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HWccenenoBana aneKBaTHOCTb IIOCTPOCHHBIX C MOMOIIBIO ITyOOKOro oOydeHHsi MoZeseil CHJIOBBIX MOJICH JIs
MOJIeIMPOBaHus aMOpP(HBIX Tell. B kauecTBe mpoOHOro BellecTBa BHIOpPaH IMOJIMMEP C U3YYCHHBIMH (PH3NYSCKUMUA
cBolicTBaMI — ToJeHmIeHCY Tb(UI. Pe3ysbTaTbl CHMYIISIMN ITOKA3bIBAIOT, YTO NPEICKa3biBaeMble HEHPOHHBIMI
CeTSIMH CWJIBI, JICHCTBYIOIE HAa aTOMBI MOJMMEpPa, 3HAYUTESIBHO OTIMYAIOTCS OT CWJI, PACCUUTAHHBIX ab initio
MeTOIaMH MOJICKYJISIpHOI IUHaMHUKW. KadecTBeHHOe CpaBHEHHE C MOJENbIO CHJIOBHIX MOJIe 0oJiee MpocToro
coeqMHEeHNsT — dYepHOro (QochopeHa — MOKA3aJI0, YTO HEHPOHHBIE CETH C MPSIMOIl CBSI3bIO HEMPHUTOMHBI IS

MOJIEJIMPOBAHHMS CJIOKHBIX aMOP(HBIX BEIIECTB.
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BBepeHune

B KOMIIBIOTEPHOM MOJIEMPOBAHNHM YacTO IIOJIb3YIOTCS
MeToxaMH MOJIeKy/IsIpHOil nuHaMuku (M]I), KoTopble MOX-
HO Pa3JjIMYUTh Ha [[BE OCHOBHBEIC KaTeropuw: ab initio (mep-
BonpuHImIHEE) MeTomsl MJ] u Meron kiaccudeckoirt M,
ITonxonp! U3 nepBoil KaTErOpUX BKJIIOYAIOT MOACIMPOBaHKE
3JIEKTPOHHOM NMHAMUKH 1O TEOPUH (PyHKLIHOHAJA MJIOTHO-
cru (DFT) [1,2], 3aHumaroniee OCHOBHOE BBIYHCIIUTEIBHOE
Bpems Ipu pacderax. Meron Kiaccudeckod M us-3a cBo-
efl IpoCTOTHl TPeOyeT ropasfo MEHbIIE BBIYUCIUTEBHBIX
pecypcoB, OTHAKO 3aYacTylo HE yaaeTcsi JOOMThCS TOH ke
TOYHOCTH, 9YTO IIPH MOJEIMPOBAHUH TIEPBONPUHIIUITHBIMA
METOJIaMH.

N3BectHO, 4YTO B mOCJIEOHEE ACCATWIETHE TIyOOKOE
o0ydeHHe HaXOOUT HIMPOKOe NPHUMEHEHHUE B Pa3IMYHBIX
obOjacTsix HaykW, B TOM 4uumcie B ¢usnke. Tak, Opum
OPEANPHUHSTH TONBITKA [3,4] BHEIPUTh HEHPOHHBIC CETH
(HC) B Meton kimaccudeckoit M u1si pefickasaHusi CHITO-
BBIX MOJIEHl ¥ MOTEHIMAJIOB MEXAaTOMHBIX B3aMMONCUCTBHI,
9YTO T03BOJIICT HPOBOAWTH MOICJIMPOBAHUE CO CKOPOCTBIO
Merona Kkiaccudeckoik MJl m ¢ TouHOCThIO ab initio
METOJIOB.

B mHacrosmeil pabore OyaeT paccCMOTpPeHa BO3MOXK-
HocTb Hcnosb3oBanuss HC ¢ mpsMoil cBfI3bI0 METOIOM
DeePMD [3] mist MomemMpoBaHusi HOJIMMEPOB HA MPHMEpe
OTHOCHUTEJIBHO ITPOCTOT'O COCTMHEHHS — TTON(EHIIICHCYITb-
¢una (PPS) [3].

1. MeTtoguka

Monenp cusoBbix noseit B Merone DeePMD crpoutes
KaK 3aBUCHMOCTb TOJIHOM SHEPIHU CHCTEMBl OT IO3HUILIMIA

aTOMOB APYI' OTHOCUTEJIbHO pyra:
EZZEi :ZES(i)(Ri), (1)
i i

rie R — MaTpuia OTHOCHMTENbHBIX KOOPAMHAT — pac-
CTOSIHMII OT aroMa i JO aroMa | BHYTPU HEKOTOPO-
ro paguyca B3aUMOACUCTBUA Ic. 3aBUCUMOCTb JHEPruii
Es(i) or Marpuubl OTHOCHTESBHBIX KOOPIMHAT BBHICTPAH-
BaeTcA B JBa Iara: CHaYajda Mo maTtpuime R cTpout-
csi MaTpuMma mpu3HakoB D' ¢ meibio coXpaHeHMs Io-
CTYIIAaTEJIbHOW, BPALIATEJIbHOM U IIEPECTaHOBOYHOUA CHM-
METpUHM CHUCTeMBI, 3areM mnoaronserca Ttakasd HC, uto
Es(i) = stm(Di), oHa HasbiBaercst noaroHouyHoit (FNN).
Heckprmrop D' crpourca Taxke gepes HC Ng(U(Ri), Ha-
3piBaemyto BiioxkeHueM (ENN). JlomosHUTeSbHBIA BEKTOP-
cTosIber; MOXeT ObITb HCIIOJIb30BaH A (POPMHUPOBAHUSA
neckpunrTopa. OH BeMHACIACTCS Kak (PyHKIUS OT THUIIA aTOMa
(XMMHYECKOrO 3JIEMEHTa) 4Yepe3 elle OfHYy HEeHPOHHYIO
cetb NY(A'), ee HA3HBAIOT BIOKEHHEM ATOMHOTO THIIA
(TENN).

Bece tpm cerm TENN, ENN n FNN ssmsores HC c
MPAMOM CBA3BIO, COIEPMKALIMMHI HECKOJIBKO CKPBITEIX CJIOEB.

HannpiMu 11 o0ydenuss HC BrICTymaioT pe3ysbTaThl
MozesmpoBanus ab initio meromamu. M3 HHUX BBIIETISIOT
nBa ocHoBHbIX: M]I BopHaa-Omnnenxeiimepa [6] u M]I Kapa-
Mappunesuto (MIKIT) [7]. Tlocnennuit momxom siBJsieT-
csl BBIYUCIIUTENBHO Haubosiee 3(GEKTUBHBIM, M IOITOMY
MBI OymeM IMPOBOIHUTb MOIESTMPOBAHUEC HMMEHHO METOIOM
MJKII B 6ecriyiaTHO pacnpocTpaHsIeMOM MakeTe MporpaMm
Quantum ESPRESSO.
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2. Mopenb nonudeHuneHcynnuga

s monroroBku oOy4yeHHs MoAesu CHIOBBIX moseir PPS
MBIl CHayajla, KaKk TOBOPHJIOCH paHee, COOMpaeM HaHHbIC
MonermpoBaansts MeromoM MJIKIT B kaHOHWYEeCKOM aH-
cambsie (NVT) mo pesynpraraM HECKOJBKHX CHMYJISIIIHIA.
Onu pasznuyaoTcss MeXIy coOoi pa3IMYHBIMKU CTAPTOBBIMU
HOJIOXKEHUSIMA aTOMOB (OTKJIOHCHHSIMH OT HMX HayasIbHBIX
nosuiwii). [ToMIMO 3TOro, KaXIblii 3aIyCK HUYEM HE OTIIH-
qasicst: B iepBble 100 THICSY IaroB TPaeKTOPHUHU MTPOXOIHIIO
YpaBHOBEIIMBAaHUE CUCTEMBI C Ha4YaJIbHOW TeMIepaTypoil
0K u c xoneunoit 300K. Ilpu mocturHyToM paBHOBECHU
Ha mociyenyonmx 50 ThHIC. Imarax 3amiChIBAINCH TAaHHBIC
wisa rirybokoro oOydenus. TemmepaTypa KOHTposmpyeTcs
¢ momonipio Tepmocrara Hoysa-Xysepa [8] ¢ dwacroroid
25THz. Ob6pe3ka KUHETHYECKOH SHEPrHU IS BOJIHOBBIX
¢ynkmit BeiOpana pasrHoit 80 Ry, a misa mioTHOCTH 3apsna
n ncepgonoTenuaioB — 320 Ry.

B kadecTBe aneMeHTapHOI sYElKU B3siTa KOH(Urypaunus
u3 132 aToMoB.

Bcero cobpano 140 Teicsia KagpoB B 00y4aoIyio BEIOOp-
Ky, 10 Thicsiu kampoB B KoHTposibHYI0 1 2000 xagpoB s
TECTUPOBAHHUS.

HawnbGonee crabmipbHasi KOMIBIOTEpPHAS MOMICIb IONH(e-
HuleHcyTb(uia motydena mocie 2 - 10% maros obyue-
HUA CO CJICAYIOIIMMH IIapaMeTpaMH HEHpPOHHBIX CceTeil:
TENN: {2, 4, 8, 16}; ENN: {20, 40, 80}; FNN: {200,
200, 200, 200, 200, 200}. 3necp yepe3 3amATyI0 yKa3aHO
KoJIm4ecTBO HelipoHOB B CKpHITHIX ciosix B HC. Tecr ¢
MOMOIIbIO KoMaHb! test B mporpamme DeePMD noka3seiBaeT
CJIENyIOIUE CPEJHEKBAIPATUYECKUE OMIMOKU: SHEPrud —
9.8 -1072¢eV; sneprun Ha atoM — 7.4 - 10~*eV; cumer —
0.22eV/A; pupmana — 0.29¢V, Bupuaga Ha aToM —
2.2-107%eV.

Monenu noTeHIMaaoB, OOyYEHHBIE C APYTUMH MapaMeT-
pavu HC wi KonmmaecTBOM 1maroB oOydeHus!, IPUBOAMIIH K
CKOpOIl fecTabmim3aiy MOIeSIpyeMoro Bemectsa. [amee
IIPUBEICHEl HECKOJIBKO NTPUMEPOB ONPOOOBAHHBIX MOJEJIEH:

1. TENN: {2, 4, 8}, ENN: {20, 40, 80}, FNN: {200, 200,
200, 200, 2003;

2. TENN: {2, 4, 8, 16}, ENN: {60, 60, 60}, FNN: {200,
200, 200, 200, 200, 200};

3. TENN: {2, 4, 8, 16}, ENN: {10, 20, 40, 80}, FNN: {200,
200, 200, 200, 200, 200, 200}.

Ha oGyuenne mepBoii Mozenu mpuxomaoch 2 - 10° ma-
TOB, BTOpPOIi 1 TpeTheit — mo 3 - 10° maros.

ITox cTabmIpHOCTBIO MOfENMM MBI TOOpPa3syMeBaeM, UTO,
BO-TIEPBBIX, NPH MOJCJIMPOBAHNN BEIIECTBA KJIACCHYECKON
M1 B NPT-ancambiie ero mjioTHOCTb OCTaeTcd MPUMEPHO
MIOCTOSTHHOM CO BpEMEHEM U IMPUOIMKECHHOH K 9KCIIEPUMEH-
TaJIbHBIM 3HAYCHMSIM, BO-BTOPBIX, COXPAHSETCA CTPYKTypa
3JIeMEHTOB MOHOMepa (denmcysbduna B ciaydae PPS).

Kpusbie 00y4eHnst 1 KOHTpous (pHc. 1) CBUIETENBCTBYIOT
0 TOM, 9TO OOYYEHHE MOJEJN 3aBEPUICHO KOPPEKTHO.
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Puc. 2. V3meHeHme OMCTaHIMKM MEXKIy YaCTHI[AMH B Mapax
aToOMOB B ofHOM (eHmwicybdume PPS.

3. Pesynbrartbhl n obcyxpeHne

J1a mpoBepKHM CTaOMJIBHOCTU MONEIM MBI IIPOBOAUM
ypaBHOBemMBaHue cucreMel u3 4752 atomoB B NVE-
aHcam0Jle ¢ MpUMEHEHHWeM Tepmocrara bepenmcena [9] B
teyenue 200 ps. [omudenunencynbdua B cucteMe Harpena-
ercs ¢ 10 go 273 K. Jlayee mpu MOCTOSIHHON TemrepaType
(273K) PPS mepexomur B NPT-aHcambuib (HCIIONB3YIOTCS
TepmocTat u bapocrar Hoysa-Xysepa).

IMpumepro 10 MomenTa Bpemenn 100 ps (wm 1o Temiie-
paTypHoii Touku okosio 140 K) paccrosiuust Mexay aromMamMu
B OIHOM OeH30JIbHOM pajukasie PPS B cpennem ocraBayich
nocrostHEbIME (puc. 2). TIpu 3TOM CpenHEeKBagpaTHYecKoe
ortksioHeHre (RMSD) wacTril OT HaYaJIbHBIX TO3UIIMI MOTIC-
npyemoro PPS nocturaer snauenus 0.1 A. C ypenmyenuem
TeMIIepaTypsl MOJICKYJIpHas CTPYKTypa HapyllaeTcs Bce
6omnbme, Ha MoMeHT mnepexoma B NPT-ancam6ie RMSD
pasro 3.3 A. K mocnenneMy MOMEHTY BpeMeHH MOJIEIUPO-
Banuss RMSD yeermmuminocs o 4.5 A. Ocobenno 3ameTHO
CMEIICHIE aTOMOB BOIOPONa B COCIMHCHHN.

JaHHBIA pe3ysbTaT HaTaJKUBaeT HA MBICJIb O TOM, 4TO
MOJIeJIb CHUJIOBBIX IIOJIe HEKOPPEKTHO IpecKasbiBaeT II0-
TEHLMAaJIbl MEKaTOMHBIX B3aMMOIECHCTBUIA.

B xadecTBe MONTBEPIKICHUSI 3TOTO IPEIIOJIOKEHUS MBI
mpoBomuM Mopenmpoanne PPS meromom  kiaccmueckoit
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Puc. 3. Cwbl, neficTBylomye Ha OTAeIbHBIC atombl B PPS, npu
MopesmpoBanun MetofgoM Kitaccudeckoir M/l (CMD) u ab initio
M/ (AIMD): @ — Bomopona, b — yryiepona, ¢ — Cepbl.

MOJICKY/ISIPHOIM MHAMUKH B TOM ke KOH(pHryparmu (ofuHa-
KOBBIC HAYaJIbHBIC TO3UIIMH, CKOPOCTU U YUCIIO YACTHIL), YTO
U B cHcTeMe U3 obydarouieil BHIOOPKH. 3[ech HCHOIb3YeTCsl
MOJIe/Ib CHJIOBBIX TOJIEH C TEMHU ke MapaMeTpamMu HeHpoH-
HBIX ceTeil. PesysbraT MomesnpoBaHusi (puc. 3) MOKa3bIBaeT,
YTO CHJIB, ICHCTBYIOIIE HAa aTOMBI BOTOPOAA, 3HAYUTEIIHHO
3aBBINIEHH B KJlaccmieckoii MJI oTHocuTenbHO ab initio
MJ/I. Taxxe 3aBBIIEHBI CHJIBL, ACHCTBYIOIIWEC HAa AaTOMEI
yriepopa. JleficTBue Ha aTOMBI Cepbl, OIHAKO, 3aHMKCHO
MOJIEJIBIO CHJIOBBIX TOJIEH.

IlocTponM KOMIIBIOTEpHYIO MOAEb YepHOro Qocdope-
Ha [10] mo TOW e CTpaTeruu, 4YTO0 MBI HCIIOJIB30BAIIH
g MopenupoBanusa PPS. Pesymbpratsl kimaccuueckoit M|
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(puc. 4) MOKa3bIBAIOT a[€KBATHOE COTJIACOBAHUE HPEICKA3bI-
BaeMBIX MOJIEJIbIO CHJIOBBIX Houieil ¢ochopeHa ¢ maHHBIMU
u3 ab initio M]1,

Cwiel 0boux Matepuanos, PPS u uepnoro ¢ocgopena,
CPaBHHUBAIOTCSl TIPU MOJICJIAPOBAHUH C OIMHAKOBOI TeMIle-
patypoit (300K) B NVT-ancambue.

BbiBoAbI

ITo pesynpTaram pabOTHI MOXKHO CJieJIaThb BBIBOZ O TOM,
yro meton DeePMD c¢ wncnomeszoBanmem HC ¢ mpsivoit
CBSI3bIO, BH/IMMO, IUIOXO NPHUTOACH JJIi MOJACIMPOBAHUS
amMOp(HBIX BemecTB. DTO MOXHO OOBSCHATh HAJIMYHEM
OOJIBIIOrO KOJIMYECTBA CTENEHEl CBOOOBI B MOJIMMEPHBIX
LIEMIOYKaX, KOTOpPBIE HEJOCTATOYHO IIOJIHO YYUTBHIBAIOTCS
npocteivi HC. HanmpoTus, 1u1t KprCTaIUTIYECKUX CTPYKTYD,
KaK TOKa3aHO Ha IpuMepe depHoro (ocdopena, Takas ap-
XHTEKTYypa ceTeil CrocobHa MOCTPOUTH aeKBATHYIO MOJEIIb
CUJIOBBIX IIOJIEH.

CrnegyeT OTMETUTbD, YTO B HACTOSIIEE BPEMS CYyIIECTBYET
pan pabot, ucnomnp3youmx HC ¢ npamoil cBs3blo B Ka-
YecTBE BCIOMOTaTEIbHOTO MHCTPYMEHTA IS OIpeNesICHHUS
MIOBEPXHOCTY HOTEHIMAJIBHON HEPTHX B KPYIHBIX OpPTaHH-
geckux Mosekynax. B [11,12] npemyioxkeH ciemyrommii mom-
XOJl K MCCJIE[IOBAHUIO OEJIKOBBIX MOJICKYJI, Ha3bIBAGMBbIii aB-
topamu NN-TMFCC — neural network two-body molecular
fractionalization with conjugate caps. Mosekyna pa3ousa-
ercs Ha (parMeHTH, COOTBETCTBYIOIIME HAXOMALIIAMCS B
cocTaBe OeJIKa aMAHOKUCIIOTaM, IPUYEM BIIHSIHUE Pa30pBaH-
HBIX CBSI3ell KOMIICHCHUpPYETCS HMCKYCCTBEHHBIM BBEIECHHEM
(YHKIMOHAJIBHBIX TPYNIT — aleTHsIa ¥ METUIAMUH-TPYIIIIbL
B kaxnom m3 3THX ()parMEHTOB MHOTOKPAaTHO BapbHPYIOT
MOJIOKEHHE aTOMOB, M METOHaMH TeopuH (yHKIMOHAIa
IJIOTHOCTU BBIYUCIISIIOT SHEPTHIO M CHJIBL, JICHCTBYIOIINE
Ha aToMbl. M3 NoTyYeHHBIX AaHHBIX (POPMHPYIOT HATaceT,
cayxaumit 111 o0yyenus HC ¢ npsiMoii cBA3bIO, BEIYUCIIS-
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Puc. 4. Cumbl, peiicTByomme Ha pas/IMYHbIC OTHCNIBHBIC aTOMBI (ochopa B depHOM ocdopeHe, Npu MONCIMPOBAHUA METOIOM

kinaccndeckoit M (CMD) u ab initio M1 (AIMD).
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IOIIeH PHEPIHU M CHJIBL, ICHCTBYIOMIME HA aTOMBI B COCTaBE
BBIOpaHHOTO (pparMeHTa MOJICKYJIB Oenka. 3aTeM MPOBOMAT
MOJIEJIMPOBAHIE METOIOM KJIACCHYECKOI MOJIEKY/IAPHOM u-
HAaMUKH, Ie UCHOoJb3yeTcs crnenuduieckas s OelKoB Mo-
IeJIb CHJIOBOTO IIOJIs, apaMeTpHU3yoIasi B3auMONCHCTBIE
YKa3aHHBIX BHIIE (parMeHTOB Oesika.

B naypHeiinieM Mbl IUTaHAPYEM Pas3BUTb ITOAXOM B IIOCTPO-
€HHMU MojiesIel criIoBBIX MoJeil ¢ momomeio HC, ncmomnp3ys
rpadoBele, CBEPTOYHBIE U TpaHC(HOPMEpPHBIE apXUTEKTYpHL
Orkugaercs, 4To C MX IOMOLIBIO IOSIBUTCS BO3MOXKHOCTB
CTPOUTDH aJICKBaTHbIC MOIEIM CHJIOBBIX IIOJIC aMOPQHBIX
BEIIICCTB.

®duHaHcupoBaHue paboTbl

Pabora mnommep:xana rpantom 23-22-00461 ,Mccneno-
BaHWC TEIUIOBBIX CBOMCTB YIIOPSIIOYECHHBIX M HEYMOPSHO-
YCHHBIX HHU3KOPa3MEPHBIX MaTepHajoB METOIOM MOJICKY-
JIIPHOTO MOJIEJINPOBAHUS C IMOTEHIMATIAMH, HOTyYeHHBIMU
IpU NOMOIIM INTyOOKOro MammuHHOro oOydenus Poccuii-
ckoro HayuHoro Qouma (xoHkypc 2022 ropa ,IIpoBeneHune
(yHIaMECHTAJIbHBIX HAYYHBIX HCCJICHOBAHMNA M TMOMCKOBBIX
Hay4HBIX MCCJISAOBAaHMII MaJIBIMU OTHEJIbHBIMU HayYHBIMU
rpymmnamu’).
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