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IMpumeHeHrEe TIyOOKOTO O0YyYeHUSI ISl MOMCKA KaTaJIM3aTOPOB SIBJISIETCSI BAXKHOM 3amadeii 11sl peleHust
BBI3BAHHBIX INIOOAJILHBIM MOTEIIEHUEM MPOOJIEM XpaHEHUSI SHEPTUU U ITPe0Opa30BaHUsI MAPHUKOBBIX I'a-
30B B 0oJiee lieHHbIe MpOoayKThl. B Hallleit paboTe MbI MpeACcTaB/IsieM HECKOIbKO I'padOBbIX HEMPOHHBIX Ce-
teit (GNN), BKiIodast CBEpXTOUHBIE apXUTEKTYPhI Y apXUTSKTYPHI IIepeaadr COOOIIeHNI ¢ (PU3MIEeCKY MH-
GOopMUPOBAaHHBIMU aTPUOYTaMU y3JIOB U pedep M1 aTOMUCTUYECKUX CUCTEM. MBI IEMOHCTPUPYEM YIyd-
LIIEHKE IIPOrHO30B SHEPruu agcopoLmu B Habope gaHHbIX OC20 ¢ UCITOIb30BaHUEM MPEIIOKEHHON HaMU
apXUTEKTYphbl B TEPMHUHAX CpeAHEeil aOCOTIOTHOM OIIMOKM MTPOTHO3UPYEMOIl S3HEPTUU 1 SHEPTUU B TIpeie-
JIaX TIOPOTOBBIX MMoKa3aTeseii. [IpennaraeMble apXUTEKTYPhl YCTOMUUBBI K IIEPEOOYUYESHUIO U MOTYT OBITh
KCITOJIb30BaHBI JIJISI TIPOTHO3MPOBAHMST 9KCITIEPUMEHTAIBHBIX U KBAHTOBO-XMMUYECKUX CBOMCTB ILIMPOKOTO
CIIeKTpa MaTepHrajioB 1 MOJIeKy/l. MBI mpemiaraeM ucnonb3oBaTh ABe apxuTeKTypbl GNN (EdgeUpdateNet u
OFMNet) BMecTe ¢ paclIMpeHHBIM METOJIOM ONMCaHMsI Y3JI0B 1 pedbep. Mbl peAcTaB/isieM OTIIeYaTKU pe-
Gep Kak 3J1eMEHThI MaTPULl MEXATOMHOIO B3auMoeicTeus (Marpuia KyinoHa, MaTpulia cyMMbl DBajbia,
CUHYycOUIaJIbHast MaTpuria). 19 OTIIeYaTKOB IaJIbLIEB Y3JI0B MbI MCITOJIb3YeM 3JIEMEHThI MAaTPULIbI OpOU-
TasibHOro nosist (OFM), oqHOKpaTHOro NpeacTaBIeHUS 3JIEKTPOHHOIO COCTOSIHHSI aTOMOB C OKPY>KaIOLIM -
MU aTOMHBIMUM opOuTaisiMu. Kpome Toro, Mbl mpeajiaraeM u peajiusyeM MpeacTaBieHUe KaTaIUTUUYEeCKU
aKTUBHBIX aTOMOB B Buje roarpada. IIpeniaraeMmbie METOOBI U aPXUTEKTYPHI AEMOHCTPUPYIOT MTOBBIIIIEHIE
TOYHOCTHU IPOTHO3MPOBAHMS SHEPTrUU ancopoLu. OcoOeHHO 3HAaUMTENbHbIC YIy4YIllleHMsT HaOJII01al0TCs B
MIpPUMeEpPax, He OTHOCSIIIMXCS K IIPEAMETHOM 00/1aCTH, KaK [IJIst aAcopOaToB, TaK U 4151 KaTaau3aTopoB. Bos-
MOXHOCTH O0O0OIIEHMS M SKCTPAIIOJISILIUY Ha IMIPUMEDPDI TIpeajiaraeMbIX apXUTEKTYp BHE MPEAMETHOI 00-
J1IacTu Takke Aenaior npemiaraeMble GNNS MPUrogHbIMU [IJ1s1 UCIIOIb30BAHMS IIPY CKPUHUHIE KaTaln3a-
TOPOB B OOIIMPHOM XMMUYECKOM MPOCTPAHCTBE.

Karoueswie cnosa: rpadoBbie HelipoceTH, INTy0oKoe 0O0yyeHre, KBAaHTOBAsI XMMMUSsI, KaTalu3, XeMorMHpopMa-

THKa
DOI: 10.31857/52686954322070153

1. BBEAEHHUE

KomrbloTrepHoe XUMHUYECKOe MOIEIMPOBAHUE U
SKCIIepUMEHTaIbHbIE U3MEPEHUsSI — 3TO IBa Tpaau-
LIMOHHBIX METOAA, KOTOPhIE IIUPOKO MPUMEHSIIOTCS
B 00JlacTu MaTepuanoBeaeHUs. OIHAKO UCIIONIb30Ba-
HUE 3TUX JBYX METOIOB JJISl YCKOPEHMS IIOMCKA MaTe-
pUaJoB U MPOSKTUPOBAHUS 3aTPYAHEHO, MOCKOILKY
OHM OTHMMAaIOT MHOTO BpeMeHU U Hed(h(hEKTUBHEL
B OonblIMHCTBE citydaeB 1T pacyeTOB JISKTPOHHOM
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CTPYKTYPBI MCIOIb30Bajach Teopus (YHKIIMOHAJIA
mwiotHoctu (DFT). HecMoTpst Ha mmpoxKoe mmpume-
HeHMe MaIlMHHOTO o0yueHus: (ML) ko MHOTUM Ipo-
6;7eMaM, BO3ZHUKILIMM 3a TIOCJIeAHNE TOAbI TIPU MPO-
THO3UPOBAHWU CBOWCTB MOJIEKYJ U MaTepUaioB C
HMCIOJIb30BaHMEM MAIIMHHOIO O0y4YeHM s, BO3pacTa-
€T POJIb MOAXOMO0B K NIyooKoMy oOydeHuto. Jloctm-
XKEeHUSI B 00JIaCTU aTOMHCTUYECKOIO MAIIUHHOTIO
00y4YEeHHMST OKA3bIBAIOT OOJILIIOE BIMSIHUE BO MHOTHX
0o0JIacTsIX, BKIIIOYAsi MaTepuajoBeleHNe, KaTalnu3 U
pa3paboTKy JeKapcTB. AJroputMbl ML — 310 00yUa-
eMBbI OLUCHIIMK MEXAY BXOAHBIMU IIPCACTAaBJICHUS -
MU MaTepuajioB U MOJIEKYJI U BBIXOMHBIMU TaHHBIMU,
MPENCTABISIOIIMMU UHTEpeC WIS (PU3MYECKUX WIU
XMMHMYECKUX CBOMCTB. DTU MOJIEIY UCIIOJIb30BAINUCh
JJIA IIPOTHO3MPOBAaHUA IIMPOKOIO CIIEKTpa CBOICTB
IUJIsl pa3JIMUHbIX KJIACCOB MaTepUasoB, BKJIIOYasi TO-
YyeuHbIe Oe(EKTHI 11T HEPOMOP(HBIX BEIYMCIICHUIA,
COJTHEYHBIX (DOTOKATAIM3AaTOPOB M, OCOOEHHO, reTe-
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POT€HHBIX, 1 TOMOT€HHBIX, KaTajan3aTopoB. OOBIYHO
TIEPBBIM IIIAarOM BCEX OCHOBAaHHBLIX HA ML nmoaxonoB
K IIPOTHO3UPOBAHUIO CBOMCTB MaTepuaa SIBISICTCS
IpeacTaBlieHMe  marepuaia.  Kpucraumdeckue
CTPYKTYPbI MOTYT OBITh 3aKOIMPOBAHbI Pa3IUYHbIMU
cnocobaMu, BKITIOYAsE OOBEKTHI (4aCTO Ha3bIBacMBbIC
neckpunropamu), 3D-rpaduku ¢ IpoCcTpaHCTBEHHOMN
nHpopMaleii M COOTBETCTBYIOIIMMHU aTpuOyTamMu
y3JI0B U pebep. B ciydae necKpuUITopoB OCHOBHBIMU
TpeOOBAHUSIMU SIBIISTIOTCS: HA3Kasl BEIYUCIUTEIbHAS
CTOMMOCTb, pPa3IUYMMOCTb MEXAY II0J0OHBIMU
CTPYKTYpaMM U CIIOCOOHOCTh KOOUPOBATh KaK IIPO-
CTPAHCTBEHHYIO, TaK U MHMOPMALMOHHYIO, 3JIEK-
TPOHHYIO CTPYKTYPY U KOMIIO3UIIMIO. APXUTEKTY-
paMu HEMPOHHEBIX ceTell Ha OCHOBE I'padOB YCTaHOB-
JIEHO, 9YTO OHM 3(P(HEKTUBHBI IjII OONTBIINX HA0OPOB
JIAaHHBIX O MOJIEKYJIaX U MaTepuajax 13-3a cyorpo-
CTPAHCTBEHHOTIO 4Mcjia O0y4aeMbIX IapaMEeTpOB, B
TO BpeMsI KaK IIOIX0Ibl, OCHOBAHHBIE HA AECKPUIITO-
pax, SIBJISIIOTCSI CKIIOHHBIMU K ITIEPE00YUEHUIO.

2. METOOOJOTI'A NCCIEAOBAHUA

Yr10o06bI pelinTh IpoodaeMy ¢ faHHbIMU, Ulissi et al.
paspaboTtanu Habop maHHbIx OC20, cocTosuii U3
1281040 mrotHOCTei. Penakcanmmm (pyHKIIMOHAIb-
Hoii Teopuu (DFT) (~264 890 000 onMHOYHEIE TOYEY-
HBIE OLIEHKM) II0 IIMPOKOMY CIIEKTPY MaTepHualiOB,
MMOBEPXHOCTEM, 1 amicopOaThl (XMMsI a30Ta, yIiiepoaa
u kuciopona). I'lo cpaBHeHMIO ¢ paHee OITyOJIMKOBaH-
HBIMM HabopaMM JaHHBIX O KaTaJInu3aTopax Habop JaH-
HBIX OC20 1103BONISIET HAM 0000IIIATh Pa3IMIHBIE ITPO-
MEXYTOUHBIE TTPOAYKThI, 00pa3yIolIrecs B X0Je peak-
nuit BocctaHoBiieHUsa CO2 u N2. [ToMuMo co3maHust
1 oOMeHa HaObOpPOM MAaHHBIX, aBTOPHI MpPEeNjiaraioT
TPU CBSI3aHHBIC MTPOOJIEMBI MPEIMETHOM 00JIacTU B
Ka4eCcTBe OTKPHITOrO COpeBHOBaHUS: 1) IIpencKa3aTh
SHEPIruio U cwiy s naHHoro cocrossHus (S2EF),
2) TipenckasaTh CocelHee pacciaadIeHHOE COCTOSTHUE
¢ yueToM HavajbHoro coctosiHus (IS2RS) u 3) npen-
CKa3bIBaIOT PEIaKCUPOBAHHYIO SHEPTUIO aICOPOIINN
npu 3anaHHoM HadanbHOM coctosiHuM (IS2RE). Ha-
0Op JaHHBIX pa3ieieH Ha 00yYalllylo, TECTOBYIO U
BaJIMAAIIMOHHYIO BEIOOPKY. BanumaiimoHnHast BEIOOp-
Ka MOJIETUPYET XUMUYECKOE IIPOCTPAHCTBO, UCTIOJIb-
3yeMoe IIpU CKPUHUHTE KaTaJIn3aTOPOB, BKIIOYAIO-
masi B ce0s1 Kak amcopOarhl, TaK M KaTaJau3aTOphl,
COCTaB U CTPYKTypa KOTOPBIX paHee He OblIa Ipel-
cTaBjieHa B oOydvarolieil Beroopke. s TipakTuye-
CKUX LIeJIEN HanboJiee MOaAXOAdIIEN 3amaueii IBIsIeT-
ca nipeackaszanne DFT-sHeprum cBsI3pIBaHUS Ha OC-
HOBE 3BPUCTUYECKUA CIrEHEPUPOBAHHBLIX CTPYKTYP
KaTajamu3aTtop-aacopoar.

AnepHbie 3apsiabl M OJOXEHUS aTOMOB HE SIBJISI-
JOTCSI MOOXOOSIIMM BXOTHBIM ITpEACTaBICHUEM aTO-
MUCTHUYECKOT0, He BpalllaTeJIbHO WJIM ITOCTYyHaTelb-
HO MHBApUaHTHOTO II0 CPaBHECHUIO C ypaBHEHUEM
Ipenunrepa. B HacTosee BpeMss BO MHOTUX TIO/ -
XOJaX MCHONB3YIOTCSI NpPEACTaBICHUS OOBEKTOB,
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crieunUIHEIC IJIsI aTOMOB WJIA T€OMETPUH, a TAKKE
apxuTekTypbl ML Ha ocHOBe siipa WU HEMPOHHBIX
ceteii (NN). HepaBHuMe ncclienoBaHUSI COCPEOOTOYEC-
HBI HAa XapaKTePUCTUKE aTOMHBIX CUCTEM B a0CTpaKT-
HBIX TIPEACTAaBICHUSIX, TAKUX KaK KBAHTOBO-MEXaHM-
YyeCKHe CBOMCTBA, MOJYyYEHHBIC B pe3y/IbTaTe pacue-
TOB 3JIEKTPOHHOM CTPYKTYPBI C HUBKMMU 3aTpaTaMM,
U MCMOJIb30BAaHUM HOBBIX METOMOB I'pahOBBLIX HEli-
POHHBIX CeTeil ST IOBBIIMICHUS 3((PEeKTUBHOCTUA
0o0yJeHUsT 1 0000IITaeMOCTH.

bri1o pa3zpaboTaHO HECKOJIbKO MeTogoB ML mst
MIPOTHO3UPOBAHMS DHEPIUI KOPPESILIMN BHICOKOTO
YpPOBHS (CBSI3aHHBIX KJIACTEPOB) HA OCHOBE KBAHTO-
BO-MEXaHNYECKMX XapaKTepUCTUK Ha YPOBHE CpEI-
Hero monst (Harpumep, Teopust BU wnu AI1®D) pac-
YyeT 3JIEKTPOHHOI CTpyKTypbl. Hampumep, aBTOpBI
OrbNet ncronb30Ban apXUTEKTYypy IpadoBOit Heil-
POHHOI1 CeTU IJIsI MPOTHO3MPOBAHMUS BHICOKOKAYe-
CTBEHHBIX DHEPIUii 3J€KTPOHHOI CTPYKTYpPhI HA OC-
HOBE XapaKTepPUCTHUK, IMOTYYEHHbBIX C TOMOIIBLIO HE-
JIOPOrMX/MUHUMAJIbHBIX METOOOB  3JICKTPOHHOM
CTPYKTYPbI CPEIHETO IT0JIS.

Pazmransie rpadoBble HEMPOHHBIE CETU HETABHO
JIOOMJIUCH OOJIBIINX YCIIEXOB B IMpeCcKa3aHUM KBaH-
TOBO-MEXaHMYECKNX CBOMCTB MOJIeKyl. B mpenbimy-
mux padborax MPNNS ¢ cooTBeTcTBYIommMH (pyHK-
LIUSIMU COOOIIIEHSI, OOHOBJIEHUSI U BbIBOJA TIPOJS-
MOHCTPUPOBAJIU II0JIE3HOE MHAYKTUBHOE CMEIIICHE
JUISI TIPOTHO3MPOBAHUSI MOJIEKYJISIDHBIX CBOICTB,
MPEBOCXOJIsI HECKOJBKO CHUJILHBIX 0a30BBIX MOKa3a-
TeJe U YyCTpaHSIsI HEOOXOAUMOCTh B CJIOKHOM IIPO-
eKTUpOBaHUM QYHKIMH. BaxkHoit 3agadeii sBiaseTcs
pazpaborka MPNN, kotopbie MOryT 3(p¢heKTUBHO
00001IaThCST Ha OoJiee KPYITHBIE rpadbl, 4eM Te, KO-
TOpBIE TTOSIBJISTIOTCST B 0Oy4JarolieM Habope, Wi, 110
KpaiiHeil Mepe, paboTaTb C KOHTPOJIbHBIMU MMOKa3a-
TeJISIMM, IIpeAHA3HAYEHHBIMU IS BBISIBJICHUSI IIPO-
071eM ¢ 0000IIIeHNEM 10 pa3MepaM rpada. O6oobIIeHNe
Ha OoJIblIME pa3dMepbl MOJIEKYJ KaXeTcsi 0COOEHHO
CJIOXXHBIM IIPY MCIIOJIb30BAaHMU IIPOCTPAHCTBEHHOM
nHpopmanmu. MexxaToMHbIe B3aUMOIEHCTBUS (KO-
BaJICHTHBIE M HEKOBAJIEHTHBIE) SIBJISIIOTCS OTIpEeIsi-
IOIIMM (PAKTOPOM B KaTAJIMTUYECKMX IIPOLIECCax; B
YaCTHOCTHU, MX HEOOXOAMMO YUUTHIBATh IIPU MOACIIM -
poOBaHMU 3HEprum aacopouuu. [ToaTomMy MBI cuuTa-
€M BaXXHBIM BBECTU IECKPUIITOPHI, OIMCHIBAIOIINE
MEXAaTOMHBIE  3JIEKTPOCTAaTUYECKUE B3aUMOIEi-
CTBMSI, B KaUueCTBE aTpuOyTOB pedep. B To BpeMst Kak
OpOUTAILHO-OPOUTAIbHEIE B3aMMOIEIICTBUS BMECTE
¢ nHopManmeil 00 BIEKTPOHHOM COCTOSTHUM aTo-
MOB MOTYT OBbITb YHUBEPCaJbHBIMU aTPUOYTaMH y3J1a.
Taxke mpu BbIOOpPE IIPU3HAKOB BaXKHbI HECKOJBKO
TpeOOBaHMM, TaKMX KaK M30TPOITHOCTb IIPOCTpaH-
CTBa, U30METPUSI TMPOCTPAHCTBA, MHBAPUAHTHOCTD
OTHOCUTENILHO II€PEeCTAHOBKM aTOMHBIX WHIEKCOB,
HEMNpepbIBHOCTh M BBIYMCAMTEIbHAS JEIIeBU3HA.
M3-3a BBIYUCIUTEIBHBIX OTpaHMYEHUII MBI HE MC-
nonb3yeM rudpunHeie moaxonbl DFT/GNN. B kaue-
CTBE€ MaTpHUIl MEXKATOMHBIX CHJI MBIl BHIOpaIn KyJlO-
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HOBCKYIO MaTpHUILy B KaUeCTBE MPOCTOTO I€CKPUIITO-
pa DJIEKTPOCTATUYECKOIO B3aUMOJECHCTBUS MEXIY
SaapaMyd M CHUHYCOUTAJIBLHBIMU M MaTpullbl CyMM
DBajbla KaK IMOTeHIIUAIbI 3JIEKTPOCTATUYECKUX B3a-
MMOJCHCTBUI B IepUOTUIECKUX (MU IICEBIOIIEPHO-
In4yecknx) cucreMax. Kak mpeacraBiieHe MaTPULIbI
opoutansHoro monst (OFM), ocHoBaHHOIT Ha pac-
MpeAeACHUM DJICKTPOHOB BaJICHTHO 000JIOYKHU LIeH-
TPaJbHOTO U OKPYKAIOIINX AaTOMOB.

3. OCHOBHBLIE PE3VJIBTATHI, BLIBOAbI

B nameii paGoTe MbI IIPEACTaBUIN HECKOJILKO
rpacdoBeix HenpoHHBIX cereii (GNN), BKIIIOYas
CBEPTOYHBIC apPXUTEKTYPhl U apXUTEKTYPHI MIepe1adn
COO0IIeHMI1 ¢ (pr3IecKr THPOPMUPOBAHHBIMHU aT-
pubyTamMu y3JI0B U pebep IJisi aTOMUCTUYECKUX CU-
creM. MBI JeMOHCTPUPYEM YJIydllieHHE TTPOTHO30B
SHepruu amcopobuum B Habope maHHBIX OC20 ¢ uc-
MOJIb30BaHUEM MPEMIOXKEHHOM HAaMU apXUTEKTYPhI C
TOYKM 3pEHUS CpeaHell abCOJIOTHOM OIIMOKM TIPO-
THO3MPYEMOM 3HEPTUU W DHEPIUHU B IIpeaeiax Iopo-
TOBBIX TTOoKazatejieil. IlpemraraeMble apXUTEKTYPHI
YCTOMUMBBI K IEPEOOYIECHUIO I MOTYT OBITh UCITOJIb-
30BaHbl UISI NPOTHO3MPOBAHUS SKCICPUMEHTAIIb-
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HBIX U KBaHTOBO-XMMMWYECKUX CBOMCTB IIMMpOKOro
CIIEKTpa MaT€purajioB 1 MOJICKYJI.

M= nipeacraBunn aBe apxuTektypel GNN (Ed-
geUpdateNet u OFMNet) ¢ atpubyramMu B BUje 3J1e-
MEHTOB MAaTpUIl MEXaTOMHOIO B3aMOACHCTBUS
(matpuna Kynona, matpuiia cymmsl OBajbaa, CUHY-
counasibHasg marpuua). s y3J0BBIX OTIIEYaTKOB
MaJIbLIEB Mbl UCMOJIb3YeM 3JIEMEHTbI MaTpULIbl OpOU-
TajibHOrO NoJist (OFM), omHOKpaTHOTO MpeacTaBIeHUS
BJIEKTPOHHOTO COCTOSIHUSI aTOMOB C OKPYXKarOIIUMU
aTOMHBIMU opOoUTaIsIMU. PazpaboTaHHBIe MOIEIN, MC-
noJp3yolre (husnyecku MHPOPMUPOBaHHBIE OTTIE-
YaTKM MajblieB, TTOKA3bIBAIOT YIy4yllIeHUe TOYHOCTHU
MPOTHO3UPOBaHUS dHeprumn agcopobunu. OcodbeHHO
3HAUYUTEJbHBIC YIy4YIlIeHUs] HAOMI0aI0TCs B IpUMe-
pax, He OTHOCSIIMXCS K MPEeAMETHOI 00J1acTh, Kak
IUJII aicopOaToB, Tak U 151 KaTaJIu3aTopoB. Bo3mox-
HOCTU 00O0OIIIEHUS U 9KCTPANOISILIUY TTpeaaraeMbIxX
apxuTekTyp Takke nenaroT GNNS NnpuUromHbIMU 151
VCTIOIb30BaHUs TIPU CKPUHUHTE KaTaJIM3aTopoB B 00-
IIMPHOM XMMUYECKOM MpocTpaHcTBe. Kon ¢ ucrnonb-
3yeMbIMU CLIEHAPUSIMU, MOJEISIMU U KOH(UTYpaIIns-
MU JOCTYIIeH o anpecy https://github.com/Al4Materi-
als-lab/catgnns.
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