-Pt,
YTO XapakTEpHO JUIA MOBEPXHOCTEH KpHCTa/UIa IUIATUHBI. ATOMBI BOJOpPOJa MOTYT MHUIPHUPOBATH 10 IOBEPXHOCTH
M30JIMPOBAaHHOTO Kiactepa IuaTuHbl ¢ Oaphepamu ~0.2—-0.4 3B. IlockonbKy KHMHETHYECKash SHEPTHsl 3aXBauCHHBIX
aTOMOB 3aMETHO BBIIIE BEJIMYMH OapbepoB Ha MyTH MX MUTPaLUH, CIEeIyeT OKHIaTh, 4yTo aToMbl H He ocTtaHyTCcs
BOJIM3H COOTBETCTBYIOIIETO LIEHTPA, a OyIyT pacrpeAesaThCsl MO OBEPXHOCTH HAHOYACTHIIBL.

KoMmprorepHoe MOJENMpOBaHHUE IPOLECCOB aACOPOIMH, AMCCOIMALMM W MUIPALlMHM BOAOPOJA B CHCTEME
BOJIOPOJl — IIJIaTHHA — JUOKCH OJIOBA MOKA3aJI0, YTO HE NMPOUCXOAUT MPUHIUIHAIBHBIX HU3MEHEHHH B XapakTepe
B3aMMOJICHCTBHSA BOJOPOJ — IIaTHHA TIPH MEpexoAe OT CBOOOAHON HaHOYACTHIIBI IUIATMHBI K HAHECEHHOH Ha
noBepxHOCcTh SnO,. OmHaKo MUTrpamys aTOMOB BOZOpPOJAa MO TOBEPXHOCTH HAHOYACTHIBI IUIATHHBI HMPUBOANT K
MOHIKEHUIO 0aphepoB WM SHEPTHH CHUCTEMBI 10 Mepe npuommkeHus H x moBepxHocTH Hocutens SnO,., 9TO
CYIIECTBEHHO TNOBBIMAET 3()(PEKTUBHOCTH KaTaAIMTHUECKOTO MpoIecca.

Jlns BBINIOJHEHHWS MOJENBHBIX pacdyeToB Ipollecca KaTalin3a B KadecTBE HHCTPYMEHTA HPUMEHSUICS
nporpaMMHublil komruiekc VASP [5]. Beul ucnons3oBaH KBaHTOBO-XMMHYECKUN MOAXOA C YUYETOM MEPUOIUUECKHUX
TPaHUYHBIX YCJIOBHH. Pacdersl MpoBOAWJIMCH B paMKax MeToja (YHKIMOHANIA IUIOTHOCTH C YYETOM TI'paJHUeHTHOU
koppekin (DFT/GGA), xoTopblii 00ecredrBaeT XOpOIIYI0 TOYHOCTh OMHCAaHHS CTPYKTYPHBIX M JHEPreTHYECKUX
XapaKTepUCTUK CHCTEM, BKIIIOYAIOIIMX JO0 HECKOJIBKHX COTEH aToMOB. JIJIi MOAETMpPOBAHUS CTPOEHHS U CBOMCTB
METAUIMYECKUX YacTHI] HauOoJee YAAa4HBIMH SIBISIOTCS (YHKIMOHAIBI, HACTPOCHHBIE HA IEepefady IOBEICHHUS
00MEHHO-KOPPEISIIMOHHOTO TOTEHNHaNa 3JeKTpoHHOro raza. OgHuM u3 Takux (QyHKOUOHANoOB sBisercss PBE,
KOTOPBIN ISl AMAJICKTPUKOB W ITOJIYIPOBOJHUKOB padOTaeT MPUMEPHO C TOH ke TOYHOCThIO, uto M B3LYP, a mns
METAJJIOB JIaeT CYIECTBEHHO MEHbIINE morpemHocTd. OH 1 ObUT UCIIONB30BaH B AaHHOH padote. I1pn MonenpoBanun
ObuT mcronb3oBaH 0aszuc «hard» MPOEKTHPOBAHHBIX TPHCOEIMHEHHBIX BOJH (projector-augmented wave, PAW), B
KOTOPOM HCIIOJIb3YIOTCS TICEBIONOTEHIHANIbI C BKIFOUSCHUEM ITPOEKIIMOHHBIX OIIEPAaTOPOB HA OCTOBHBIE COCTOSHHS, YTO
UMHTHPYET OPTOrOHAIBHOCTD BAJIGHTHBIX COCTOSIHUI K OCTOBHBIM. JTOT TTO/IX0/1 9KBHUBAJICHTEH [0 TOYHOCTH pacueTaM
C HCIOJb30BaHUEM JIMHEAPH30BAHHBIX MPHUCOEAWHEHHBIX IUIOCKUX BOJIH C IOJHO3JIEKTPOHHBIM ToTeHumanoM (full-
potential linearized augmented-planewave (FLAPW) method).

[Mpuumebl, Mo XoTopbiM Obul BBRIOpaH ¢QyHKIMoHan PBE, crmemyromme: cpaBHUTEIbHBIE pacdeThl C
UCIIONIb30BaHWEM HamOosiee To4HbIX ¢yHKIHoHanoB B3LYP wu PBE, nokaspBaioT, 4YTO 1O CpaBHEHHIO C
9KCIIEPUMEHTOM TIOTPEIIHOCTH B pacyeTe SHEPrUHM AaTOMHU3AIMK IOJYIPOBOJHUKOB W IUIIEKTPUKOB JUII HUX
COBMAJIAIOT, OJIHAKO JUIS METANIOB ¢ ucnoiib3oBaHueM PBE oTkiIOHEHUSs OT dKcrepuMeHTa He MpeBbimaioT 5-15%, a
Juis B3LYP oHu B HEKOTOpBIX Cilyyasix MOTYT gocturats 45%, nosromy i metaiios PBE npeanourutenshee.
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[Monmy4yennsie B Hammx pacuetax (PBE/PAW) 3HaueHWsT paBHOBECHBIX PACCTOSHHNA M MapaMeTphl PEIIeTKH
MUOKCHIA OJIOBa W IUIATHHBI COBMAJAIM C AKCIEPHMEHTAIFHBIMH 3HaueHMsAMH B mpenenax 0.6-1.4%, rtermmora
cybnmuManuy - B penenax 6.6% , sHeprus ajgcopouuu Bojopoaa - B npeaenax 10-13%.

B kpucraure SnO, paccuUTaHHOE PaCcCTOSIHAE MEXKIY CIOSIMU COCTABHIIO
1.62 A, uto B mpegenax 0.03 A 61u3ko K dkcrepuUMeHTanbLHOMY 3HaueHuo (1.59
A).  PaccumTamHOe W  OKCEpPMMEHTAIbHOE 3HAYECHHA MapaMeTpa  «@»
SNIEMEHTAapHOH sdelku Takke oueHb ONM3kM W paBHel 4.77 u 4.74 A
COOTBETCTBEHHO.

Kommreke VASP mo3BosnsieT mpoBefeHHE pacueToB KPHCTAILTHYECKUX
CTPYKTYp C Y4€TOM TPAHCISIIMOHHON CHMMETPHH, TO3TOMY AJISI MOJEIHPOBAHUS
MPOLIECCOB Ha IIOBEPXHOCTH HCHOJIB30BAIMCH TOJCTHIE «ILIACTBD HOCHUTEIIS.
SnPaccrosHus Mexay IUacTaMd BHIOPAaHBI TaK, YTOOBI B3aUMOJECHCTBHE MEXKIY
' HaXOISIIMMMCS B COCEIHHX IUIACTAaX YACTHIAMH SBJISIOCh CIabbIM M He
OKa3bIBaJIO 3aMETHOT'O BIIMSHUS Ha pPe3yibTaT. B pacuerax mpon3Boauiiach mojiHas
ONTHMM3AIMS KOOpAWHAT Bcex aromoB. IloBepxHocTh kpuctamia SnO, (110)
MOJICJIMPOBAJIACH «IIACTAMM», COCTOSIIMMU U3 4 CJI0EB, KAXKIBIA CIOH CTpOMICS
W3 pa3MHOKEHHBIX B IUIOCKOCTH 16 cTpykTypHBIX eamHUN SnQO, , IIIacTH
pacronoxens! ¢ marom 24 A. Takoii pacueT oGecreunBaeT PacCTOSHHE MEKIY
BEPXHUM CJIOEM KJacTepa IIATHHBI M HMKHHM cloeM Hocutens ~10 A, wgro
MPUBOIMT K OTCYTCTBHIO 3aMETHOTO B3aUMOACHCTBUS MEXIY CIOSMH U TTO3BOJISIET
pacloNoOXKUTh Ha IOBEPXHOCTHM KJAcTep IUIAaTHHBL TakuMm oOpasom, s
UCCIEIyeMO  TOBEpXHOCTHM B  KauecTBE  JJIEMEHTa,  MEePHOANYECKH
Pa3sMHOXkKaeMOTo B JABYX HaIllpaBICHHSX, ObUT B3AT 192-atomHbIi Kmactep (SnO»)es
(4 cnost mo 48 aTomoB B cioe, puc.l).

BBI10 ycTaHOBIEHO, YTO aTOMaM BOJOPO/IA SHEPTETHUECKN BBITOHEE (HA
1.6 3B) HaxoauThscs BONMM3M Kiactepa Pt Ha HOcHTeNe, 9eM Ha CaMOM KpHUCTalIe
IUIATHHBL. B pe3ynbTare MBIDKEHHS aToMa BOAOpOJa MO OOKOBOW HMOBEPXHOCTH
KJacTepa IUIaTHHBI o0pa3yeTcss M30Mep, B KOTOPOM aTOMBI BOJIOPOAA HAaXOAATCS Ha MOBEPXHOCTH Hocutens SnO..
Takum 00pa3oM, BOMOPOI «YXOAWUT» C TOBEPXHOCTH HAHOKJIACTEPa M OCBOOOXKIAET ee IS CIIEAYIOUIero akKra
JIICCOLMALIMK MOJIEKYJISIPHOTO BOJopoza. Takoke, IpH aHaJIM3e pe3ylbTaToB MOJEIMPOBaHUs ObLIO YCTAHOBIEHO, YTO
Juis Hauboyiee CTAOWIIBHBIX THIIOB IIOBEPXHOCTH JHOKCHIA OJIOBA IEPEXO]] OT CTEXHOMETPHUYECKOH (opmbl K
BOCCTAaHOBJICHHOM MPUBOIUT K 3HAYUTEIBHOMY (70 50%) yBEIUYEHUIO SHEPTHH B3aUMOJCHCTBUS KiacTepa MeTaa ¢
MOBEPXHOCTHI0. MOXKHO OXKHJaTh, YTO OCAXKJICHNE HAHOYACTHI] INIATHHBI HA BOCCTAHOBJICHHBIC TIOBEPXHOCTH AMOKCHAA
0JIOBa C IOCIEAYIOIIMM HMX OKHCIEHHEM [0 CTEXHOMETPHYECKOTO COCTaBa CIIOCOOHO YBEIWYHUTh CTAOMIBHOCTh U
3(h(EeKTUBHOCTh KOMIIO3UTHON KaTaTUTHIeCKOi cucteMbl Pt-SnO».

Puc.1. Pacuetnas monuens
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Puc.2. I'pamueckoe npezacrasnenne pocta 3HeKTHBHOCTH pacueToB Ha pa3nudHoM konmmdectse CPU na CK
«YeObmé»n «JIOMOHOCOB)

Koportko oxapakrepusyeM 53((EKTHBHOCTh HCIOJIb30BaHUSI BBIYHCIUTEIBHBIX DPECYpCOB B Ipolecce
KBaHTOBO-XHMHYECKOTO MOJCIUPOBAHUA W3YUYEHHBIX KaTAIUTHUECKUX CTPyKTyp. Ha ycranoBkax «JIoMOHOCOB» H
«YeObIéB» MpHU MPOBEJACHUN PACUYCTOB OBUIM HCIIONB30BaHbI Pa3MuYHbIC MYJbI mpoieccopoB, oT 8 mo 64 CPU (c
pa3MUYHBIM KOJIMYECTBOM SAIEpP HA TIPOIECCOp), C O0OA3aTETbHBIM HAJIWIMEM JIOKATBHBIX JHUCKOB, MPHU 3TOM
nmocratouHoe 3¢ dexkTnBHOEe yckopeHne mnakera VASP mHabmomanoce mo 32 CPU. HamGonee BeposTHO, dUTO
JabHEHINHA pocT 3()(HEeKTUBHOCTH pacliapaUIeIMBaHNs 3aJadll JIMMHATHPYETCS 32 CUEeT CKOPOCTH OOMEHa JaHHBIMU
MEXAy y3inamu, 94To ocobeHHo 3ameTHO Uit CK «JIoMOHOCOB» BBHIY 3HAUMTENBEHOIO pocTa 00beMa IEepeChlIaeMbIX
naHHbIX. [Ipu yBenmuuennn konmuectBa Tpedyembix CPU cBbime 48 k ToMy ke o0lee BpeMsl pacyeToB CYIIECTBEHHO
YBEJIMYMBAETCS B 3aBUCHMOCTH OT CKOPOCTH MOCTAaHOBKU 3a7auu B ouepeau. [lo-BuauMoMy, yBelIndeHHE KOJIHMYECTBA
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CPU cBepx 48 numieHo cMbIcia (1o KpaHel Mepe, s JAaHHOTO THMA 3afad U MPH CYIISCTBYIOIIEM YPOBHE 3aTrPy3KH
CK). Ilpu 0OBIYHOM IIPHOPHUTETE 3a1a9X BEITOJHEE JPOOUTH Ha CTaIUH, TO3BOJISIONINE MCIIOB30BaTh MAaKCUMYM 10 64
MPOLIECCOPOB, C MOCIENYIONIMM TPOAOCJDKEHHEM pacdeToB IMyTeM 3allycKa 3aiad C HMCIHOJIB30BAHHUEM DE3yJIbTaTOB
npeasaymux pacuetoB. Cpenaee 3¢ (eKTHBHOE BpeMs pacyueTa IaroBoro rnepeMerieHus NpoToHa Ha Kiactepe Pty s
32 sAep COCTaBISUIO OKOJIO 5,5 4acoB TpU TMOTpeOHOCTH yBenuueHHs uucia maroB ot 30 go 300. JleranbHbie
BpPEMEHHBIE XapaKTepUCTUKU pacdeToB ¢ ucnoab3oanueM IIIIIT VASP na pasnuynom uucie npoueccopoB (0T 8 1o
64) 115 BBILICONMCAHHON THITM3UPOBAHHOW 3a1auk TpuBesieHbl B Tabnuie 1, a rpaduueckoe npencrasienue dddexra
YCKOpeHHUs 3a7auyu — Ha puc.2. OTMETUM, YTO 3a1a4u Ha ycTaHOBKax «HeObIméB» u «JIOMOHOCOB» XOTS M OBLIM BO
MHOTOM CXOXKH TI0 COJAEPXAHHUIO, HO 3HAYUTEIHHO PAa3IMYarOTCs MO BBMHCIUTENBHONW ciokHOocTH. K coxxanenwio,
3aJa4yd, pelacMble Ha cymnepkommbioTepe «JIOMOHOCOB» HE MOTYT OBITH IlepeHeceHBl B moiaHoM Maciurabe Ha CK
“UeOBIIEB» M3-3a BECbMa 3HAYUTEILHOTO MPUPOCTa BPEMEHM pPAcUeTOB M HEOOXOIMMOCTH B OoNbIIMX 0OBeMax
Tpebyemoii RAM Ha y3en. Takxe, Ha CK «JIoMOHOCOB)» OIleHKa IPOBEAEHA B OTPaHUYEHHOM 00beMe (HE IPOBEICHEI
skcniepuMeHThl Ha mynax CPU N=64-256 wus-3a mpobnem skcrutyaraiuu CK Becnoi-nerom 2013 r1.) u Oyzaer
MPOJOJDKEHA Ha pacyeTax peajbHbIX 33j1a4. Ha puc.2 npuBeneHo rpaduyueckoe mnpeacraBieHue pocta 3pQEeKTUBHOCTH
pacueroB Ha paznuuHoM konmdectBe CPU Ha CK «YeObrméB»u «JIOMOHOCOBY.

Tabnumna 1. OueHka MpOU3BOIUTEIBHOCTH BBIIOIHEHUS 3a1a4n ¢ ucrons3oBanueM [1I1IT VASP B 3aBucumocTH 0T
yricna CPU Ha pasznuunbsix CK ycranoBkax HUBII MI'Y [6]

«YeObIIéRy «JIomoHOCOB»

Yucno CPU Total CPU time (sec) Yucno CPU Total CPU time (sec)
8 - 8 66294.5

16 30124.3 16 37632.1

24 25189.7 24 29652.3

32 19488.2 32 30945.6

40 17468.0 40 31484.4

48 17255.6 48 33838.7

64 17092.0

PaboTa BBIOMTHEHA C MCIIONB30BAaHHEM PECYpCOB cynepkoMibioTepHoro 1eatpa HUBII MI'Y umenn M.B.
JlomonocoBa [6] u BI] UIIX® PAH [1,4] npu c¢unancoBoii nopnepxke IIpesupmyma PAH mno mporpamme
(hyHIaMeHTaIBHBIX MccaeqoBaHui “OCcHOBHI ()yHIAMEHTAIBHBIX HCCIEOBAaHNI HAHOTEXHOJIOTHI 1 HAHOMAaTepHaJIOB”,
a TaKke Mpu moanepkke MuHHCTepcTBa 0OpazoBanusa u Hayku Poccuiickoit @enepannn (cormamenue Ne 8026 ot
10.07.2012).
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