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Cu-MOR c¢ ucnonbsosaHnem XANES-cnekrpockonum n metofos
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IIpoanamsupoBaHbl cOCOOH! OIpenesIeHNs] JIOKAIBHOU CTPYKTYpPHI IEHTPOB MEIX LEOJIUTOB C HCIOJIBb30BaHUEM
KOMOMHAIIUM METONOB MAlIMHHOIO OOYYEHMSI U CIIEKTPOCKOIUM PEHTI€HOBCKOro morsonieHus. CJI0XKHOCTb ompe-
JeJIeHHsl CTPYKTYpBl LEHTPOB MeAU OOYCJIOBJIEHA WX HEPAaBHOMEPHBIM paclpeleieHHeM B KapKace II€0JIHTa, YTO
3arpynHsaeT uHTepnperammo noxydeHHBX Cu K-XANES skcnepuMeHTa bHBIX CIEKTPOB. AJITOPATMBI MAaIlIMHHOTO
00y4YeHHsI C HCHOJIb30BAHUEM CHUHTETHYECKUX [aHHBIX, IIOJyYEHHbIX B IporpaMMHoM Komiulekce FDMNES,
MO3BOJIMJIM YCTAHOBUTB, YTO JIOKAIMsl LEHTPOB MEIN B KOHKPETHOM KOJIbLIE II€OJIMUTA MOXKET OBITH OIpefesieHa
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BeepeHue

LeomuTsl — 3TO MHUKPOIOPHCTHIC ATIOMOCIJTHKATHBIE
COCIIMHEHMs, UCIOJIb3yeMble B NPOMBIIUIEHHOCTH KaK Ka-
tamu3atopel. Hampumep, B Cl-XUMHM LE€OJUTH aKTHUBHO
UCCJICAYIOT M ONTUMHU3UPYIOT JJIsi UCIOJIB30BaHUSI B IIPO-
Iecce KOHBEPCHM MeETaHa B MeETaHOJI. Bricokas karanm-
TUYECKasi aKTHBHOCTb LIEOJIATOB OOYCJIOBJIEHAa HaJIM4UeM
AKTUBHBIX IIGHTPOB, CONEPXAIUMX aTOMBI NEPEXOOHBIX Me-
tawioB [1-5]. Ilpu TOM [eTanpHOE M3ydYEHHE CTPYKTYPHI
KaTaJIUTHYCCKN AKTUBHBIX IIGHTPOB IPEICTaBJIsIeT COOOM
CJIOKHYIO 3ajavy, ITOCKOJIbKY pacIpefeSieHue TaKhX IIeH-
TPOB B KapKace IEOJINTa fABJISAETCS HEpaBHOMEPHBIM, TaK
KaK 3aBHCHT OT MHOXXECTBA B3aHMOCBS3aHHBIX (HaKTOPOB
(HamprMep, MOJISIPHOTO COOTHOIICHHUSI PEareHTOB MPU CHH-
Te3e, BPEMEHH PEaKiUM, ee TeMIeparypsl U T.O.) [6-9].
Takum oOpasom, nonydeHue 3PQPEKTUBHBIX KaTau3aTo-
POB CBSI3aHO C MCCJICAOBAHMEM KOHKPETHBIX CTPYKTYp-
HBIX IapaMeTPOB METAUIMYECKAX LEHTPOB W WX BIIUS-
HHS Ha KaTaJMUTHYCCKHE CBOWCTBA, YTO HA CErONHSII-
HUil [eHb He m3y4eHo cucremHo [10] m Tpebyer cosep-
IICHCTBOBAHMSA CYIIECTBYIOIMX IOAXOHOB PEIICHUS TaKUX
3amad.

Mertonsl ManmHHOrO 00ydeHusi (MO) sBisiioTCs TIep-
CIIEKTHBHBIM HHCTPYMEHTOM B OHpENeICHUU CTPYKTYpHI
pasymaabix MatepuasioB [11-13], B yacTHOCTH, IIEOIUTOB,
32 CYeT BO3MOXKHOCTEH, CBSI3aHHBIX C pacdeTaMd s
HEJIMHEWHBIX MJIM MACCHUBHBIX KOMOWHATOPHBIX IMPOLIECCOB,
KOTOpbIe HE pellaeMbl C MOMOIIBIO TPAJULHOHHBIX IOAXO0-
noB [14]. YuuTeiBasi MHOKECTBO (PAKTOPOB, BJIMSIOIIMX Ha
CTPYKTYpY IIpH CHHTE3¢ LEOJIUTOB, a Takke MHOrooOpasue
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cOPMHIPOBAHHBIX THIOB LECHTPOB MEIH, BJIHMSIOMIX Ha
KaTaJINTUYECKUE CBOMCTBA, Mcmoib3oBanne MO ocobeHHO
aKTyaJIbHO JJIsl Y/Iy4llIeHus mporecca cuHTe3a. [IpumeHeHune
MO B paHHOI 00JaCTH TO3BOJIMT aBTOMATU3UPOBATH U
YHPOCTUTH TIPOLECC OMpENETICHUS CTPYKTYPHBIX XapakTe-
PHUCTHK IICOJIUTOB IO SKCIICPHMCHTAIBHBIM TAHHBIM JIJIS
YCTAQHOBJICHASI 3aKOHOMEPHOCTEH BIIMSHHS CTPYKTYPHBIX
0COOGEHHOCTEH LIEOJIMTOB Ha CBOICTBa Karaymsaropa [15].
Xopomo OMUCaHHBIM MpHUMepoM ucnosb3oBaHusgs MO B
JaHHOH obslacTu siBisieTcsi paboTa, OMKCHIBAIOIIAs IIPO-
THO3UPOBAHKME YHPYTHX CBOMCTB YHCTHIX KPEMHE3EMHBIX
neonutoB [16]. Aropel mcnosb3oBas Gradient Boosting
Regressor (GBR) [17,18] n obOywaiomuiylo BHIOOPKY ympy-
ruX CBOWCTB, paccuuranHyio ¢ momompio DFT (Density
Functional Theory). Okasanoce, uto maHHb mogxon MO
CIIocoOeH MPOrHO3UPOBATh MOMYJIM OOBEMHOTO CXKaTus M
CABHUIa LICOJIATOB C TOYHOCTBIO BBINIE, YEM IPU HCHOJIb-
30BaHNN KJIACCHYECKUX MEKAaTOMHBIX IMOTCHIMAIOB, U 32
ropasno MeHsee Bpems. MO Takke IPHIMCHSIOCH IS
MPOTHO3UPOBAHAS BO3MOXKHBIX ITPOMEXKYTOYHBIX IPOTYK-
TOB pEakluM INpeoOpa3oBaHUs YIJICKUCIOrO rasa B Me-
TAHOJI C HCIHOJIb30BAHUEM LIEOJIUTOB, MOTU(MHIMPOBAHHBIX
merautamu [19], ¢ nomompio anropurmos XGBoost u
ExtraTrees.

Hacrostmass pabora mocBsieHa pa3pabOTKe METOIHKH
OIpEeJICHNS JIOKAIbHON aTOMHOU CTPYKTYpPHI IIEHTPOB Me-
AU, B YACTHOCTH, KOJIbLIA B KapKace MEIbCOMIEPIKAIIETO LIeo-
smta tina MopaeHut (Cu-MOR), B KOTOPOM pacHoIOKeHBI
aToMbl MeNH, BKJModYamed merogsl MO u peHTreHos-
ckyto criekrpockorio XANES (X-ray absorption near edge
structure).
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Puc. 1. Teopernueckue Cu K-XANES-cnekTpbl GIDKHEIO OKpYXKEHHSI MEIM B KapKace LICOJINTa, PACCUMTAHHBIC IS KJIACTCPOB
PasIMYHOrO pasmepa (a); ¢ PasIMYHbIM IIATOM CETKM B GJIM3H Kpasi MOIVIOmeHus i Kiactepa 6 A (b).

1. MeTogpbl n nogxoabl

IToxon, couerarommii mMeromel MO U CHEKTPOCKOIMIO
penrreHoBckoro morstomennst XANES [20,21] ¢ npumene-
HHEM CHHTETHYCCKHX JaHHBIX ITO3BOJIIET HE TOJIBKO pac-
CMOTpeTh OOoJIblIIoe YMCIIO MOfesieidl LEeHTPOB Medy, HO U
3HAYHTEJILHO YCKOPHUTD IPOIIECC ONMPENesICHNs] CTPYKTYPHBIX
[apamMeTpoB.

OpnHoii U3 3a1a4 MAIIMHHOIO 00Y4eHUs SIBJIAETCS KJIacCH-
(duKaims, KOTOpasi HCIOJIb3YEeTCs Il PasfesICHUs] TaHHBIX
Ha KJIaCChl M TIO3BOJISICT IIPEICKA3blBaTh PE3y/IbTaT Ha OC-
HOBE BXO[HBIX JaHHBIX. B HacTosieil paboTe Kjiaccamu siB-
JISTIOTCS KOJIbIIa KapKaca [EOJTNTa, B KOTOPBIX PACIIONIOKEHBI
aTOMBI MEJIY, @ BXOIHBIMH IaHHBIMH, Ha OCHOBE KOTOPBIX Jie-
natotcs npenckasanus, — Cu K-XANES-cnektpsl pa3ziiu-
HbIX cTpykTyp Cu-MOR. Ilpouenypa BkmodaeT oOyueHue
C yuuTesieM, B Ipolecce KOTOPOro CTPYKTYPHbIE MOJIEIH
C 3apaHee HM3BECTHBIMH KOJIBI[AMH, B KOTOPBIX HAXONSATCS
nenTpsl Menu, n 3HadeHuAMH Cu K-XANES-cnektpoB nc-
HOJIB3YIOTCA 11 o0yueHus knaccuduxaropa. Ilociae storo
KJIacCH(HUKATOP MOXHO MPUMEHSATDH JJIsl ONpelesIeHHs KO-
Jiell, BKJIIOYAIOIUX LEHTPbl MM, 0 3KCIEePUMEHTAIbHBIM
Cu K-XANES-cnekrpam.

MonemmpoBaaue CTPYKTYp IIPOBOIMIIOCH c
ucnonb3oBanneM Oubmoreku ASE  (Atomic Simulation
Environment) [22]. ASE — 93T0 maker HpOrpaMMHOIO

obecrieueHrsl, HAMMCAHHBI HA SI3BIKE MTPOrPAMMHPOBAHHMS
Python m npenHasHa4YeHHbIN Ui HACTPOWKH, YIPABJICHHUS
M aHaJiu3a aToMHCTHYecKoro MojeiupoBanusi. ASE mpeno-
CTaBJIIET MOJY/IM ISl BBIIIOJIHCHUS MHOTMX CTaHIAPTHBIX
3aj1a4 MOJICJIMPOBAHUS, TAKUX, KAK ONTUMH3ALUS CTPYKTYPBI
U MOJICKYJISIpHas JHaMuKa. B Hacrosimeir pabore momesm
HEHTPOB Meu — OOBEKTHhl TUMa Atoms, MPEICTaBJISIONIIE
c000if COBOKYITHOCTb aTOMOB C 3aJaHHBIMH ICKapTOBBIMU
no3uimsiMu.  [eoMmerpudeckasi — onTuMu3aimst  ObUIa
BeimojiHeHa MetonoM LAMMPS wu3 6ubmmoreku ASE
C MCIOJIb30BaHHEM OTEHIINAIa, OIIMCAHHOro B pabote [23].
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Cnextrpel Cu K-XANES 11 pasiu4HBIX CTPYKTYPHBIX
Mopeseit ieaTpoB Memu B Cu-MOR Opumn paccumTansl Me-
TOJIOM KOHEYHBIX Pa3sHOCTEHl, peasi30BaHHOM B IIporpamMMe
FDMNES [24]. MeTon KOHEYHBIX PasHOCTEil MPEeICTaBIIsIeT
CcOOOM YHMCJICHHBII MeTON pemeHnus mudQepeHImaTbHbX
ypaBHEHHU, B KOTOPOM pelIeHHe HINeTCAd Ha CeTKe TOo-
yek. B maHHOl 3amade pemaercsa ypasHenue IllpenuwHrepa
1A ceprdeckoit 00IaCTH BOKPYT MOIJIOMAIONIETO aToMa,
BKJIIOYAIOLICH KJlacTep, Comepskaliuii HeoOXOMUMoe YHCIIo
aToMOB. /{711 BOCTIpOM3BEICHUS BCEX OCHOBHBIX OCOOCHHO-
creit Cu K-XANES-cnekTpoB Monesieil IICHTPOB MEIH B
Cu-MOR noctaToyHO IPOBOAUTE pacyueTHl A1 KJ1acTepa pa-
TycoM 6 A ¢ marom cetku B6M3M Kpas norutomenns 0.5 A.
Bribop kilactepa ¢ ykasaHHBIMH IIapaMeTpaMu 00YCJIOBJIEH
pe3yJbTaTaMy IPOBEPKU BJIMSHUSA COOTBETCTBYIOLIMX Mapa-
MeTpoB Ha ¢opmy Teopernaeckoro Cu K-XANES-criekpa.

C yderoM pasMepa Mmop B Kapkace IlcoyiuTa ObUIM BBI-
IIOJTHEHBl pacyeThl AJIs KJIACTEPOB OJIMYKHEIO OKPY)KEHUS
MeM Pa3IMYHBIX PasMepoB, a UMeHHo 4, 5, 6 u TA.
B pesysnbraTe ycTaHOBIJICHO, YTO HACHILCHHE TEOPETHYESCKO-
ro Cu K-XANES-cnekTpa, Heobxonumoe U1 peau3aiyu
3ajaud KJIaCCH(UKAIMK IIEHTpa MeId B KOJIbIE ICOJH-
Ta, HaOJIIONaeTcs NP KCIOJIb30BaHUM KJlacTepa pasMepoM
6 A — BocrpousBeneHbl Bce OCHOBHbIE 0COGEHHOCTHU CIIEK-
tpa (A, B, C) st GmKHEro OKpy»KeHHsl MeIu B Kapkace
Cu-MOR (puc. 1, a). Kpome Toro, 6111 BHITOTHEHH! pacye-
Tl Cu K-XANES-cekTpoB ¢ UCIOIb30BaHUEM Pa3IMYHOIO
mara cetku 0.5, 0.2 u 0.05A B61mM3M Kpas morjomeHus,
YTO TaKkKe He IpPUBEJIO K CYIIECTBEHHBIM H3MEHEHHSM
(bopmbl TeopeTraeckoro crektpa (puc. 1, b). Pacders Oputn
BBITIOJTHEHBI B BO30YKICHHOM COCTOSIHIH C HCIIOJIb30BAaHHEM
noreHnyana XenuHa-JIaHTHKBHCTA.

J1s BO3MOXKHOCTH Ipad)uueckoro OToOpaXKeHUs BBIOOp-
ki Obu1 mcnosb3oBaH Meron UMAP (Uniform Manifold
Approximation and Projection), koTopeli sBiISIETCS OXI-
HUM U3 Haubosiee NPOABMHYTHIX METONOB HEJIMHEHHOro
TIOHIKEHNST Pa3MEPHOCTH M BHU3yaJIM3alvy JTaHHBIX. MeTon
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Puc. 2. CxemaTnuHOE IPEICTaBJICHAEC HEKOTOPBIX Mopesieil MeaHbIX HEeHTpoB B kapkace Cu-MOR. Yucno aToMOB Memu yKasaHO Iepen
Ha3BaHHEM OCHOBHOTO Kiacca, Harnpumep 1Cu_12.6.
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Tabnuua 1. Haspanusi Mojenieid, BXOJSIIMX B BEIOOPKY, UCIOJIB3YEMYIO 1UIsi 00y9YCHHUsI HEIPOHHOI CeTH

Kiace Crmcox 00beKTOB, BXOJALIMX B 3TOT KJIacc
12 12.5_1Cu, 12.6_1Cu, 12.8_1Cu 12.5.5_2Cu, 12.5.6_2Cu, 12.5.8_2Cu 12.1_3Cu, 12.2_3Cu, 12.3_3Cu
8 & _1Cu 8.25i_2Cu, 8.3Si_2Cu 8.1_3Cu, 8.2_3Cu
8.12 8.12_1Cu 8.12.2Si_2Cu, 8.12.3Si_2Cu 8.12.1_3Cu, 8.12.2_3Cu,
8.12.3_3Cu, 8.12.4_3Cu,
8.12.5_3Cu, 8.12.6_3Cu
8.8 8.8_1Cu 8.8.2Si_2Cu, 8.8.3Si_2Cu 8.8.1_3Cu, 8.8.2_3Cu
8.8.3_3Cu, 8.8.4_3Cu,
8.8.5_3Cu, 8.8.6_3Cu
6.12 6.12_1Cu 6.12_2Cu
5.12 5.12_1Cu

UMAP ocHOBaH Ha Hjiee MOCTPOCHHUS MHOrooOpasus HU3-
KOU pasMEpHOCTH, COXPAHSIOUICTO TOMOJIOTHYECKYIO CTPYK-
Typy HAHHBIX BBICOKOH Pa3MEPHOCTH, T.€. IO3BOJISIONINI
COXPaHATh KaK JIOKAJIbHBIX XapaKTep pacIlpefesieHus, Tak
1 TJ100aIbHYI0 CTPYKTYPY MCXOIHBIX JAHHBIX [25].

2. Pe3synbratbl n obcyxpeHne

Hna npumeneHus MetronoB MO K pelleHdIo 3agadu
OTIpE/IeTICHUs] JIOKAJIbHON aToMmHO# cTpykTypel Cu-MOR
Oputa copmupoBaHa oOydaromass BEIOOpKa, comepKarmast
Cu K-XANES-cnekTpsl, paccyuTaHHblE B MPOrpaMMHOM
xomiuiekce FDMNES st Habopa Mopeneit IIeHTpoB Men,
PACHOJIOKEHHBIX B Pa3/IMYHBIX KOJIbI[AX BHYTPU KaHAJIOB
Kapkaca MopaeHHuTa. L{eosuThl MMET CIIOXKHYIO aJTloMO-
CIUIMKAaTHYIO CTPYKTYpy, MO3TOMYy [UI YHOOCTBa WHTEp-
IpeTaluy MOJyYeHHbIX PACUETHBIX NaHHBIX ObUIa BBE[CHA
coOCTBEHHasi HOMEHKJIaTypa KoJjern kapkaca Cu-MopaeHuTa
(puc. 2).

Ilepeyenr Mopeneil OblT cHOPMHpPOBAH Ha OCHOBE
MUMCIOIMXCS] HAa CETONHSIIHUI JEHb JINTEPATypHBIX HaH-
HBIX [26-28], B KOTOPBIX GBUTO YYTEHO Hanbosiee BEPOSTHOE
pacrosioKeHrue MEeU B PaCCMaTPUBAECMBIX KOJIbLIAX IICOJTUTA.
Ha puc. 2 n 3 cxeMaTH9YHO NPEACTaBJICHBI ITPAMEPHI MOJIE-
Jiell HEHTPOB M€, PACIOJIOKEHHBIX B Pa3/IMYHBIX KOJIbIIAX
meoymTa u comepxkamux 1, 2 wm 3 aroma memu. Haspanms
OCHOBHBIX KJIACCOB I Mofeneil ObuIM BBIOpAaHBI MCXOMS
U3 KOJIMYECTBA aTOMOB KPEMHHs B KOJIbLIE HJIM KaHajle,

B KOTOPOM pacHojaraloTcs aToMbl Memu: ,,12“ — aTomel
Meny HaxonsATcs B 12-pHyHOM KaHaue; ,,8“ — aTOMBbI MeIu
HaxomATcd B 8-pmuHOM KaHane; ,,8.12° m ,,8.8“ — artommer

MeIW HaxXofsATCsl B 8-pUYHOM KOJIbIIE, KOTOPOE SIBJISIETCS
3JIEMEHTOM 12-puyHOro wim §-pHYHOrO KaHajla COOTBET-
CTBEHHO; ,,5.12 m ,,6.12“ — aToMbl Menu HaXomsaTCs B
5-pudHOM WM 6-PUYHOM Kouiblie 12-puyHoOro xaHasa.
Janee OoCHOBHbBIE KJIacChl Pa30UBaJICh Ha IOIKJIACCHL, B
KOTOPBIX TOJIOKEHHSI MEIU pasiMyalich APYr OT Opyra B
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pamKax rjaBHoro kiacca. [ kiacca ,,12* mpu paccMmoT-
PEHUH OTHOro aromMa Mequ ObUIM BHIOPAHBI TPU MOIKJIAC-
ca — ,,12.5% 12.6%, ,,12.8. Bropoii uHOEKC CTaBUTCH B
3aBHCHMOCTH OT OJIM30CTH HAXOXKIACHHS K TOMY HJIA HHOMY
KoJIbIy B 12-puuHoM kanaute. [Ipr paccMOTpeHNH 3TOro ke
KJlacca, HO C JBYMsI aTOMaMH MeIH, ObUIA pPacCMOTPEHBI
TaKXke TpHU moAkiacca — ,,12.5.5¢, 12.5.6%, ,12.5.8“. Ha
puc. 2 mokas3aH npuMmep IJI MOIeNH ,,12.5.6“. B Heit aToMbl
MeIy COCIMHEHBl APYr C JIPyroM 4epe3 aToM KHCIIopona,
a ¢ KapKacoM — uepe3 aTOMbl aJIOMUHHS, BXOASIINE B 5-
puyHOE W 6-pudHOE KOMIbIO B 12-pmuHoM KaHasie. Takmm
e oOpa3oM Ui ABYX aTOMOB MeOu B KOJbHAxX ,,8%,
»8.12° m 8.8 Momenm pa30mBalOTCS Ha [Ba IMOAKJIACCA:
,,8.281%, ,,8.3Si; ,,8.12.2Si, ,,8.12.3Si“; ,,8.8.2Si%, ,,8.8.3Si",
Ie YKa3aHO KOJIMYECTBO aTOMOB KPEMHHSI B KOJIbIIE MEXKIY
aToMaMH aloMUHUS (pHC. 3).

s Tpex aToMOB Meoy B KaHaue ,,12“ paccMaTpHUBaJIiICh
TpH Bujaa mopeneit: ,,12.1%, [12.2%, [12.3%) xotopble OT/H-
YaJIUCh TOJIOKEHUSIMH aTOMOB MEIHM B KOJIbIIC M CBSI3SIMHU
yepes KUCIIOPOL MEXIy co00il M ¢ KapKacoM ICOJTHTA.
Knaccudukarmss Ha3BaHUN Ui BCEX OCTAJIbHBIX Mojieen
BBOIMJIACH AQHAJIOTMYHBIM 00Pa30M: JIJIs TPEX aTOMOB MEIu
B KaHaje ,8° paccMmarpmBaymch momend ,,8.1¢ m ,,8.2°;
B Kojbue ,,8.12“ — momemm ,,8.12.1¢, ,8.12.2¢, ,8.12.3%,
,8.12.4¢, ,8.12.5¢, ,8.12.6“, B Koibue ,,8.8 — Momenn
,»8.8.1¢, ,,8.8.2¢, ,8.8.3¢, ,8.8.4, 8.8.5%, ,8.8.6

Takum oOpa3oM, NMpH PacCMOTPEHUHM KaHAIOB ,,12° u
»3“ (Hampumep, momens ,,12.5%), mepBasi nmppa — 3TO
KaHaJI, a BTopasi — KOJIbIIO, TaKhe 00O3HAUYCHHS SIBJISTIOTCS
nesiecooOpasHbIMI, IIOCKOJIbKY TIOJIOXKEHHE aToMa M Pac-
CMaTpPUBAaEMOr0 MEITHOTO LIEHTPa BapbUPYyeTCsl BOOJIb KaHa-
na. IIpy paccMOTPEHHH OCTAJIBHBIX KJIACCOB HMCIOJIB3YETCS
Ipyrasi CKBO3Hasi HyMepanusi, B KOTOpoii nepBast uppa —
9TO KOJIBIO, a BTOpas — KaHaJl, K KOTOPOMY 3TO KOJIbIO
MPUHAVISKUT. B [aHHOM cilydae 3HAYMMBIM 3JIEMEHTOM
SIBJISIETCS KOJIBIIO, KOTOPOE MPENCTaBiIsieT CO00M HMCKOMBIiA
Kiracc. B Tabim 1 mpemcraBicHB Ha3BaHHS BCEX KJIACCOB,
BXOMSIIUX B BEIOOPKY.
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Puc. 3. CxemaTtnuHoe Hpe/CTaBjICHHE HEKOTOpbIX Kojel B kapkace Cu-MOR, B KOTOpBIX BO3MOXHO (DOPMHUPOBAHHC IICHTPOB ME[IH,

comepkammx 1, 2 m 3 aromMa Mel COOTBETCTBEHHO.

Hns obydeHnss U TecTUpOBaHHUS KJaccupukaTopa ObUI
chopMupoBaH Habop AaHHBIX, BKmovaomuil Cu K-XANES-
CHEKTPHI JUIA KaXIOW MOJIETN W3 WMEIOIEHCS BBHIOOPKH
C Pa3JIMYHBIMU M3MEHSIOMMMICS CTPYKTYPHBIMH IIapaMeT-
pamu OJIMKHETO OKPY)KEGHHSI MEIW: MEXaTOMHBIMHU pac-
CTOAHUAMU — Rcy.Al € YYETOM DPas3jIMYHBIX HaIlpaBJICHUM
COBUIa aToMa MeIWM M yIJIoM moBopota ¢ (puc. 4,c).
IlepeueHp MHTEpPBaIOB U3MEHEHHs CTPYKTYPHBIX IapamerT-
poB mpuBenieH B Tabis. 2. B pesynbraTe copMupoBaHHbIHA
Habop nanHbX BKovar 2100 paccanranabix Cu K-XANES-
CHEKTPOB I PasjMYHBIX Mojenedl neHTpoB Mmemu. Ilpm

[IOMELICHUH UTOTOBOTO CIEKTpa B BBIOOPKY ObLIIM YYTEHBI
BCC HEIKBHBAJICHTHBIC MOJIOKCHHIS aTOMOB MEIIH.

Kpome TOro, Oputa BBHIIOJIHEHAa ayrMEHTAIWsI TEOPETH-
YeCKMX AAHHBIX C y4eTOM IPHUCYTCTBHS BJIMSIHUSL OKCHUIOB
memu (CuO u CuyO). st aToro B TeopeTHecKuii Habop
nanHpix Opu po6aBieHbl Cu K-XANES-cnektprl, mpen-
CTaBJISIONE COOOH JIMHEHHYI0 KOMOWHAaIWIO paccMaTpu-
BaeMBIX Mofesiell LIeHTpoB Memu U okcupoB Menu CuO u
Cu,0 c¢ pasmuabiMu BKITagamir: 25, 50 u 75% mrsa xaxmoro
okcuzia otaenbHo. TakuMm oOpas3oM, BBHIOOpKa COCTaBHJIA
14700 teopernaecknx Cu K-XANES-criekTpos. Ha puc. 4 B

JXKypHan TexHuyeckoli cdouauku, 2024, Tom 94, Boin. 4
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Puc. 4. Paccunrannasie Cu K-XANES-criekTpbl [1J1s1: MOJIEIM MEIHOTO IIeHTpa B KoJiblie 5.12, comepikaiieM 5 aToMOB KHcIopona, 4 aToMa
kpemHust 1 1 atoMm amomuHHs (@); MOMIEJIM METHOrO HeHTpa B Kosbie 8.8.2Si, comepikameM 8 aToMOB KHCIOpOna, 6 aTOMOB KPEMHUSI
1 2 atoma amomunus (b); Moxem MenHoro nentpa 8.12.3Si B xoubiie 8.12, rme BapbUpyeMBIM NAapaMeTPOM SIBIISUICS YIroJl HOBOPOTa ¢
nenoukn Cu-O-Cu Ha 16° ¢ marom 4° (¢); momem mensoro nenrpa 8.3Si B kosbie 8 (d).

Ka4yecTBE HPUMepa MPENCTABIICHb 3JIGMCHTH! BBIOOPKH TSI
KoJiell, 0003HAYCHHBIX COIVIACHO BBEICHHONW HOMCHKJIATYpPE
»0.12% (puc. 4,a), 8.8.2Si (puc. 4,b), 8.12.3Si (puc. 4,¢) u
8.3Si (puc. 4,d).

B kauectBe wiaccudukaTopa ObUTa BEIOpaHa HEHpOHHAS
cerb (MLP — MHOTrOCIIOMHBI MEPIENTPOH), MOCKOJIBKY
OHa IIOKa3ajia HanboJsiee BBICOKYIO TOYHOCTb, B OTVIMYHME OT
KJIACCMYECKMX METOIOB MAIIMHHOIO OOYYEHHs, TAKHX, KaK
Extra Trees Classifier, KNeighbors, Random Forest, nns
koTopbix MeTpuka F1 cocrasuia 0.80, 0.65 u 0.79 cooTsert-
ctBeHHo. [lepen o0y4deHreM HEHPOHHOI ceTr OBLT TPOBEACH
aHaJM3 JAaHHBIX Ha BO3MOXKHOCTb HX KJIACTEpH3aLlU C
IOMOIIBI0 METO/Ia HEJIMHEHHOTro MOHIKEHUSI PasMEPHOCTH
UMAP. bnaromaps NHOHWKEHHMIO pPa3sMEPHOCTH A0 [BYX
[IapaMeTPoOB CTaJI0 BO3MOXHO rpaduueckoe oToOpaxkeHHe
Beibopku (puc. 5). Ilpu komudectse coceneid, pasaom 100,
Y MUHUMAJIBHOM PacCTOSIHUU, PAaBHOM 1, BUTHO, YTO JaHHBIE
pasnessioTes Ha KIIacTephL

Hduist ompenesyieHUs] KoOJblia, CONCPXKAIIero LEHTP MeNH,
UCIIO/Ib30BaJIach MOJIHOCBSI3HAA HEHPOHHAs CeThb, CO3MaHHas
Ha OCHOBe Mopysieit 6ubsmorexku pytorch [29]. Heitpounas

10" JKypHan TexHuueckol dousuku, 2024, Tom 94, Boin. 4

CeTb COCTOsAJIa M3 BXOMHOIO JIMHEHHoro cios, dropout-
ciod, cyog ReLU axTuBaiuu, CKpHITOrO JIMHEHHOTO CJIOS
u softmax-ciosa. Meton dropout 0GHYJII€T HEKOTOpBIE 3JIe-
MEHTHI BXOTHOTO TeH30pa ¢ BeposTHOCTHIO .25, ncromnb3ys
BBIOOPKM M3 pacrpeneneHus beprymm. ®Pyrknus softmax
WU3MCHSIET BBIXOZHOW TEH30p TaK, YTOOBI €ro 3JIEeMEHTHI
siexanu B uaTepsatie [0, 1] 1 B cymme naBaiu enuHuIly. 3Ha-
YeHHs Ha BbIXOZe Iocjie (GyHKIuM softmax MOXHO CUMTaTh
NpUOJIM)KEHHBIMI BEPOSITHOCTSIMU TOI'O, YTO AKTUBHBIN Mel-
HBII [ICHTP HAaXOMUTCS B YKa3aHHBIX KoJiblax. B kadectBe
(GYHKIMH TIOTeph UCIIOJIb30BalaCh MHOI'OKJIACCOBasi KPOCC-
sHTponus. TectoBass BeiOOpka coctaBwia 33% oT oOmero
HaOopa fdaHHbIX. JIyI peanu3anuy Mpolecca TPEHUPOBKH
ObUT KcHosb30BaH ontummsaTop Adam c koagpdpuuueHTOM
ckopoctu obyuennsi (learning rate) — 0.01. Cmycrst 1000
5mox (UMKJI0B 00y4eHusi) TOYHOCTh MeTpuku F1 mepecraer
pacTH U OCTaHaBJIMBacTCs Ha 3HaUYeHNH 96.6% 115 TecTOBOM
BBIOOpKU 1 97.4% uisi TpeHnpoBouHOit (puc. 6,7). Baxuo
MOIUEPKHYTb, YTO Ha MIEpBOM 3Tare paboThl OblIa MOJTyYeHa
MoJIeJTb, KOTOpasi o0ydajiach Ha HeayrMEHTHPOBAHHBIX JaH-
HBIX, 9YTO HEOOXOIMMO IS UCKJIIOYCHUS MONAIaHus B Tpe-
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Tabnuua 2. Bapuaimst CTPYKTYpPHBIX [IapaMeTpoB IIpH GOPMHpPO-
BaHUM 0a3bl NaHHBIX, Rcu.Al — PaccTOAHMSA MEXITy aTOMOM MeEIH U
QTIOMHHHS, () — YIJIBI IIOBOPOTA

Cu | Monems Crpykrypaeiii | U3Menenne mapameTpos, Rey.al,
napamerp AHTCTPEMBI, U (@, TPagyChl
12 Rcuar 2.12-3.32
12.6 Rcual 2.35-3.37
Rcuar 1.99-3.41
Rcual 3.17-3.89
Rcuar 2.40—4.05
1 Rcuar 2.36—4.03
6.12 R1 cual 2.51-3.15
R cual 2.53-342
Reuan 264-3.19
512 Rcuan 291-3.59
Rcuai 3.31-3.70
12.5.5 Rcu-al 2.12-3.32
12.5.6 Rcual 1.92-3.12
12.5.8 Rcu-al 2.29-3.49
6.12 Rcual 1.82—2.82
8.12.2Si Rcu-al 2.48—-2.66
10) —16 — +16
2 | 8.12.3Si Rcual 2.51-2.67
10) —16 — +16
8.2Si Rcu-al 2.33-2.76
10) —16 — +16
8.3Si Rcual 233-273
1) —16 — +16
8.8.2Si Reu-al 2.5-275
10) —16 — +16
8.8.3Si Reu-al 2.53-2.76
10) —16 — +16

HHUPOBOYHYIO 1 TECTOBYIO BHIOOPKY ITOXOXKHX CIIeKTpoB. [1pu
3TOM TOYHOCTb MOJIEJTH ObUIA OLICHEHA IPH MOMOIIH KPOCC-
Baympanmu Ha 10 moarpymmax u cocraBuiia 89% corsiacHo
cpenneit metpuke F1. Takmm obpasom, Monensb siBisieTcs
CTaTUCTHYECKH YCTOMYMBOM M TOYHOCTb e€e PaboThl COIO-
CTaBUMa C MOJICNIbIO, OOyYEHHOW Ha AyrMEHTHPOBAHHBIX
IaHHBIX.

Ucxonst u3 Matpuipl ommboK (puc. 7), MOXKHO CHEIaTh
BBIBOJI, YTO HEHPOHHAS CETh C XOPOIIel TOYHOCTBIO, COryIac-
HO MeTpuke F1, oTiim4aeT pasjmvHble CTPYKTYPHBIC KOJIbLIA
IleoJIuTa APYr OT Apyra. JluaroHajbHble 3J€MEHTH Hpel-
CTaBJISIOT KOJIMYECTBO MPABHJIBHO KJIACCH(HIMPOBAHHBIX

Tabnuua 2 (npodonscerue).

Ca | Morems | | merpout . paiyen

12.1 Reu-al 3.73—-4.04

12.2 Reuat 3.73-4.04

12.3 Reu-al 3.34-3.69

8.1 Reu-al 337-391

8.12.1 Reuat 2.03-2.55
8.12.2 Reu-al 225-273
8.123 Reuat 2.03-2.55
8.124 Reu-al 2.03-2.55

3 | 8125 Reuat 2.03-2.55
8.12.6 Reu-al 2.03-2.55

8.2 Reu-al 3.62—4.12

881 Reuat 1.81-1.92

882 Reu-al 236-2.53

883 Reuat 1.81-1.92

8.84 Reu-al 1.81-1.92

885 Reuat 1.81-1.92

8.8.6 Reu-al 247-2.56

KOJICH IJId KaXXJIO0ro Kjiacca, a HEAMaroHaJIbHbIC 2JICMCHTHI
TIPEACTABJIAIOT HEIIPABUJIBHO KHaCCI/I(l)I/IL[I/IpOBaHHbIe KOJIbIIa.

3aknioyeHune

B pabote m1s onpenesieHus: JIOKaJIbHON aTOMHOH CTPYK-
TypHI IEHTPOB MenH, c(OPMHUPOBAHHBIX B KapKace IICOJITa
Cu-MOR, MBI IPEITORKMIIA TIOIXO/I, COYCTAIOIINIA CTIEKTPO-
cKomuio peHTreHoBckoro morjyomenus XANES, xomribio-
TepHoe Mopesmposanne 1 MO. [[ns moiydeHHOro Habopa
MoyieJIei IIEHTPOB MEIU PA3JIMYHOTO THITA OBIITH BHIIOITHEHHI
pacuetsl Cu K-XANES-cniekTpoB ¢ ucnosib3oBaHHEeM IIpo-
rpammvHoro komiutekca FDMNES. B pesysnprare Oputa mpen-
JIOXKEHa COOCTBEHHasl NMOAPOOHas HOMEHKJIaTypa Mopesei
LIEHTPOB ME/H, PACIIOJIOKEHHBIX B Pa3/IMYHBIX KOJIbLIAX II€0-
JIUTa THIAa MOPACHHUT W cHOopMHpoBaH oOydarommii Habop
naHHbIX, conepxkamuii 14700 reopernyeckux Cu K-XANES-
CHEeKTpoB, ¢ ydyeToM BimsgHuA okcupoB CuO u Cu,O.
[IpnmeHeHne METOIOB KJIaCTepU3alMi K IOJTyYCHHBIM MO-
IeNbHBIM JaHHBIM Tokaszasio, uto Cu K-XANES-cnekTpsl,
COOTBETCTBYIOIIE MOJIEJISIM IICHTPOB MEIW, HAXOMSAIINXCS
B OIHOM CTPYKTYPHOM (hparMeHTe, JJOKIN3YIOTCSI B OTHOM
00J1aCTH MPOCTPAaHCTBA MIPU3HAKOB.

Bo3MmoxkHOCTD pa3bueHHsl IPU3HAKOB O KJIacTepaM I103-
BosisieT onpenenuTs Ha ocHoBaHMH Cu K-XANES-cnekrpos

KypHan TexHuyeckon comnsmku, 2024, Tom 94, Boin. 4
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Puc. 5. UMAP-oTo6pakeHre, HOJIy4eHHOE ¢ UCHOJIb30BaHHeM makeTa Python umap nist Habopa manaeix Cu K-XANES, paccunTaHHbIX
s Mozeneit MeHbIX neHTpoB B Cu-MOR. LlBeTa mpencTaBisiioT pasjMyYHBIE KOJIbL@, B KOTOPBIX HAXOAMTCS MEIHBIA LEHTP, COIJIACHO
BBEJICHHOI HOMEHKIarype (puc. 1).
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Puc. 6. I'paduk GyHKIME OTepb U1 HEUPOHHOU ceTH, rie och OX MoKa3bBaeT KOJIMYECTBO 310X, a 0cb OY MOKa3bBaeT MOTEPU KPocc-
suTpormn (a). [paduk MeTpHKH accuracy Ul HEHpOHHOI ceTd B mporecce obydenust Ha Habope mamHbIX Cu K-XANES-criekTpoB mist
Cu-MOR (b).
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Puc. 7. HopmanusoBaHHasi Marpunia OmMOOK MJisi HEWpOHHOHM ceTH, oOy4eHHOU Ha TpeHmpoBoyHoM HabGope manHbix Cu K-XANES-
crexktpoB Cu-MOR. CTpokn IpencTaBisioT co00# MCTHHHBIC KJIACCH, a CTOJIOIBI — IPOTHO3MpyeMBle Kiaccel. Marpuma ommOok Oblia
MpOaHaIM3NPOBaHA, YTOOBI BBIIBUTH OCHOBHBIC TPYNHOCTU KJIACCH(HUKAINKA HEKOTOPHIX KOHKPETHBIX IPH3HAKOB.

TUI aTOMHOTO CTPOEHHS], B YaCTHOCTH, KOHKPETHBIEC KOJIbI[a
IIEOJINTa, B KOTOPBIX PACIIOJIOKEHBI aToMbl Memd. Jmst
JIEMOHCTpAIMN 3TOW BO3MOXKHOCTU OBLIO BBINOJHEHO 00Y-
YeHUE HEUPOCETH C UCIOJb30BAHUEM TEOPETHUYECKUX CIIEK-
TpoB. TOYHOCTb TOJIYYEHHOTO OIMCAaHHS XapaKTepU3yeTCs
BoicoknM 3HaderHneM 0.97 merpuku Fl. B pmampreimem
noctpoeHHast Mozienib MO OyneT nmpuMeHeHa Uil aHajIu3a
akcriepumernTanbHbX Cu K-XANES-cnekrpos.

®uHaHcupoBaHue pa6oTbl

Pabora BbinosHeHa pu noiepikke Poccriickoro Hay4qHO-
ro ¢onma (Ne 23-22-00438) na 6ase IOxuoro denepaibHo-
r0 YHHBEPCHTETA.

KoHnukt nHtepecos

ABTOpH 3adABJIAIOT, YTO Y HUX HET KOH(i)JII/IKTa HMHTEPECOB.

Cnucok nuteparypbi

[1] SE. Bozbag, EM.C. Alayon, J. Pechacek, M. Nachtegaal,
M. Ranocchiari, JA. van Bokhoven. Catal. Sci. Technol., 6,
5011 (2016). DOL: 10.1039/C6CY00041J

[2] EM.C. Alayon, M. Nachtegaal, A. Bodi, M. Ranocchiari,
JA. van Bokhoven. Phys. Chem. Chem. Phys., 17, 7681
(2015). DOL: 10.1039/C4CP03226H

3]

[4]

[5]

(6]

7]

8]

1.0
-
0.8
1.5%
- 0.6
-

5.8%
1 0.2

98.1%

0.4

8.8 12

EM.C. Alayon, M. Nachtegaal, E. Kleymenov, JA. van
Bokhoven. Microporous Mesoporous Mater, 166, 131
(2013). DOI: 10.1016/j.micromeso.2012.04.054

BF. Sels, LM. Kustov (ed.). Zeolites and Zeolite-Like
Materials (Elsevier, 2016), DOI: 10.1016/C2014-0-00257-2
JS. Woertink, P.J. Smeets, M.H. Groothaert, M.A. Vance,
B.E Sels, R.A. Schoonheydt, E.I. Solomon. Proc. Natl. Acad.
Sci., 106, 18908 (2009). DOL: 10.1073/pnas.0910461106
B.B. Ilpsimuenko, I'b. Cyxapuna, A.M. Epmakosa, C.B. baso-
Basg, TU. Kypsuna, B.A. [lypemanos, B.A. Toncronstenko,
B.B. Cpabuonsin, JLA. Aspaksn, JLA. byraes. XT®,
91 (7), 1132. DOIL 10.21883/JTF.2021.07.50954.166-20
[V.V. Pryadchenko, G.B. Sukharina, AM. Ermakova,
SV. Bazovaya, TI. Kurzina, @V.A.  Durymanov,
V.A. Tolstopyatenko, V.V. Srabionyan, L.A. Avakyan,
L.A. Bugaev. Tech. Phys., 66, 1018 (2021).

DOL 10.1134/S1063784221070124]

B.B. Cpabuonsn, I'b. Cyxapmna, CIO. Kanremmnus,
B.A. ypsmmanoB, AM. Epmaxkosa, TMH. Kypsuna,
JLA. Asaxsn, JLA. Byraes. ®TT, 62 (7), 1082 (2020).
DOL 10.21883/FTT.2020.07.49477.018 [V.V. Srabionyan,
G.B. Sukharina, SY. Kaptelinin, V.A. Durymanov,

AM. Ermakova, TI. Kurzina, L.A. Avakyan, L.A. Bugaev.
Phys. Solid State, 62, 1222 (2020).
DOLI: 10.1134/S1063783420070252]

V.V.  Srabionyan, G.B. Sukharina, TI  Kurzina,
V.A. Durymanov, AM. Ermakova, L.A. Avakyan,
EM.C. Alayon, M. Nachtegaal, JA. van Bokhoven,

L.A. Bugaev. J. Phys. Chem. C, 125, 25867 (2021).
DOI: 10.1021/acs.jpcc.1c08240

XKypHan TexHuyeckon comnsmku, 2024, Tom 94, Boin. 4



BosmoxHoCTb onpeneneHns JT0KasibHO aToMHOU CTpykTypbl Lyeonuta Cu-MOR ¢ ucrnosib30BaHUEM... 631

9l

(10]

(1]

(12]

(13]

(19]

(20]

(21]

(22]

S. Grundner, M.A.C. Markovits, G. Li, M. Tromp, E.A. Pidko,
EJM. Hensen, A. Jentys, M. Sanchez-Sanchez, J.A. Lercher.
Nat. Commun., 6, 7546 (2015). DOL 10.1038/ncomms8546
Q. Zhang, J. Yu, A. Corma. Adv. Mater., 32, 2002927 (2020).
DOL 10.1002/adma.202002927

AA. Guda, SA. Guda, A. Martinij A.L. Bugaev,
M.A. Soldatov, A.V. Soldatov, C. Lamberti. Radiat. Phys.
Chem,, 175, 108430 (2020).

DOI: 10.1016/j.radphyschem.2019.108430

AA. Guda, SA. Guda, A. Martini, AN. Kravtsova,
A. Algasov, A. Bugaev, S.P. Kubrin, L.V. Guda, P. éot, JA. van
Bokhoven, C. Copéret, A.V. Soldatov. Npj Comput. Mater., 7,
203 (2021). DOL: 10.1038/s41524-021-00664-9

L. Avakyan, D. Tolchina, V. Barkovski, S. Belenov,
A. Alekseenko, A. Shaginyan, V. Srabionyan, V. Guterman,
L. Bugaev. Comput. Mater. Sci., 208, 111326 (2022).

DOLI: 10.1016/j.commatsci.2022.111326

M. Moliner, Y. Roman-Leshkov, A. Corma. Acc. Chem. Res.,
52, 2971 (2019). DOL: 10.1021/acs.accounts.9b00399

A. Gandhi, M\M.F. Hasan. Curr. Opin. Chem. Eng., 35,
100739 (2022). DOL 10.1016/j.coche.2021.100739

JD. Evans, F-X. Coudert. Chem. Mater., 29, 7833 (2017).
DOI: 10.1021/acs.chemmater.7b02532.

JH. Friedman. Ann. Stat., 29, 1189 (2001).

DOI: 10.1214/a0s/1013203451

T. Hastie, J. Friedman, R. Tibshirani. The Elements of

Statistical Learning (Springer, NY., 2001),

DOI: 10.1007/978-0-387-21606-5

Q. Zhu, Y. Gu, X. Liang, X. Wang, J. Ma. ACS Catal., 12,
12336 (2022). DOL 10.1021/acscatal.2c03250

A.V. Soldatov, A.N. Kravtsova, L.N. Mazalov, S.V. Trubina,
N.A. Kryuchkova, G.B. Sukharina. J. Struct. Chem., 48, 1061
(2007). DOL: 10.1007/s10947-007-0171-0

JJ. Rehr, AL. Ankudinov. Coord. Chem. Rev, 249, 131
(2005). DOL: 10.1016/j.ccr.2004.02.014

A. Hjorth Larsen, J. Jargen Mortensen, J. Blomgqpvist,
LE. Castelli, R. Christensen, M. Dutak, J. Friis, M.N. Groves,
B. Hammer, C. Hargus, E.D. Hermes, P.C. Jennings, P. Bjerre
Jensen, J. Kermode, JR. Kitchin, E. Leonhard Kolsbjerg,
J. Kubal, K. Kaasbjerg, S. Lysgaard, J. Bergmann Maronsson,
T. Maxson, T. Olsen, L. Pastewka, A. Peterson, C. Rostgaard,
J. Schigtz, O. Schiitt, M. Strange, K.S. Thygesen, T. Vegge,
L. Vilhelmsen, M. Walter, Z. Zeng, K.W. Jacobsen. J. Phys.
Condens. Matter, 29, 273002 (2017).

DOL 10.1088/1361-648X/aa680e

G.M. Psofogiannakis, J.F. McCleerey, E. Jaramillo, A.C.T. van
Duin. J. Phys. Chem. C, 119, 6678 (2015).

DOI: 10.1021/acsjpcc.5600699

Y. Joly. Phys. Rev. B, 63, 125120 (2001).

DOI: 10.1103/PhysRevB.63.125120

MS. Asyaky, R. Mandala. Improving the Performance of

HDBSCAN on Short Text Clustering by Using Word
Embedding and UMAP, in: 2021 8th Int. Conf Adv.
Informatics Concepts, Theory Appl,, IEEE, (2021), p. 6.
DOIL 10.1109/ICAICTA53211.2021.9640285

B.ER. Snyder, P. Vanelderen, R.A. Schoonheydt, B.F. Sels,
E.I Solomon. J. Am. Chem. Soc., 140, 9236 (2018).

DOI 10.1021/jacs.8b05320

MH. Mahyuddin, T. Tanaka, A. Staykov, Y. Shiota,
K. Yoshizawa. Inorg. Chem., 57, 10146 (2018).

DOI: 10.1021/acs.inorgchem.8b01329

KypHan TexHuyeckon comnsmku, 2024, Tom 94, Bobin. 4

[28] P. Han, Z. Zhang, Z. Chen, J. Lin, S. Wan, Y. Wang, S. Wang,
Catalysts, 11, 751 (2021). DOL 10.3390/catal11060751
[29] DsexrpoHHSIi pecype. Pesxnm mocryma: https:/pytorch.org/



