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BricTpoe pazBuTHE 3KCIEPUMEHTATIBHBIX METOIOB B KaTAIMTUUECKUX UCCIIEA0BAHUSIX B TTOCTIENHES BpeMsI
MO3BOJISIET TTOJIy4aTh OOJIbIIME 0OBbEeMbI TaHHBIX. MCIoIb30BaHWE HOBBIX CTATUCTUYECKUX U PACUETHBIX
METOIOB 00pabOTKU, BKIIIOYAIOIIMX B ce0s U3BIeUeHe MHHOPMALINU U3 SKCIIEPUMEHTAIbHBIX JaHHBIX U
WX HEMPENB3STYIO MHTEPIIPETALIMIO, BaXKHO IS YCKOPEHUS Pa3BUTUS U BHEIPEHUST KATATUTUYECKUX TeX~
Hosioruii. U3BneueHrne nHpopMalum MOXeT ObITh JOCTUTHYTO C MPUMEHEHUEM CTaTUCTUYECKUX MOIX0-
noB: PCA, MCR, ALS. B To Xe BpeMs alTOpUTMbl MAIIMHHOTO O0yYeHUSI HAYMHAIOT aKTUBHO UCITOJIb30-
BaTbhCS IUIsI MHTEPIIpETAallMK U TIOCTPOEHUS OMrcaTeIbHBIX Mojieieil. B HacTosIiieit craTbe paccMaTpuBa-
JOTCSI OCHOBHbIE METOAbI MAIlIMHHOTO OOYy4YeHHUsI ¥ MPUMEPHI UX YCHEIIHOTO MPpUMEHEHUs IS aHAIu3a
IaHHBIX MH(PaKpaCHON U PEHTTEHOBCKOI aOCOPOIIMOHHOM CIIEKTPOCKOITUH.

KioueBble cioBa: kartanui, MK-crekrpockomnusi, peHTreHOBCKasi abCOpOIIMOHHAsI CIIEKTPOCKOMNUS, Ma-

IIMHHOE 00y4YeHHNe, KOMITbIOTEPHOE MOJIEIUPOBaHKE
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BBEIAEHUE

BobIIMHCTBO XMMHUYECKUX IIpO1ECCOB, UCIIOJIb-
3YEMBbIX B MHAYCTPUU, OCYLICCTBIACTCA B ITPUCYT-
CTBUUM KaTaJin3aTOpPOB. WNHTeHCcuBHOE Pa3BUTHUEC HO-
BBIX KaTAJIMTUYECKUX TEXHOJIOTUI 1 UX BHCIAPCHUC B

Cokpamiennst u odosnHauenuss: PCA (MI'K) — meTon miaBHBIX
komrioHeHT (Principal Component Analysis); MCR — 3agaua
paspelieHus1 KpuBbiX, ALS — depemymooliuecsi HauMEHbIINE
KBanpatbl; XAS — peHTreHOBCKasl aJcoOpOLMOHHAsI CIEeKTPO-
ckonusl; XANES — ToHKasi CTpyKTypa MHOIJIOLIEHUSI PEHTre-
HOBCKOro usnydyeHust Boiausu kpasi; EXAFS — pacmmpenHas
TOHKasl CTPYKTypa MOMIOILIEHUSI peHTIeHOBCKUX Jyueit; MU —
HWCKYCCTBEHHBII1 uHTeUekT; MO — MalmmHHOe OOyuyeHUe;
HMO — HekoHTpoJaupyemoe MallnMHHoe oOydyeHue; KMO —
KOHTpOJIUpyeMoe MallnHHoe oOyyeHue; SVM — meTon orop-
HBIX BeKTOpoB; NIR — OmkHMiT nH(bpaKpacHbIii (I1ana3oH);
GCN — 0600611eHHOE KOOpAMHAIIMOHHOE Yncio; MLR — MHO-
roMepHasi JuHeliHas perpeccus; LR — noructuyeckas perpec-
cust; DFT — Teopus dyHkumnonana ruiorHoctu; PDF — dyHk-
s pacnpeneaeHus: BeposirHocteii; HPSTM — ckaHupytoiast
TYHHeJIbHasl MUKpocKonusi Bbicokoro aamieHusi; DRIFT —
UK-cnektpockonust ¢ npeobpaszoBanueM Pypbe ¢ nuddys-
HbIM oTpaxkeHneM; ATR — MK-criekTpockorus ociabaeHHOTO
MOJHOTO OTpaxeHus;; SVM — MeTom OIIOPHBIX BEKTOPOB;
LEED — nudpakuusi 3JeKTPOHOB C HU3KUMU IHEPTUSIMU;
MS — wmacc-cnektpomerpusi; TDS — TepmomecopOuroHHas
cnekrpockonus; HREELS — cniekTpockomnusi BBICOKOTO pas-
pelleHrs] XapaKTepUCTUUECKUX MOTePb SHEPTrUU 3JIEKTPOHA-
mu; SERS — noBepxXxHOCTHO-yCcWJIEHHasl paMaHOBCKasl CIeK-
Tpockonusi; COOP — 3acelieHHOCTb MepeKpbIBaHUSI KpUCTAJI-
Jnueckux opouraneir; [LIK — rpaHeueHTpupoBaHHas
Kyouueckasi peuietka; ['TIY — rekcaroHajibHas IJIOTHOYITAKO-
BaHHasl peuieTka.

IIPpaKTHKy, oe3 COMHEHU4, ABJIAIOTCAd OAHMMHU U3
BaXXKHEMUIINX KOMIIOHEHTOB YCTOMYUBOIO PAa3BUTHA.
HecMmoTps Ha OBICTpO pacTylliee YMCIo MCClieqoBa-
TeTbCKUX padOT B 00JaCTH KaTajiM3a, MOHMMaHUE
MEXaHM3MOB MHOI'MX KaTaJUTUYECKHUX IIPOIIECCOB
ocTaeTcs CJIOXHOI 3amaueit. YacTo 3TO CBSI3aHO C
T€M, YTO 1IeJICBOM pe3ybTaT UCCIIEIOBAHUS — OMU-
caTeJIbHasI MOAEIb KaTaJIMTUIECKOI cucTeMbl. Takas
SMIMpUIECKasi MOJIENIb CBS3bIBAET IapaMeTPhl WA
YCJIOBUSI IPOIIecca M aKTUBHOCTD KaTaIm3aTopa. Xo-
TSI JTaHHBIA ITOAXOM JaeT BO3MOXHOCTh PEIIaTh 3agady
OINTUMM3ALINU, OH He SIBJISIETCS IIOJIHOCTHIO IIpeIcKa3a-
TeabHbIM. THBIMM clToBaMM, OH HEe MOXKET ITPOTrHO3M-
pOBaTh MOBEIEHNE CUCTEMBI IJIsI PACIIMPEHHOTO IT0JISI
napaMmeTpoB. Kpome Toro, onucaTellbHBIE MOIEIM HE
IO3BOJISIIOT CBSI3aTh IPOLIECChI, IIPOUCXOASIINE HA MO~
JIEKYJISIPHOM YPOBHE, HaIllpUMep CTPYKTYPY aKTUB-
HBIX LICHTPOB B XOJ¢ peaKIIMM U KaTATUTUYECKYIO aK-
THUBHOCTb.

B mocnenHee BpeMs HaykKa O JaHHBLIX aKTHUBHO
BHEIPSIETCS B pa3IMUHbIe 00JaCTU €CTECTBEHHBIX
HayK B Ka4€CTB€ YHUBCPCAJIBHOTO MHCTPYMCHTA IJI
00pabOTKU U MHTEPIIPpETALIUN PE3YIbTATOB UCCIIEIO-
BaHuii (puc. 1). PazButne n crangapTu3aims 3KCcIie-
PUMEHTAJIbHBIX METOIOB ITO3BOJISIET IeHEepUpPOBaTh
00JIbIIIOE KOJIMYECTBO ITapaMeTPOB, YTO JeJIaeT BO3-
MOKHBIM ITPUMEHEHHE aJITOPUTMOB PabOTHI C OOJTb-
MU JaHHBIMU. B 00J1acT KaTanmsa 3TOT IIOIXO B
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Puc. 2. Pe3ynbraThl 3anpoca B Scopus: KaTajiu3, Katajau3 + MalllMHHOe 00yyeHue, KaTaiu3 + MallMHHOe 00y4yeHue + criek-
Tpockonus + MuUKpocKomnusi. [ToMcK oCyIlIeCTBISUIN ¢ Y4ETOM CIIeIYIOIINX KpUTepureB: scopus (catalysis + machine learning +
+ spectroscopy microscopy) TITLE-ABS-KEY (catalysis AND machine AND learning AND spectroscopy) AND (LIMIT-TO

(DOCTYPE, “ar”) OR LIMIT-TO (DOCTYPE, “re”).

TMEPCIIEKTUBE MOXET OOBCOIUHUTH Pa3HBIC aCITeKTHI
KaTaJIMTUYECKOTO TIpoliecca OT MOJIEKYJISIPHOTO 110
pEaKTOPHOIO YPOBHSI M 3HAYUTEIBLHO YCKOPUTH
BHeApEHNE HOBBIX TEXHOJIOTHI M pEIIeHUI B XUMU-
YeCcKyI0 MHIyCcTpuio. bojee Toro, ¢ TOMOIIbIO HEAIM-
MUPUYECKUX KBAaHTOBO-MEXaHUUYECKHUX pPacueToB
MOXHO OCYIIECTBJISITh IIpeacKa3aTeIbHOE MOIETH-
poBaHUE W BepU(PUIIMPOBATh KWHETUIECKIE CXEMBI,
KCIIOJIb3yeMbIe TIPU TIPOBEICHUN SKCIIEPUMEHTOB U
00paboTKe IoJIydyaeMbIX TaHHBIX [ 1, 2].

IlepBBle pPaGOTHI, ITOCBSIICHHBIC IPUMEHEHUIO
METOMIOB MAIlTMHHOTO OOYYeHMST B KaTaause, MOsTBU-
gucek B Havasie 2000-x rr. [3]. BMecTe ¢ pocToM BbI-
YUCIIUTEIFHOM MOIITHOCTH MHUKPOIIPOIIECCOPOB U
TOCTYITHOCTH TIPOTPaMMHOTO obOecTieuyeHUsI IS pa-

OOTHI C aJTOPUTMaMM KOJIMIECTBO MCCIICIOBAaHUN C
HCIIOIb30BaHUEM MAIIIMHHOTO OOYyYeHUsT KaK B Kara-
JIn3e, TaK U B APYTUX 00JacCTIX HAayKU 3HAYUTEITBHO
Bo3pocio. TeHmeHIs TIpUMeHeHUs operando MeTo-
OB IS aHaIM3a KaTaJIUTUYECKUX CHCTEM, KOM-
TUIEKCHOCTh MOJIy4aeMBbIX 3KCIIepUMEHTAIbHBIX daH-
HBIX, a TAKXXe HEOOXOIUMOCTh UX OBICTPOI1 00pabOTKI
B peaJTbHOM BpEMEHU ITPUBEIN K 3HAYNTEIIbHOM 3aH-
TEpEeCOBAHHOCTU B MalllMHHOM OOYYeHUM KaK WH-
CTpYMEHTE IJIs1 OBICTPOil ¥ (P (PEeKTUBHOI MHTEPIIPE-
TallMy JaHHBIX B IIOCJIEAHIE HECKOJIBKO JIeT (puc. 2).

B nHacrosmimeit padbote MBI IIpeacTaBisieM 0030p
COBPEMEHHBIX METOJIOB MAIIMHHOTO OOY4YEeHUS C 1ie-
JIbIO O3HAKOMJICHUSI C HUMU YMTaTeNell, a TaKKe MpH-
BOIUM OTAEJbHBIE TIPUMEPHI UX COBMECTHOTO MPUME-
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Puc. 3. AJ'[l'OpI/ITMI:I MalllMHHOI'o 06}"{6]—[1/15{, HauboJiee 4acto NPUMEHAEMBIE B KAaTAJIMTUYCCKUX UCCIIEAOBAHUAX.

HEHUs C MHCTPYMEHTAMU HUCCJIEIOBAaHUSI B 00JacTy
reTeporeHHOro Karanuza. Haila riaBHasg 3amaya —
IIPUBJIEYb IIUPOKOE BHUMaHME XUMMWKOB-KATaJTUTH-
KOB K BO3MOXHOCTSIM MCIOJIb30BAaHUS MAILMHHOIO
o0ydyeHUs B 00JIaCTH XapaKTepu3alliy KaTajln3aTo-
POB M CBS3U UX (PU3UKO-XUMUUECCKUX CBOMCTB C aK-
TUBHOCTBIO.

IlepBasi yacTh cTaTbM CKOHLIEHTPUpPOBaHA Ha 0a-
30BBIX TIPUHIIMITAX PAOOThI AJITOPUTMOB MAILIMHHOTO
00yUYeHMUsI, yCTICIITHO MPUMEHSIEMbIX JJISI UCCIe0Ba-
HUS KaTanu3aTopoB. Bropas yacth hokycupyercst Ha
pa3bope MpUMEpPOB MCIIOIb30BAHUSI TUX METOIOB
JUJISI THTEPIIpEeTallMM JaHHBIX O CBOMCTBAaX KaTaAIUTU -
YECKOI cUCTEeMBbl, MOJIydaeMbIX C TIOMOIIbIO UH(ppa-
kpacHoit (MK) u peHTreHoBCKOit ancopOLIMOHHON
(XAS) CHIeKXTpOCKOIIMM, SIBJISIIOIINXCS ONHUMH U3
IJIAaBHBIX KICTOYHUKOB MH(OpPMaIIUK O CTPYKTYpe Ka-
TaJIu3aTopa, KOTOpast 4aCTO MOXET CIY>KUTh B Kaue-
CTBE IapaMeTpOB KaTaJUTUYECKON aKTHUBHOCTH.
IIpu >TOM BO3MOXHOCTH MOAMMPUIIMPOBAHUS pac-
CMaTPUBAEMbBIX CIIEKTPOCKOMUUYECKUX METOIOB [IJIsI
operando vicclieloOBaHUSI ¢ HENIPEPBIBHBIM U3BJieUe-
HUEM OOJIbIIMX MAacCCUBOB JaHHBIX O KaTaJUTUYe-
CKOM cHCTeMe MOBBIIIAeT MHTEPEC K X COBMECTHOMY
MPUMEHEHUIO C aJITOpUTMaMUu 0OpPabOTKU TaHHBIX.

METOAbl MAIITMHHOI'O OBYYEHUA

B mociienHue HECKOJIBKO J€T TeéMa UCKYCCTBEH-
Horo uHTeiekTa (M) obpena 3HAUUTEIBHYIO I10-
OyJISIPHOCTh. YBEJIMYEHUE BBIYMCIAUTEIBHON MOIII-
HOCTU KOMITBIOTEPHBIX KOMILUICKTYIOIIMX U TTOSIBJIC-
HHE B HUX OTIEJIbHBIX DJIEMEHTOB 11t padboThl ¢ U,
HaIlpuMep TEH30PHBIX SIIEp B BUIACOKapTax KoMIla-
Huu NVIDIA, obecnieunyii BOSHUKHOBEHUE U IIU-
pOKO€ pacHpoCTpaHEHUE TaKMX TEXHOJOTWi, Kak
KOMIIBIOTEPHOE 3pEHME, aBTONMIOTHUPYEMbIE aBTO-
MoOwir U T.4. OnHOU 13 obJlacTeil TEXHOJIOTUU UC-
KYCCTBEHHOIO WHTEJUIEKTa SIBJISICTCS MAaIIMHHOE
ob6yyenue (MO). B omimmuuu OT TpaauIIMOHHOIO
MpOorpaMMMpPOBAHUS, I1I€ HAOOP TaHHBIX U aJITOPUTM
IS ero oOpabOTKM IMOCTYMNAIT OJTHOBPEMEHHO B
KOMIBIOTEP IJISI MOJIYyYEeHUSI pe3ysibTara, B CXeMe C
NpUMEHEHUEM MalllMHHOIO OOy4YeHUsl Takoili Habop
BMECTE C pe3y/IbTaTOM HCCICIOBAHMUS 3arpyKaeTcs B
KOMIIBIOTEP, KOTOPHIii, B CBOIO OUepeab, TEHEPUPYET

KMHETUKA U KATAJIN3  tom 64 Ne 2 2023

aJITOPUTM, CBSI3BIBAIOIIMII BXOISINME IIapaMeTPhI
Mexay coboit. JIasa KoppekTHoii padbotel MO Heo0-
XOOUM OOJIBIION 00BbEM BMITMPUUECKON MIU Teope-
TYecKoi nHgpopmauuu. B 3aBucumocTu oT crioco6a
X o0O0pabOTKM MeToObl MAIIMHHOTO OOyJYeHUS
YCJIOBHO pas3nelisiioT Ha HeKoHTpoaupyembie (HMO)
u KoHTpoaupyemble (KMO). AnropuTmsbl, Haubosee
YacTO MCIIOJIb3yeMble B (PUBUKO-XMMUUIECKOM aHa-
Jm3e, npencrabiaeHsl Ha puc. 3. Leapio KMO sBisi-
€TCsI YCTAaHOBJICHUE OTHOIIIECHUIT MEXIY CIIEKTPOM U
napaMeTpaMu CTPYKTYpbl, OCHOBAaHHBIX Ha Habope
MapKUPOBaHHBIX TPEHUPYIOLIMX TaHHBIX, KOTOPHIE,
HampuMep, BKJIIOYAIOT CHEKTPHl CTAaHOAPTHBIX Be-
IIECTB C U3BECTHOI TOuHOI cTpyKTypoil. i1t HMO
3ajlaya 3aKJIIoyaeTcs B BBISIBJIEHUM IIaTTEPHOB B
0OoJIbIINX Habopax SKCIepUMEHTAILHBIX JaHHBIX 0€3
HCIIOJIb30BaHUS KAaKNX-IU00 MapKEPOB 1 UX KJIACTE-
pu3aluu, KoTopas IpeacTasisieT co00ii rpynnupoB-
Ky OTIeJIbHBIX 3HAaUeHUI B HA0ope TaHHBIX B OTIACIIb-
HBIE KJIAaCTePhl HA OCHOBE KOHKPETHBIX KOMOMHAIIMIA
NpUHAIICXKAIINX UM XapaKTepUCTUK. BriOop KoH-
KPETHOTO METO/Ia OIIPEACIsSIeTCSI B KaXKIOM KOHKPET-
HOM CiIy4ae M 3aBUCHUT OT KOJMYECTBA ITaHHBIX, UX
KayecTBa U IOCTaBJIEHHON 3a1a4n.

Aneopummbl HEKOHMPOAUPYEMO20
MAUUHHO20 06yYeHUs.

Meron k-cpenunx. Meton k-cpeqHUX MpencTaB-
JisieT co00it oauH U3 HaruboJiee MOMyJISIPHbIX METOJ0B
MAaIlIMHHOTO OOy4YeHUsT OGiaromapsi IIPOCTOTE M CKO-
pPOCTH MPUMEHEHUST Ha OOJIBIIUX MacCUBaX JaHHBIX.
IMpuHIMNIMATBbHON eTo 3aaayeil SIBIsieTCsl pacipene-
JIEHUE TMOJIyYEHHBIX NaHHBIX IO TPYMIIMPOBKAM Ha
OCHOBE MX CXOXECTH MeXay coboii. Takue naHHBIE
BKJIIOUAIOT CIIEKTPhl CIOXHBIX KaTaTUTUUECKUX CU-
CTe€M, B KOTOPbIX OJHO3HAYHO OTHECTHU CIIEKTPOCKO-
MUYECKUI CUTHAJI K KOHKPETHOMY KOMITOHEHTY TTpe/-
CTaBIsieTcsl 3aTpyaHuUTEIbHBIM. Kpome Toro, Ttakue
KJ1acTepbl MOTYT OBITh UCIIOJIb30BaHbl B KOHTPOJIUPY-
e€MbIX MeTOoJax MalllMHHOTro obydeHust (puc. 4). He-
CMOTpSI Ha TIPOCTOTY pabOThI aJITOPUTMa, CJIEIYET OT-
METUTh, YTO MPUMEHEHNE MeTola TpeOyeT MmpenBa-
PUTEIBbHOI HOpMaIu3alMuy TOCTYMAIIIUX JaHHbIX,
a Takke omnpele/ieHUs] CTeleH! CXOICTBa MEXIy OT-
JNeJIbHBIMWA TOYKaMu IS (pOpMUPOBAHUS LIEHTPOB
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Puc. 4. [TpuHiun paboTel k-CpeTHUX.
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Puc. 5. O6paboTKa cTaHIApTHOTO HAOOpa TaHHBIX “iris” METOIOM IJIaBHBIX KOMITOHEHT.

KJIactepu3anuu. BeiGop onTuMaibHOIo YKciia TPy
“k” nng MaccuBa JaHHBIX 3aBUCUT OT IOCTABJIEHHOMN
3aJa4y, TaK KakK IpU HEOOJILIIOM 3HAYEHUU IOy~
YUTh JIOKAJIbHYIO MTH(OPMALIUIO CTAHOBUTCS IIPOOJIe-
MAaTUYHO, a CYIIECTBEHHOE KOJUYECTBO MaJIbIX
TPy “k” yClOXHSIET ero oooob1iieHue [4].

MeTon mIaBHBIX KOMIOHEHT. MeTo/ IJITaBHBIX KOM-
noHeHT (MI'K, PCA (Principal Component Analysis))
MO3BOJISIET YMEHBIIUTh Pa3MEpPHOCTb 0a3 JaHHBIX,
YBEJIMUUBASI UHTEPIIPETUPYEMOCTb, U MUHUMU3UPO-
BaThb I1oTepro nHpopmamuu (puc. 5) [5].

MuviMu cioBamu, ucrioab3oBanue MI'K cokpa-
IIaeT YHCJIO ITePEMEHHBIX, HEOOXOAUMBIX JIJIsI OIT1CA-
Hug cucteMbl. MI'K mipemycmaTpmBaeT HECKOJIBKO
STarloB:

1) HopMaIU3aLUIO JAHHBIX;
2) pacyeT KOBapMallMOHHOM MaTPUIIbI;

3) pacueT COOCTBEHHBIX BEKTOPOB U 3HAUYCHUIA
JIJIsI OTIpeIieJIeHUsI NIABHBIX KOMITOHEHTOB;

4) BBIOOp XapaKTEPUCTUUECKOTO BEKTOPA;

5) BbBICTpaBaHUE OaHHBLIX BOOJIb OCH TJIaBHBIX
KOMITOHCHTOB.

Pesynpratel MI'K He Bcerma mmeioT MHTYUTUB-
HyI0 (OU3NYECKYI0 MHTEPIPETALUIO, TOITOMY MPU-
MeHeHMe JaHHOTO MeToAa CBOASTCS K MOUCKY Mapa-
METPOB CUCTEMBbI C TTOCEIYIOIIMM WX HUCIIOJb30Ba-
HUEM B Apyrux Meronax. Hampumep, ¢ IoMoIIbIO
MTK ocyiiecTBISIIOT aHAJIN3 N300pakeHU SHEPTO-
JIUCTIEPCUOHHON PEHTTeHOBCKOW CHEKTPOCKOIIUU
HaHOYacCTUIl Uil omlpeneseHus1 Kkoiauuectsa da3 B
aHaJIM3upyeMoM oObeMe.

Aneopummol KOHMPOAUPYEMO20 MAWUHHO20 00YHeHUs.

Meron k-0mmxkaiimmx coceneil. Meton k-0mvkaii-
IIMX coceleil — HemapaMeTpuiyecKuil Kiaccubuka-
LIUOHHBIN JITOPUTM, T.€. OH HE JIeaeT KaKuX-a1bo
MPEAIOJIOXEHU Ha 3JIEMEHTapHOM Habope TaHHbBIX.
s knaccudukanum oObEKT TPUCBAUBAETCS TOMY
KJIaccy, KOTOpPBIi sIBJIsIeTCS HauboJjiee pacrnpocTpa-
HEHHBIM cpelu k-coceleit TaHHOTO 2JIeMeHTa, Kjac-
ChbI KOTOPBIX yKe U3BeCTHHI [6]. Hampumep, HOBBIE
JTaHHBIE TOJDKHBI OBITh OTHECEHHI K Kiaccy A nian B

KUHETUKA U KATAJIU3 Ne 2
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Puc. 6. Meton k-0mkaiiimmx coceneit.

(puc. 6). Eciiu kK = 2, To gaHHbIE MPUCBAUBAIOT KJlac-
cy A, TIOCKOJIBKY B KpYre JiBa TPEYroJjbHUKa U OAWH
KBajapaT, eciu kK = 5, JaHHBbIE OTHOCST K Kjaccy B,
TaK KakK KBaJpaTOB BO BHEIIIHEM Kpyre OoJibllie, YeM
TPEYrojibHUKOB. TakuM 00pa3oM B HCCIEAOBAHUSIX
OpraHMYeCcKUX KaTaanu3aTopoB il TOMOTEHHOTO Ka-
TajJu3a METOJIOM k-OIVKalIIux coceaeii ObLIo ycTa-
HOBJICHO, YTO JINTAHIbl C IMOXOXeil aKTUBHOCTLIO
MMEIOT TEHIECHIIMIO TPYIIIIMPOBaThCs BMecTe [7].

JlepeBo npunsaTHA pemenuii. MeTon “nepeBo mpu-
HSATHUS pEIIEeHU” ABIsIeTCS TUITMYHBIM UWHIYKIIMOH-
HBbIM aJITOPUTMOM U TIPENCTaBIsIeT CO00M (hyHKIIMIO
B (hopMe JaHHBIX (X) U COOTBETCTBYIOLIWI PE3yJIbTAT
f(x), ncronb3yeTcs Wil HaXoXneHUsT (PyHKIIUU HO-
BOI MOPLUM JTaHHBIX (X), cOKYyCHPOBaHHOM Ha mpa-
BUJIaX KJIacCU(PUKALIMU, OTOOpaxkaeMbIX B BUIE Je-
peBa peleHuit (puc. 7). YObIBaOIIUM PEKYPCUBHBIM
CIOCOOOM aJITOPUTM CPaBHUBAET aTpUOYTHI MEXIy
BHYTPEHHUMU Y3JIaMU JepeBa pelIeHUi, OLIeHUBAaET
yObIBalOIIEe BETBU B COOTBETCTBUU C Pa3IUUYHBIMU

aTpuOyTaMu y3j1a U MO3BOJISIET ClieJIaTh BBIBOI, UCXO-
IIsT U3 y3JIOB TUCTheB. Ha MpOTsSKeHUU OT KOPHSI 10
JIUCTOBOTO y3Jia CYIIECTBYET KOHBIOHKTUBHOE TIpa-
BUJIO, Y BCE IEPEBO PEIIEHUI OTBEYAET TPYIIIE TU3b-
IOHKTUBHBIX TIPAaBUJI BBIPAKECHUSI.

IMonynsipHOCTh NpPUMEHEHUsI MeToma “IepeBO
OPUHSATUS pelleHnin” IS KilacCu(UKaLM JaHHBIX
0o0ycaBIMBaeT HaJIM4YKe OOJIBLIIOrO KOJIUYeCTBA pa3-
paboTaHHBLIX alropuUTMOB, Takux Kak: I1D3, C4.5,
PUBLIC, CART, CN2, SLIQ, SPRINT u T.1. [8]. K
JIOCTOMHCTBAM METOJla OTHOCSIT CKOPOCTb KJIacCu-
¢dukaumu, a TakxKe BbICOKME Pe3YJIbTaThl IIPU HaJU-
yny myMoB. HemoctaTkoM MOXKeT OBITh M3MEHEHUE
o0l11iero BuAa JepeBa pelleHUil Mpu BHECEHUU He-
OOJIBIIIMX KOPPEKTUPOBOK B KICCIEAyeMble JaHHBIE [9].

JIuneiinas perpeccus. JInHeliHas perpeccust OTHO-
CUTCS K CTAaTUCTUUYECKOMY METO/ly, B KOTOPOM He3a-
BUCHUMBbIE NEpEMEHHBIE X UCIOJBL3YIOTCS ISl TIpel-
cKa3aHus 3aBUCUMBIX IIepeMeHHbBIX y (puc. 8). Pa3-
JINYalOT HECKOJbKO BHWJOB JIMHEWHOM perpeccuu:
MPOCTYIO, B KOTOPOIf 3HAau€HME 3aBUCUMOM Iiepe-
MEHHO# onpenensiercst Kak y = 3, + B,x + €, u MHO-
romepuyio (MLR), tne y =By + Bix; + ... + B,x,, +&,
rne B — koadbduimeHT perpeccun, € — HeHabIoAae-
Masi ciydyaiiHasi BeJWuuHa, KoTopas mo0aBiisieT
“myM” K JNUHEHHOI 3aBUCHUMOCTUA MEXIY 3aBHCH-
MOI TIepeMEeHHOM U perpeccopamMu. TakxKe cylle-
CTBYIOT OoJiee CJIOKHbIE MOJE/IN, KOTOpbIEe BKJIIOYA-
IOT KBaJpaTUYHble MapamMeTpbl U B3aUMOIEICTBUE
Mmexny Humu [3]. JImHeliHas perpeccust 4acTo Mpu-
MEHSIeTCs IJ1s1 aHaIrM3a TeOPEeTUYECKMX JaHHbBIX, MO-
JIyUEHHBIX B XOJI¢ IKCIIepHMEHTa, HallpuMep, COB-
MECTHO ¢ Teopueil pyHKimoHana miotrHoctu (DFT).
ABTOpHI padoThl [10] mpenckasbpiBaloT METOAAMU JIN-
HelHOl perpeccur 3HAYEHUS PHEPTUU ancopOLUU
KJIIOUE€BbIX MHTEPMENMATOB B PEAKIIMU Pa3I0XKEHUS
okcuaa azora (NO) Ha MeTaJIMUECKUX HAHOYACTU-
1ax.

Heiiponnbie cetn. HelipoHHBIE CeTH OOBEAUHSIIOT
IPYINy METOAO0B MAIIIMHHOTO OOy4YeHUsl, B OCHOBE
KOTOPBIX JIESKUT WMHUTAIUSA (PYHKITMOHUPOBAHUS
LEeHTPaJIbHOI HEPBHOM CUCTEMBI (TOJIOBHOI'O MO3ra)
yeJloBeKa IJIs pelleHUs] MOCTaBJIeHHBIX 3agady. B

KopneBoii y3zen

|
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JlvcToBoii y3en JlucTtoBoii y3en

Puc. 7. CxemarnuHoe U300paXxeHue aJiropuT™Ma MeTo1a “AepeBO MPUHSITHUS pPEeLIeHU”.
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3aBUCUMBIC TIIEPEMEHHBIC Y

HeszaBucumebie ICPEMECHHDLIC X

Puc. 8. JIluneitnas perpeccusi.

HeHpoCceTsIX OOLICIIPUHSATO BBIACIISATH TPU IJIaBHBIX
CJIOSI CBSI3aHHBIX MEXIy COOOIl HEMPOHOB: 6X00HOIL,
colepxXkaluii He3aBUCUMEBIE TIepeMeHHbIe (1300pa-
KEHUSI, YNCJIOBBIE M TEKCTOBBIE JAHHBIE); CKPblIMbLil C
akTUBUpYyIoleil GyHkuueil (curmoupoit) [11]; esi-
X0OHOU C TIONYYEeHHBIM pe3yiabraToM (puc. 9). s
KOPPEKTHOI paboThl HEMPOHHBIX CeTell MpemBapu-
TEIbHO IIPOBOISAT UX OOyYeHME Ha TPEHUPOBOYHBIX
MacCHBax JaHHbBIX C MOCAEAYIOIIEH MPOBEPKOM aleK-
BaTHOCTH MOCTPOeHHOM Moaean. OTMETHM, UTO I10-
JIpOOHBIN pa3dop NpUMEHEHUsI HEMPOHHBIX CEeTei B
00JIacTM KaTajau3a pacCMaTpUBAECTCS B CTaThe aBTO-
poB H. Li, Z. Zhang, Z. Liu [12].

PEHTITEHOBCKAA ABCOPBLIMOHHAA
CIIEKTPOCKOIIHA (XAS)

TpanuLIMOHHO PEHTTEHOBCKYIO aOCOPOLIMOHHYIO
CIEKTPOCKOIIMIO MOXHO pa3ieiuTh Ha JiBa Kjacca —
TOHKYIO CTPYKTYPY IIOIJIOLIEHUS PEHTIEHOBCKOIO
nsnyyeHus Bom3u kpast (XANES) u paciipeHHy1o
TOHKYIO CTPYKTYPY MOTJIOIIEHUSI PEHTTEHOBCKUX JTy-
yeit (EXAFS) — B 3aBUCMMOCTH OT ITOJIOXKEHUS pac-
cMaTprUBaeMoii 00JIaCTU OTHOCUTEJILHO Oesloil Jin-
Huu cnekrpa [13]. Ob6e obiracTu comepXar LEHHYIO
UHOOPMALIMIO O CTENEHU OKUCIEHUS U KOOpAWHA-
IIMM aTOMOB M YacTO MCMHOJBb3YIOTCSA B KaTaJluTUYe-
CKUX WCCJIEIOBAHUSIX, B TOM YHUCJE B WUCIIOJHEHUU
operando, Korga U3MepeHUs COOTBETCTBYIOIIMX Ma-
paMeTpOB MPOBOJSITCS HAa aKTMBHOM KaTaJiu3aTope.
[HIupokoe mpuMmeHeHne XAS orpaHUYMBAIOCh HEO0-
XOJIMMOCTBIO TPUMEHEHUS TOPOTOCTOSIIIINX CUHXPO-
TPOHOB M OTCYTCTBUEM MaTeMaTHYECKOro armapara
IUJTsI KOJTMYECTBEHHOTO aHaJu3a TOJyYeHHBIX CITeK-
TpoB. O6a MeToma B TEUEHUE INIMTEIBHOIO BPEMEHM
WICTIOJIb30BAIMCH JIMIIb IJIST KAYECTBEHHOTO aHaJIn3a,
HampuMep U3MEpeHUsl Kpasi, HaJIMYus CABUTa B 3a-
BHUCUMOCTU OT TPUCYTCTBUS WJIM OTCYTCTBUSI KOH-

Bxonnoit BrixomHoii

CKpBITHII

Vi
\.(l»§\{9

A

X

Puc. 9. Cxema c10eB HEMIPOHHOI CETH.

KPETHBIX OTITeYaTKoB. OTHAKO C TIOSBJICHUEM TIep-
BBIX QJITOPUTMOB IS pacyeTa TEOPETUUYECKUX CITeK-
TPOB Ha OCHOBE JIOKAJbHBIX TUIOTETUYECKUX
crpykryp nonyiisipHocTh XANES n EXAFS 3nauu-
TEJIBLHO BBIPOCIIA.

Heob6xomuMocTh OBICTpOiT 00pabOTKM OONBIIMX
MAacCCHBOB TEOPETHUYECKUX M OIKCHEePUMEHTATbHBIX
JaHHBIX PEHTI€HOBCKOM aOCOPOLIMOHHON CIIEKTPO-
CKOIIMHU, a TaKKe YCIIOXKHEHUE KAaTAIMTUISCKIX MO-
JIeJiel TIPUBEIM K aKTUBHOMY Pa3BUTUIO 1 PacIIpo-
CTPAaHEHUIO AITOPUTMOB MAIIMHHOTO OOy4YeHUs B
3TOM 00JIaCTH.

ba3zvl danubix oas aneopummos
MauuHHo2o o0yuenus 6 XAS

KoppekTHas padboTa HEMPOHHBIX CETEM 1 KOHTPO-
JIMPYeMOT0 MallIMHHOTO 00yUYeHMsT 00YCJIOBJICHBI MC-
MOJIb30BaHMEM OOJIbIIIOTO KOJMYECTBAa KauyeCTBEH-
HBIX 00OYYaIOIIMX JaHHBIX. DTH ABA MOIX0Aa PEIIaloT
3aJa4yy MpUMEHEeHUs JOCTYITHbIX 0a3 JaHHBIX SKCIIe-
pUMeHTaIbHBIX CIeKTPOB XAS [ 14] 1 11ojrydeHUs MO-
JIeTUpOBaHHBIX CIIeKTpoB. Tak, crekTpel XANES
MOXHO CMOJIEJIMPOBAaTh B IIPOrpaMMHOM obecrieue-
Huu FEFF, He TpeOytonieM 601b1I0M BHIYUCIUTENb-
Hoit MomrHoCTH [ 15], a mig EXAFS TakuMm pertreHnem
MoxeT ctaTh IFEFFIT [16]. Co3nanue 6a3bl JTaHHBIX
cuektpoB XANES u EXAFS B KaTaIuTU4ECKUX CU-
cremMax IpeanosjaraeT IpsSIMOe MOJAEJIMPOBaHUE
CMeKTpa MHAMBUIYAIBLHOTO KaTajau3aTropa, HaHOYa-
CTULI, KJIacTepoB U T.I. ITOCKONbKY CylIeCTBYIOILINE
0a3bl JaHHBIX [17] cBeOeHHBI K CIIEKTpaM YETKO OIpe-
Ne2 2023
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Puc. 10. (a) — PasButue HenonHoii dyHKIMY napHoit Koppensuyun (RDF) nist Hanouactuisl CusgZns, MOJTy4eHHON Heltpo-
CEThIO Ha OCHOBe BpeMsi3aBUCUMBbIX TaHHbIX EXAFS k-kpast iuHka (Zn); (6—1) — BpeMeHHbIE 3aBUCUMOCTH MHTETPUPOBaH -
HbIX ooacteii mox nepsbiM Zn—0O RDF-nmmkom (KoopauHaIIMOHHOE YUCIIO TIepBoii 000ouku Zn—O) u nion rnepBbiM Zn—M
RDF-nukoM (KOOpAWHALIMOHHOE YKCJIO MIEpBOil 060104KK Zn—M) T METHO-LIMHKOBOTO HaHOKaTaIu3aTopa v Ui Zn -
HaHouacTull. AnantupoBaHo u3 [ 18]. PacipoctpaHsieTcs Ha yciaoBusix tunieH3uun Creative Commons Attribution 3.0 Unported
Licence. Adapted from [18]. Licensed under a Creative Commons Attribution 3.0 Unported Licence.

JIeJICHHBIX OPOIIKOB, UX IPUMEHUMOCTb K aHAJIU3Yy
KaTaJIMTUYECKNX CUCTeM (TeTepOreHHBIX KaTain3a-
TOPOB, HAHOYACTHUL, OMMETAJUIMYECKUX CILJIAaBOB U
T.I.) OrpaHMYeHa MH(OpMaIIEeit O COCTOSTHUU OKHC-
JIEHUSI U KOOPIAVMHALIMOHHOM OKPY>KEHUU.

Ilpumenenue KoHmpoaupyemoeo MauuHHo20 00yUeHUs!

[Nepen nmpumMeHeHeM 00ydYeHHOIT HEIipOHHOI ce-
TH i1 0OpabOTKU peaibHbIX 3KCIEPUMEHTAIbLHBIX
JIAaHHBIX HEOOXOIUMO YIOCTOBEPUTHLCS B aIeKBATHO-
CTM MOCTPOEHHOTO aJITOPUTMa C MOMOIIbIO pede-
PEHCHBIX MaTEepUaJiOB, CIIEKTPbl KOTOPBIX U3BECTHDI
W MOTYT OBITh TOCTOBEPHO CMOACIMPOBaHkEI. B pa-
6ore Timoshenko J. et al. [18] mpencka3zaHHbIe Heli-
pPOCEThIO CTPYKTYPHBIE MOJIEI HAHOYACTHUI] CPAaBHU-
Bayi ¢ TeopetndeckuMu EXAFS-criekrpamu, nmoiy-
yeHHbIMU MeTogoM RMC (Reverse Monte Carlo)—
EXAFS. B atoM Xe uccieqoBaHUN aBTOPBI IIPOIES-
MOHCTPUPOBAJIM BO3MOXHOCTb OBICTpOIf 00pabOTKMN
0OJIBIIIOTO KOJIMYECTBA DKCIEPUMEHTAIbHBIX CHEK-
TpoB OumMmeTandyeckoro CuZn-HaHoKaTaiu3aropa,
YTO MO3BOJIMJIO HAOJIIOAATh BpEMSI3aBUCUMOE U3Me-
HEHUE JIOKAIbHON CTPYKTYpbl BOKPYI KaTaJIUTUYe-
Ne 2 2023
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CKM aKTUBHBIX KOMITOHEHTOB B PEAKITMOHHBIX YCIIO-
Busix (puc. 10).

VcrnenHoe MCIOIb30BaHUE HEHMPOHHOM CEeTH ISt
Metoga XANES moxHo Haiitu B padote Timoshenko J.
et al. [19]. HeiipoceTb Obls1a 0OydyeHa IJisi TIOCTpoe-
Hug 3D-Mozenu MeTauInyecKoro miaTMHOBOTO Ha-
HOKaTaJlu3aTopa, HaXOXIEHUS CKPBITbIX CBs3eit
Mexay ocooeHHOCTSIMHU cIrieKTpoB XANES u reomer-
pueil KaTaau3aTopa, YTO IPUBENO K YBEJIUUYEHUIO
yyBcTBUTEIbHOCTH XANES-cnekTpoB Mmeraminye-
CKMX HaHOYACTHII A0 YETBEPTOM KOOPAMHALIMOHHOM
000JIOUKHU U MO3BOJMIIO OIIPEAEIsITh pa3Mep U Gpop-
My YacTullsl (puc. 11).

CTOUT OTMETUTD, UTO IJisd HauboJiee 3hHEKTUB-
Horo npumeHennss KMO Heob6xomuM BbIOOpP ajro-
puUTMa, MOAXOMSIINI ST pELISHUS CIIe(PUIECKUX
3aga4d. OQHOI U3 HUX SIBJISIETCS OIpeleIeHUe OKCH-
noB MeTaiutoB o cnekTpy XANES. B o61ieM ciryyae
BBIOOP (hbOpMBI OKCHUI/HE OKCHU IIPOU3BOIAUTCS IIy-
TeM CpaBHEHMUs cTerieHUu capura B muke XANES, no-
JIY4EHHOIO B XOJi¢ SKCIEPUMEHTa WJIM TeOpeTHde-
CKOIl cuMymsauuu, ¢ pedepeHTHbIM TMKoM XANES
YUCTOTO BEIIECTBA; MPU 3TOM BBICOK PUCK HEAOCTO-
BEPHOTO OTHECEHMSI, CBSI3aHHBIII C YEIOBEYECKUM
dakTopoM. B padote [20] olieHMBaIM BOCEMb ajIro-
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Puc. 11. Koopaunauuonusie yucia (KY), npenckazaHHble HEMPOCEThIO MO IKCNepuMeHTaIbHbIM JaHHBIM XANES. (a) —
CpaBHeHHME KOOPAVHALIMOHHBIX YUCEN MEePBOil 000JI0UYKM, MpEACKa3aHHBIX HEMPOCEThI0, U PE3yJbTaTOB TPAIUIIMOHHOTO
EXAFS-ananu3a ajs ruiaTUHOBOI HaHOUYacTULBI Ha Y-Al,O5. (6) — KY, nmpenckaszaHHble HEHPOCETbIO AJIs1 4eTBEPTOil KOOp-
NUHALMOHHOM 000J10uKkU. Cepble MycThie Kpyry cooTBeTCcTBYIOT KY 1151 M1aTUHOBBIX MOJIEIbHBIX KJIACTEPOB C pa3HBIMU pas-
Mmepamu 1 popmamu. Kiractepsl 1orydeHbl ¢ MIpuMeHeHeM Kyondeckoii rpaHenieHTpupoBanHoi (KI'L[) ctpykrypHoii raTtu-
HBI, yCceUeHHOU BOojb 1miaockocTteil (100) mam (111), a Takke mist KjacTepoB Tuila “uxkocasap” u “I'TIY” (rekcaroHajabHast
TUIOTHOYNaKOBaHHasl pelrerka). [1yprnypHbIii IpsIMOYTOJIbHUK Ha puc. 116 mokas3biBaeT JOBEpUTEIbHYIO 061acTh it K4, mmo-
JIYYEHHBIX 17151 o6pasua S; ¢ moMolbio aHanusza MS-EXAFS. (B) — CooTBeTcTBylomine Bo3MoxHble 3D-Mmonenu yactuil. Pu-
CYHOK afanTtupoBaH ¢ paspemenusi u3 [19] (Copyright 2017 American Chemical Society). Adapted with permission from [19].
Copyright 2017 American Chemical Society.

putMoB KMO mjisi ycTaHOBJIEHUSI TTapaMeTPOB CO-
crosgan okcnaoB AecsaTbio XANES cnekTpamu, Ko-
Topble ObLIM OTOOpaHbl M3 SPring-8 Experimental
Data Repository System Portal. ITo pesynbratam mc-
cJieq0BaHW aBTOPHI MPUIILIN K BBIBOIY — JIOTUCTH-
yeckas perpeccusi (LR) mmeer HamOombIIyIO TOY-
HOCTb, paBHYIO 80%, 1 3TO €IMHCTBEHHBII aJITOPUTM
M3 BCeX IIPOTECTUPOBAHHBIX, KOTOPbI MOXET
YCIIEIIHO Pa3IuYUTh OKCUIHOE COCTOSIHUE U HE OK-
cugHoe. OmubouHsiii BEIOOp B ciaydae CuO u NbO
CBSI3aH C UX cJIa0oiif okuciieHHocThio. HecMmoTps Ha
9TO, MAIIMHHOE O0yYeHUEe MOXET Halle>XKHO MPOTHO-
3MpPOBaTh CTENEHb OKUCJIEHUSI META/UIOB B OKCHAAX

no gaHHbIM XAS. Takum o0pa3oMm, ITOIOOHEIN aaro-
PUTM YIPOIIAET ONpeAcaecHUEe OKCUIHOTO COCTOSI-
HYS B OTCYTCTBME 3TAJIOHHBIX CIIEKTPOB.

Hcnonvzoeanue HEeKOHmpoaupyemoeo
MAUMUHHO20 06y11€HLtﬂ

H3ydyeHne MeXaHU3MOB KaTaJIMTUYECKUX peak-
LU C TTOMOIIBLIO operando CIIEKTPOCKOITUU MOXKET
OBbITb OCJIOXXHEHO OTHOBPEMEHHBIM HAJTMYMEM Ha-
OI0IaTeNIbHBIX KOMIIOHEHTOB (spectator species),
TMIPOMEKYTOYHBIX MPOAYKTOB peakKUU U aKTUBHBIX
LEHTPOB. B Takux ciydasx mpruMeHeHUe KOHTPOJIN-
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PYEMBIX METOIOB MAIlIMHHOTO OOyJYeHUST U HEUPOH-
HBIX CeTeil OrpaHUYMBAETCS BBULY OTCYTCTBMSI OJHO-
3HAYHOU MOJEJIM, COOTBETCTBYIOLICH ITOJIYYCHHOMY
aHcaMOIto criekTpoB [21]. B atnx cutyanmsax 1ipen-
IMOYTUTEIBHO WCIIOJIb30BaHUE HEKOHTPOJUPYEMOTO
MAaIlIMHHOTO O0yYeHMs, KOTOPOE NAaeT BO3MOXHOCTh
pEIINTh ABE OCHOBHBIC 3aJauyM: TPYIIIMPOBAaHUE U
YMEHBIIIEHEe pa3MepPHOCTU. 3agadya KiacTepru3aluu
3aKJII09AeTCsI B ITOMCKE HECKOJIILKMX CIIEKTPOB, OIU-
CBHIBAIOIIMX BECh HA0OOP JAaHHBIX U CBEIEHMUS 00 00-
pasiie, B TO BpeMsI KaK YMEHBIIIEHUE Pa3MEepPHOCTHU
IIOMOTaeT ONpPEeNe/IUTh IapaMeTPhl B HA0ope JaHHBIX,
KOTOpBIE SBJISIOTCS Hamboiee “OYeBUIHBIMUS WA
BapUaTUBHBIMU, a TAKXKE TTO3BOJISIET M30eXKaTh Ipeli-
B3siTocTu Habmwopatens [22]. B EXAFS B kauecTBe
TaKUX MapaMeTpOB MOTYT BBLICTYIIaTh aMIUIUTYA,
dopma, ¢asza, yacToTra KOJEOAHWUI WM TO3UIUS
[IJIABHBIX ITMKOB B Dypbe-IIpeoOpa3oBaHHBIX CIIEK-
Tpax, B To BpeMs Kak misd XANES 310 mo3unmsg kpas
MOMIOILICHUS 1 MHTEHCUBHOCTD OeJIoi TnHUM [23].

B uccinegoBaHuM CTENEHW OKUCIEHUS Xejie3a B
KOMIUIEKCHBIX Katanu3zaTtopax FeMoBi B mpoiiecce
aMMOKCHINPOBAaHUS TIpornmicHa [24] mnsa aHamm3a
criektpoB XANES aBTOpHBI OTIAIM TIPENIIoYyTeHUE MC-
nojb3oBaHuio PCA, MOCKOJIBKY JTMHEWHBI KOMOMHU-
pPOBaHHbBII aHAIM3 HE MOT TPEMIOXUTh HE3ABUCUMOE
OT MOJIEIY OTpeeJIeHNE YMCiia HE3aBUCUMbIX KOMIIO-
HEHTOB. ABTODPbI MMOKAa3aJu, YTO YMCIIO TIaBHBIX KOM-
IMOHEHTOB, HEOOXOIMMBIX ISl BOCITIPOU3BEIEHUST BCEX
6 BKCepMMEHTAIbHBIX CIIEKTPOB, paBHO 2. CTaHaapT-
Hble coenuHeHns Fe,(MoO,); n Li,Fe(MoO,); 6plmn
XOPOIIIO BOCIIPOU3BEIEHBI MyTEM KOMOWHUPOBAHUS
STUX IBYX IJIJaBHBIX KOMITIOHEHTOB, U 11€JIEBOE MPE0O-
pa3oBaHMe ObLIO BHITTOJTHEHO C OCHOBBI a0CTPaKTHBIX
KOMITOHEHTOB 10 OCHOBBI, COOTBETCTBYIOIIIEH ABYM
CTaHJapTaM.

[MoBbIlIeHNE CKOPOCTU M JOCTYITHOCTU PEHTIre-
HOBCKOM CIIEKTPOCKOMNWM, BKJIOYasi BO3MOXXHOCTh
ee IIPMMEHEeHUS C METOIAMU operando, B COYECTaHNH C
JOCTAaTOYHO MPSIMOIi MHTepHpeTalueil NPpUBOAIT K
YBEJIUYEHUIO TIOIMYJISIPHOCTU HCIIOJb30BAaHUS YKa-
3aHHOTO METO/Ia B UCCISAOBAHMSIX T€TEPOreHHBIX Ka-
TanuTudeckux cucreM. CTOUT OTMETUTh, YTO ITOT
METO MO3BOJUT MOJYYUTh OOJBIION HAOOp Kaue-
CTBEHHBIX W KOJMYECTBEHHBIX JaHHBIX, PACIIMPUTh
BO3MOXHOCTM CaMOTO METOHa, a TaKXe IIPOBECTU
OBICTPYIO U HETIPENB3STYI0O MHTEPIIPETALINIO PE3YIIb-
TaToB. I1py 3TOM paclImpeHre CyIIeCTBYIOLINX U CO-
3MaHWE HOBBIX 0a3 MaHHBIX, COAEPKAIIMX IKCIIePHr-
MEHTAJILHBIE U TEOPETUUYECKHME CIIEKTPhI PEaIbHBIX
KaTajJn3aTopoB, MOTYT YCKOPUTb MHTETPUPOBAHUE
PEHTIEHOBCKOM CIIEKTPOCKOIIMM C TEOPUEA.

HNK-CITEKTPOCKOITHNA

MNK-crieKTpocKOoTMsT SIBASIETCS OMHUM W3 CaMbIX
pacrpoCcTpaHEHHBIX METOAOB MOJIEKYISIPHOM CITeK-
TPOCKOITMU M 3aHUMAETCS M3ydeHUEM B3aUMOEii-
CTBUS MH(PPAKPACHOIO U3JIYyUYEeHUs C BEIIECTBOM My-
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TeM MHONJIOIICHMSI, U3IYyUYCHUs WIN OTPpaxkKeHUsI. DTU
B3aMMOJICHACTBUST OTIPEAEISIOTCS CTPOEHUEM MoJie-
KYJIbl ¥ CBSI3aHBI C TIepeXofgaMu MeXay KojiebaTeab-
HBIMHU SHEPreTUIECKIMM COCTOSTHUSIMU WM, B KJIac-
CUYECKOM MHTEeprpeTaluu, ¢ KojJeOaHUSIMU aToOM-
HBIX SIIEp OTHOCUTEJILHO PaBHOBECHBIX ITOJIOXKEHUIA.
Yuycmo m 9acTOTHI II0JIOC 3aBHUCST, BO-IIEPBBIX, OT
yucja o0pa3ylolux MOJIEKYJYy aTOMOB, MacC aToM-
HBIX SIIep, TEOMETPUM U CUMMETPUM PaBHOBECHOM
SIIepHOI KOH(PUTYpallMK, 1 BO-BTOPHIX, OT IIOTEHIIM -
aJIbHOTO TI0JISI BHYTPUMOJEKYISIPHBIX cuil. Takum
oOpa3oM, KojeObaTeabHbIE CIHEKTPHI MHPEACTAaBIISIIOT
co0OI Ype3BBIYAITHO criennupuUIecKue W YyBCTBH-
TeJIbHbIE XapaKTEePUCTUKU MOJIEKYJT, UeM U OOBSICHSI -
eTCsl IIUPOKOEe NMPUMEHEHNUE UX B XMMUYECKUX MC-
clieqoBaHUsX [25].

[Mo3Bomsiss HampsMyro HaOIOOdaTh B3anMMOICiHi-
CTBUSI MEXIY COPOMPOBAHHBLIMMU MOJIEKYJIaMU U Ka-
tanu3aTopamu, MK-cnekTpocKomnus TakxKe SIBJIsIeT-
csI OTHUM M3 HanboJiiee 3PPEeKTUBHBIX CIIEKTPOCKO-
MUYECKUX METONOB aHajlM3a XMMUHU TTOBEPXHOCTU
reTepOreHHBIX KaTaau3aTtopoB. OCHOBHEIC IIPEUMY-
mectBa MK-criekTpockonuy B reTepOreHHOM KaTa-
JIu3e — BbICOKAasi YyBCTBUTEJIbHOCTh METO/IA IO OTHO-
LIEHMIO K ajicopdaTaM Ha MOBEPXHOCTU KaTajlu3aTo-
pa 1 UX CTPYKType, BO3MOXHOCTh ITpuMeHeHust UK B
pa3nuuHbIX KoHGurypamusax (MK-crnekrpockonusi ¢
npeodpazoBaHueM Pypbe ¢ AMDDY3HBIM OTpaKEeHU -
em (DRIFT) u UK-cnekrpockonus ociaabIeHHOTO
nmoiaHoro orpaxkeHus: (ATR)), a Takke OTHOCUTEb-
Hasl IOCTYITHOCTb 1 3KCIIPECCHOCTh METO/A.

3avacTyo oTHeceHue curHainoB MK-crekTpocko-
NUU — OBMIOUPUYECKUI TIPOLIECC, ITPUMEHUMBIIA
TOJILKO K OTHOCHUTEJIBHO ITPOCTHIM CIIEKTPaM U Bellie-
ctBaM. MHTepnpeTanus MK-cnekKTpoB oCIOXHSIETCS
TE€M, YTO UX aKKypaTHOE KBAHTOBO-XMMHNUYECKOE MO-
JIeIMpOBaHUE BCE €llle JOBOJbHO 3aTpaTHO. Pe3ynb-
TaTOM aHaJIM3a, 0COOEHHO JJIs1 CJIOXKHBIX CUCTEM, KO-
TOPBIMU U SIBJISIIOTCS OOJIBIIMHCTBO KaTaJIM3aTOPOB,
CTAaHOBSITCS Hepa3pelleHHbIe MUKU, U Mepel hccie-
JIoBaTeJISIMU BCTaeT CJIOXHBIN BOIMPOC O MOAEIUPO-
BaHWM HE OTIEJIbHBIX BEIIECTB, a LIEJIOro aHcaMOJIs
TOTO, UTO HAXOAUTCS B KaTajau3aTope.

OTta npobiieMa pacxoXIeHUs TEOPUU U IKCTIePHr-
MEHTa B HayKe O MaTepHajlaX M3BeCTHA KaK “materi-
als gap” m HauboJiee CHMJILHO TIPOSIBISICTCS MMPU WH-
tepripetauun MK-cnekTpoB. “Materials gap” onu-
ChIBaeT IIPO0El B MaHHBIX MEXIY YIIPOIICHHBIMU
MOMAEIbHBIMM CUCTEMAaMM U CIOXHBIMU PeaIbHBIMU
Katajm3aropaMu. B 11eJoM TeopeTrueckre uccaeao-
BaHMsI IIOBEPXHOCTU KaTaJl3aTopa OrpaHNINBaAIOTCS
MOJAEIbHBIMU CUCTEMaMM, TAKMMHM KaK IIOBEPXHOCTHU
MOHOKPUCTAJIOB C YETKO OMNpeaeeHHbBIMU KIacTe-
paMu, B TO BpeMs KaK peajbHble KaTaJau3aTOPbI
OOBIYHO TIPEACTABIISIIOT COOO YACTUIIEI HEITPABUIIh-
HoOIt OpPMBEI, KOTOpBIE CIIydaifHBIM 00pa3oM pacrpe-
JIeJICcHbBl Ha MaTepuajlaX C BBICOKOM yIOeJbHOM I10-
BEPXHOCTBIO. DTa TIpobiieMa MOXET OBITh pelieHa
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Puc. 12. IToaxon, oObenMHSIONINI 3KCIIEPTHBIC 3HAHUS U CIIEKTPOCKOIMMYECKNE JaHHbIC IUISI yCTpaHeHUs “materials gap”.
“Materials gap” (a) 1 COOTBETCTBYIOIINI pabo4Mii mpoliecc 111 ero ycrpaHeHus (6). AnantuposaHo u3 [30]. Pactipoctpansi-
ercs Ha ycioBusix imiieH3un Creative Commons CC BY license. Adapted from [30]. Distributed under the terms of the Creative

Commons CC BY license.

MyTeM CWJIHLHOTO YIPOILUIEHUSI CUCTEM, Ha KOTOPBIX
MOTYT IIPOBOJUTHLCS PAaCUEThl, MU MOBBIIIIEHUS TOY-
HOCTH pPacueToB, UTO MMPUBOAUT K PE3KOMY YBeJIUUEC-
HUIO 3aTpadyMBaeMBbIX Ha pacyeThbl pecypcoB. Takum
00pa3oM, UaeallbHbIM pelleHUEM SIBISIETCS COOTIO-
JIeHMe 0ajaHca TOYHOCTb—pa3Mep CUCTEMBI.

OIHako ceromHss MallMHHOE OOydYeHHe CTaHO-
BUTCSI HOBBIM MHCTPYMEHTOM BO MHOTHMX OOJIACTSIX
XUMHWYECKOUN U (pU3NIeCKOM HAYKM U MOTEHIIUAJIbHO
MO3BOJISIET IIPEOAOJIETh pa3phiB MEXKIY HEOOXOIUMO-
CTBIO BBICOKOTOUYHBIX BRIYMCICHUI 1 OTPaHUYEHHOMI
BBIYMCIUTEIbHOI MoOIIHOCThIO. Ha mpakTuke mist
aHanm3a MK-criekTpa yxke 7aBHO IIPUMEHSIIOTCS pa3-
JIMIHBIE MeTOOBI MamnmHHOTro ooydeHud. Tak, Ellis et
al. “Icoab30BaI METOA MHOXKECTBEHHOI TMHEITHOM
perpeccuu i KjiacCUPUKaMU pa3IdndHbIX BUIOB
MBIIIEYHOM MY (TOBIAMHA, OapaHWHA, CBUHMHA,
Kypulla, MHAEHKa) Ha OCHOBE COOTBETCTBYIOIIMX
HMK-cnexTpos [26]. Howley et al. uneHTHdOUIITPOBa-
JIM HApKOTUKHW, COIepKallue aleTaMUHOMEH, II0
CIeKTpaM KOMOMHAIIMOHHOTO pacCesIHUS, C UCTIOJIb-
3oBaHueM MeTona PCA 11 cokpalieHrss MHOToOMep-
HBIX CIEKTPaJbHBIX JAHHBIX W YIyYIIeHHS IIPOrHO-
CTUYECKON 3(P(PEKTUBHOCTU HEKOTOPHIX U3BECTHBIX
METOA0B MallIMHHOTO 00y4yeHus1 [27]. Zou et al. obOy-
yust Mozenb SVM Ha criekTpax OiamkHero mHdpa-
kpacHoro (NIR) nuamazona njs uaeHTUDUKAITUN
MopollIKa OKCUTEeTpaluKJInuHa [28].

HemasHue ycriexu B KOJIMYECTBEHHOM OIICHKE Ha
ocHoBe JaHHbIx MK-criekTpockonuu BKIIOUYAIOT B
cebs1 BO3MOXHOCTh OTpeAeicHUsT KO3(DOUIIMeHTOB
SKCTUHKIIMM IS KOHKPETHBIX YIaCTKOB CIIEKTpa B

COUYETaHMU C JEKOHBOJIIOLMEI ITMKOB, THTETPUPOBa-
HHUEM M allpUOPHBIMU TIPEANONOXEHUSIMMI O pa3Me-
pax 4acTHUIl U pacIipelesIeHUU MOKPBITUS aicopba-
ToM [29].

B pa6ore [30] aBTOpHI TIpeAcTaBUIN “TIepBBIC
NPUHIUINBI” KOIWYECTBEHHOM METOIOJOTUU TIO-
BEepPXHOCTHO-celleKTuBHOM WMK-crekTpockonuu u
MHTETPUPOBAJIA UX C TTOAXOAAMMU, OCHOBAHHBIMU Ha
aHaJiM3e JaHHBIX, MTOCTAHOBKON 3a1ay, 3aBUCSIINX
OT XMMUM, U IKCIIEPUMCHTAIbHBIMUA JTaHHBIMU IS
yctpaHeHMs “materials gap”. CxemaTnyeckoe 1300-
paxeHue “materials gap” 1 00I11asT METOIOJIOTHS €TI0
yCTpaHEHMUsI 30HbI IIPUBEICHBI HA puc. 12.

IIponecc mpeonosieHus “pa3pbeiBa B MaTepragax’
MMPOUCXOAUT ceayomuM oopazoM. C mpruMeHeHEeEM
teopuu pyHKuroHamna miotHoctu (DFT) renepupy-
IOTCS CIIEKTPHI OTAEIILHBIX MoJieKyn CO, xemMmocopOu-
pOBaHHBIX Ha pa3HbIX yyacTKax HaHouyacTull Pt. [To-
cJie yoaJeHUsI HEJOKaIbHBIX MUHUMYMOB (BBIOpO-
COB) KaxXKI0¥ TOYKE TaHHBIX IPUCBAMBAIOTCS METKH,
KOTOpbIE OMUCHIBAIOT CTPYKTYpy MaTepuana. Koop-
IWHAIIMOHHAS cpejia caiiTa KOJIUYECTBEHHO OIIpeae-
JISIETCSI €r0 3HAaYeHMEeM O0O0OIIEHHOro KOOpAMHALIM-
oHHoro yucja (GCN). C noMolbio KiacTepu3aluuu
k-cpemnux mpucBauBaiorcst 3HadeHuss GCN guc-
kpeTHbIM rpymraM GCN, 3areM IIpuUMeEHSIeTCS Cyp-
poraTtHasi MOAeNIb JIJIs1 pacIIMpeHUs: OTPUIbTPOBAH-
HOTO IEpBUYHOrO Habopa JaHHbIX Ha ocHoBe DFT
JI0 BTOPUYHOTIO HabOopa MTaHHBIX CJIOKHBIX CIIEKTPOB.
BOTta cypporaTHasi MoJiejib BKJIrouaeT KO3 UIIMEeHTHI
MacIITaOMpPOBaHUSI IIOKPHBITUSI, KOTOPbIE KOIWYE-
CTBEHHO CBSI3bIBAIOT CABUTU B YaCTOTaX 1 MHTEHCHUB-
Ne2 2023
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HOCTHU TTepBUYHOTO Habopa hUIBTPOBAHHBIX JAHHBIX
C IPOCTPAHCTBEHHBIM MOKpbITUEM. [TocnenHum ma-
oM B CypporaTHoii Moaeau, OCHOBaHHOI Ha (U3U-
Ke, SIBJISIETCSI CIEKTPaJIbHAsA CBEPTKA, BBITTOJIHSIEMAS
nmpeobpazoBanuemM Pypbe WIS TeHepaluy CUHTETH-
YeCKMX KOMIUIEKCHBIX CIeKTpoB. IeHepupytoTcs
COTHM TBICSTY CIIOXHBIX CIIEKTPOB, CBSI3aHHBIX C Pa3-
JIMYHBIM pacCIpeleSICHUEM 3aHSIThIX YYaCTKOB, pas-
JIMYHBIM MOKPBITUEM U PA3TUYHON LIIUPUHOM JIMHUA.
CypporarHasi MoJieJib, yIpaBiisieMasi JTaHHbIMU, O0y-
YaeTcsl Ha 3TUX CUHTETUYECKUX CIIOXKHBIX CIIEKTPax
IUTSI U3yYeHUsI MUKPOCTPYKTYpHI. [Tocie oOyyeHust Ha
CUHTETAYECKNX KOMITIEKCHBIX CIIEKTPAX MOJIETb TPU-
MEHSIIOT K 3KCIIEpUMEHTAJIBHBIM criekTpaM [30].

Joshua Lansford m Dionisios Vlachos [30], ¢ 10-
Molbio cuHTeTnYecknux MK-cnekTpoB MOHOOKCHIA
yIJiepoja Ha IUIaTUHE, peal30Baad HOJINHOMUAIb-
HYIO PETPECCHIO C ITOMOIILIO aHCcaMOJIeil HEMPOHHBIX
ceTell 1st udydyeHus byHKIMI pacnipeneaeHUs BEpo-
sarHocteil (PDF), koTopble onMchIBalOT MECTa aicopo-
MM 1 KOJWYECTBEHHO OIPENEJISIOT HEeoIlpenesieH-
HOCTb MIPOTHO34, SIBJISTIONIYIOCS CIEACTBMEM HETOYHO-
CTU TPUMEHEHMSI MIEaIbHOM MOIeIN K pealbHbIM
cucteMaM. OHU KUCIIOJIb30BAIM TTOJIYyYEHHBIE TaHHBIE,
YTOOBI BEIBECTH MTOAPOOHYIO MUKPOCTPYKTYPY OBEPX-
HOCTH U3 3KCIIEPUMEHTAJIBHBIX CIIEKTPOB U PaCIIPO-
CTPaAHUThH BTy METOJOJIOTUIO Ha IPYre CUCTEMBI.

st obecnedyeHrsT Mephbl HEOIIPEASICHHOCTA B
npenckazaHHbeix PDF-(aiinax, korma Moaenab Ipu-
MEHSIETCS K DKCIIEpUMEHTAJIbHBIM CIICKTpaM, aHCaM-
o0y 13 200 HelipOHHBIX ceTeil 00yJaan Ha CUHTETH -
YeCKHX CIIeKTpax, CreHepUPOBAHHBIX C IPUMEHEHU -
€M pa3JIMYHbIX pa3aeyioB IEepBUYHBIX JaHHbIX DFT.
BcnencTtBue 3TOro BBIIEYNOMSIHYTBIE aHCaMOJIM
yIaBJIMBAIOT HEOIpeAeJeHHOCTh MOACSIN, BO3HUKA-
IOIIYy10 U3 nepBUYHBIX JaHHbIX DFT, Ha ocHOBE KO-
TOPBIX TeHepUpyroTcsa cuHTeTndeckne MK-crmekTsr,
JUCIIEPCUU, CBSI3aHHOM ¢ KOA(MPUILIMSHTOM MacIlTa-
OupoBaHMs, 1 KOHKPETHOTO Habopa 3aJciicTBOBaH-
HBIX TUIIEpIIapaMeTPOB.

Takum 06pa3oM, aBTOPhLI CTE€HEPUPOBAIU COTHU
TBICSIY CJIOXKHBIX CUHTETUYECKHUX CIIEKTPOB C IMTOMO-
IIbIO cBEPTKU Dyphbe, KOTOPHIE aJeKBATHO MOKPHIBA-
IOT BCE MIPOCTPAHCTBO COCTOSTHUI criekTpoB CO, an-
COpOMpPOBAaHHOTO Ha HaHo4YacTulax Pt.

C npuMeHeHHEeM HelpOoCeTeBBIX MOJIeeii pema-
eTcsl oOpaTHasl 3aj1aya, rae MPOrHO3UPYETCS MUKPO-
CTPYKTypa MOBEPXHOCTHU, COBHAAAIONIAsl C CUHTETHYC-
CKHM, 2 B KOHEYHOM CYETE U C IKCIEPUMEHTAIbHBIM
CHIEKTpaMU. 3aHsTble MecTa aJcopOIMM MOTYT OBITh
UIEHTUDULMPOBAHbI SKCIIEPUMEHTATBHO TOJIBKO IS
OYEHb MPOCTHIX TTOBEPXHOCTEN C YNOPSATOUYEHHBIMU
CJIOSIMU aIcCOPOATOB HAa MOHOKPUCTAJIJIaX MEeTOAaMu
CKaHUPYOIIeil TYHHEJIbHOW MUKPOCKOTIUU BbICOKO-
ro pasiaeHuss (HPSTM) [31] unu nudpakumu 371eK-
TpoHOB ¢ HU3kuMu 3HeprusiMmu (LEED) [32] B coue-
TaHUM C Macc-criekrpomerpueii (MS) u TepMmone-
copoumoHHoi cnekrtpockonueir (TDS). Takas
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HO,Z[DO6H3H Hay4dHasd XapakKTEpHCTHUKa ITOBCPXHOCTU
HEAOCTYITHA AJII HACTOAIIMX Ir€TCPOTC€HHBIX KaTaJIn-
3aTOpPOB.

M3-3a OTCYTCTBUSI J1OCTATOYHOTO KOJMYECTBA
aKcrepuMeHTaabHbIX MK-CcriekTpoB, mIsi KOTOPBIX
ObLIa BBITIOJHEHA OJHOBPEMEHHAas XapaKTepUCTUKA
MecT agcopbuyu CO u nmokpeitus, Joshua Lansford u
Dionisios Vlachos [30] TecTupoBanmu CTPYKTYpHYIO
CypporaTHylo Monedab ¢ 3(p@deKTaMHu TTOKPBITUS Ha
YETKO OIpeAeeHHbIX JIMTEPATYPHBIX 3KCIIEPUMEH-
TaJIbHBIX TaHHBIX CIIEKTPOCKOIIMU BBICOKOTO pa3pe-
LIEHUS XapaKTEPUCTUUYECKUX MOTEPb IHEPTUU DIIEK-
tpoHamMu (HREELS) u ngaHHBIX MOBEPXHOCTHOTO
KOMOUWHAILIMOHHOIO pPacCesiHuS.

Ha puc. 13a—13B noka3zaHBl OJUCKPETU3MPOBaH-
HbIE DKCIIEpUMEHTaIbHbIE CIEKTPHI, IIPOTHO3BI MO-
JIeJI1 0OpaTHOIO MAllIMHHOTO OOYy4YeHUsI [IJIsl TUTIOB U
Cpeq caiiToB, a TaKKe AVAaIa3oH Ipencka3anust 95%.
IIpennomaraercs, yro xeMocopoupoBanHbid CO Ha
Pt(111) 3aiimeT 70% BepxHux no3uyii u 30% mMocTu-
KoBbIX no3unuii. [TokpeiTue CO BBICOKOE Ha YPOBHE
C HU3KUM nHIeKcoM (rpymmna 10), 9To COOTBETCTBYET
9KCIIepUMETAJIbHBIM pe3yJibTaTaM. DTO CBUIETEb-
CTBYeT, 4TO OOJblliasl YacTh JAHHON ITOBEPXHOCTHU
neicTBUTENbHO coctouT u3 Pt(111).

B uemoMm mpenckazaHust MOJEIN MPEKPACHO CO-
IJIACYIOTCS C U3BECTHOM MUKPOCTPYKTYPOUl U OXBa-
toM CO 151 orpaHMYESHHOIO YK CJIa XOPOIIIO OIMCaH-
HBIX UCCIIEIOBAaHUI U TAl0T YBEPEHHOCTh B TOM, UTO
npeajaraeMblii METOMI MOXET ObITh UCTIOJIb30BaH JJIs
aHajM3a SKCIIEpUMEHTaJIbHBIX HaHHBIX MK-crmek-
TPOCKONNU I yCcTpaHeHUs “materials gap”. Kpome
TOTO, aBTOPbl OOHAPYKWIN, YTO BKIIOUEHUE HU3KO-
YaCTOTHOTO IMAara30Ha CIIEKTPOB MOBLIIIAET BEPOIT-
HOCTh COBIIAJICHUM Y MO3BOJISIET TAKXKE ONpPEIesITh
NO Ha HaHoyacTulax Pt.

B nanbHeiiiiem Joshua Lansford u Dionisios Vla-
chos paspaboTtanu hpusndeckue KOHILEN1U, BKIoJast
SHEPTUIO OPOUTATEHOTO B3aUMOIEHCTBHS M MHTETPATT
MePEeKPHITUS SHEPTUU, IST OOBSICHEHUS M BO3MOXKHO-
CTU TIpeACKa3aHUsl CIIOCOOHOCTU TECT-MOJIEKYJl pa3-
JIMYaTh CTPYKTYPHEIE ITapaMeTphl KaTaiau3aTopa [33].
OHUM paccMaTpUBad 3aCEIEHHOCTb MepeKpPbhIBAaHUS
kpucrtamnuueckux opoéutaneit (COOP) niast KoH-
KPETHBIX MOJICKYJISIDHBIX OpOuTasieit M Kojaude-
CTBEHHO OLICHMBAJIU XapaKTep MX CBA3EI, KOTOPbIA
HaIpsIMyIO BJIMSIET Ha 4acToThl KojiebaHuit. C uc-
ITOJIb30BaHMEM TOJIEKO OMHOTO pacyeTra ajacopbara u3
TeopuM (PYHKIIMOHAJA MJIOTHOCTU ObIjla BhIUMCIICHA
SHEpPrusi B3aUMOJEMCTBUSI OTAEJIbHBIX MOJEKYJISIp-
HBIX OpOuTajeii ancopbara ¢ aTOMHBIMY OPOUTATISIMU
caiiTa Ha pa3JIMYHBIX y9acTKax nmoBepxHoctu. Coue-
tanue COOP c paspelieHHOI MOJIEKYJISIpHOI OpOu-
TaJIbIO M U3MEHEHEM SHEPTUH OPOUTATLHOTO B3au-
MOJEUCTBUS TTO3BOJISIIO BHIOPATh ONITUMAIBHYIO MO-
JIEKYJIy 30HAa. DTU KOHUETIUU ObLIN PACCMOTPEHbI
Ha IIpuMepe TpeX MOJIeKYJ 30H1a, a uMeHHo CO, NO
u C,H,, Ha noBepxHOCTsAX Pt ¢ pa3IMYHBIMU KOOPAU-
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Puc. 13. Jlutepatypnblie naHHble 1o cnektpaM HREEL 1 moBepXHOCTHO-YCHUJIEHHO# paMaHOBCKOi1 criekTpockonuu (SERS)
st CO Ha miatuHe, mpeoopa3oBaHHble B MK -criekTpsl, 1 IIpencka3aHHas MUKPOCTPYKTYpa: (a) — IUCKpEeTU3NPOBAHHBIE JIH -
TepaTypHble CIIeKTpbl; (6), (B) — MPOrHO3bI MOJEIN OOPATHOTO MALIMHHOTO OOYUYEHMSI IJIsI TUTIOB U CPeJl CaiTOB. AIanTUpoO-
BaHo u3 [30]. Pacnpoctpansiercst Ha yciaoBusx auneH3un Creative Commons CC BY license. Adapted from [30]. Distributed

under the terms of the Creative Commons CC BY license.

HaIlMOHHBIMU YKCJIAMMU JJIsI TOHUMaHUS TOTO, KaKre
opoOMTAIM MeTajljla B3aMMOICIHCTBYIOT ¢ OpOUTAJISIMU
agcopbaTa 1 CMeIIaloT YacTOTHI OoJblie Bcero. Hako-
Hell, IIPUMEHSIST paHee pa3padOTaHHYIO CTPYKTYpy Ma-
HIMHHOTO 00y4yeHus [30], aBTOpbI IOKa3ain, 4YTO MOJIe-
JI, OOyJeHHbIE Ha COTHSX Thicsd criektpoB C,H,, BbI-
qucieHHbIX ¢ nomoibio DFT, mpeBocxonsar momenu,
obyudeHHBbIe ¢ TToMoIIbio criekTpoB CO u NO.

OnucaHHBIA METOA MOXET TaKKe UCIOIb30BaTh-
csl 171 pa3IMYHBIX LIEJEBBIX MapaMeTpOB, KOTOPHIE
MOTYT OBITh CIIPOSKTUPOBAHBI IJISI ONITUMU3ALINU Ka-
TAIMTUYECKOM aKTUBHOCTU WJIU JPYTUX CBOMCTB XM-
MUU TIOBEPXHOCTH, TAKUX KaK CEJIEKTUBHOCTD, YCTOM-
YMBOCTB K KOPPO3UU 1 3aTPSI3HEHUIO, YCTOMUYMBOCTh K
maToreHaM Y rpubKaM, IIUPUHA 3apelleHHON 30HbBI
Ha MOBEPXHOCTU U TIPOBOINMOCTh, EMKOCTb M KOH-
LIEHTpaLYs 1e(MEKTOB MOJIYIIPOBOIHUKOB.,

ITockombKy, Kak yxXe TOBOPMJIOCH paHee, OO0Ib-
IIIMHCTBO KATaJIM3aTOPOB — 3TO CJIOXKHBIE CUCTEMBI,
KOTOpBIE SBJISIIOTCS HOCHUTEISIMU HE OTOEIbHBIX Be-
IIECTB, a LeJIbIX aHCcaMOJIeil, TTOJTydeHHBIC B XOI¢ MC-
cJIeIOBaHUI1 pe3yJIbTaThl MOXKHO IIPUMEHSITh JIJISI MO-
JeINPOBAaHUSI OTIOEIbHBIX, HauboJiee BEPOSTHHIX,
cTpyKTyp. [IpMHLMIATbEHAS BO3MOXHOCTb MO/ -
pOBaHUSI MOAOOHBIX CTPYKTYp TPeOYeT MYJILTUMO-
JalIbHOTO MOOX0Ia U SIBJSIETCS IIPEAMETOM OYIyIIIX
ucciiegoBanuii. Ucnonmb3oBaHre MeTOIOB, OCHOBAaH-

HBIX Ha “TIepBBIX MPUHIMNAX’, TIOMOXET CMOOCITIN-
pOBaTh CTPYKTYPHI BEIIECTB 1 IIPOLIECCHI, IIPOTEKAIO-
II[1e Ha KaTaJIu3aTopax, 4TO B CBOIO OUepedb YCKOPUT
LeJIeBoe CO3MaHne HOBBIX KATATUTUICCKUX CUCTEM.

OCHOBHBIE TPYIHOCTU ITPUMEHEHW A
MO B OBJIACTU KATAJIN3A

CyniecTByeT HECKOJIBKO MpoOJieM IIPUMEHEHUS
MaIIMHHOTO O0Oy4YeHUs B 0b0j1acTu KaTtanu3a. Hanbo-
Jiee pacIipoCTpaHEeHHOM MPOOJIeMO IJIST MCCIeIoBa-
Tenaeit sBiIsieTcss HeOObIIONH 00beM OaHHBIX. Ilo-
CKOJIbKY a0COJIIOTHBIN 00beM TaHHBIX, OTHOCSIIINXCS
K TeKYIIIMM HCCIeIOBAHUSIM, HEBEJIMK, OYEHb YaCTO
ObIBaeT TPYAHO MOponoLKUTh MO Ha UX OCHOBE.
OIuH U3 CIIOCOOOB pelIeHUSI BOIPOCAa HEXBAaTKU
JTaHHBIX — TpaHcepHOe OOydeHNE, TIPA KOTOPOM MH-
dopmaLsa u ooydyeHHast Mmoaeab MO rnepeHocsITCs u3
3a1a4 00y4eHUsI ¢ OOJIBIINM KOJIMYSCTBOM JaHHBIX Ha
3aJ1a9M, CTpagarome 1euIImToM TaHHBIX [34].

Jpyras He MeHee BaxkHasl IIpo0JieMa — 3TO OTCYT-
CTBME OOIIEll CTPYKTypHMPOBAaHHOM 0a3bl JaHHBIX
BJIEKTPOHHBIX CIIEKTPOB, MOJTYYECHHBIX 32 MOCIETHUE
necatwinetusa. Hanumuue Takoit 6a3bl MOXET CIIOCO0-
CTBOBaTh IPUMEHEHMUIO MOJIeJIEN MAaIIMHHOIO 00yYe-
HUSI B 00J1aCTU KaTajii3a, YTO HE TOJBKO YCKOpSET
pa3paboTKy MOIEIH, TTO3BOJIsIS N30eXKaTh N30BITOY-
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HBIX moporoctosinux BerauciaeHuii DFT, Ho Takke
TpeariojiaraeT NosiBJIeHUe “3TaJIOHOB” IJIST TECTUPO-
BaHUs Moaeneit. HemaBHO ObLI BhINTyllieHA 0a3a TaH-
HBIX Open Catalyst Dataset nj1s1 pa3pa®OTK1 U TECTH -
pOBaHUS MoeJIeil MAaITMHHOTO 00y4YeHus [35], KoTo-
pass obecriedyrBacT TPAcKTOPUM OITUMU3ALUUA B
OTHOIIIEHNY MHOTOYMCJICHHBIX TOBEPXHOCTEH 1 ami-
copb6aToB. ITockonbKy MH(pOpMaIus B 0a3bl JaHHBIX
roragaeT U3 pa3HbIX UCTOYHUKOB, 3TU JaHHEIE 3a4a-
CTYIO HE COINIAaCOBAHbBI M3-3a pa3IMIHbIX IAPaMETPOB
pacuerTa.

CrouT TakXke YIIOMSHYTH IIpOOJIeMYy IpPEaB3sSTO-
CTHU OTHOLICHMUA K HEKOTOPBIM METOOdaM. B cBa3u ¢
SIBHBIM IPEUMYIIIECTBOM OTHUX 13 HUX B IJIaHE MPU-
MEHUMOCTH METOIOB OOJBIINX JAHHBIX ITOTECHIIM-
aJIbHO CYIIIECTBYeT HEKOTopasl cucTeMaTudyeckasi
MpPEeaB3SITOCTh B IOCTPOSHUM MOJiejeit, KOoTopble Oa-
3UPYIOTCS Ha TaKuxX MeTtomax. EcTh pucK, 4TO Takue
METOAbI OTIMYHO CMOTYT OITMCBhIBATH COOTBETCTBYIO-
L€ PKCOepUMEHTAIbHO HAOJI0JaeMble TTapaMeTpPhl
MOZEJHN, TIOJIyYeHHBIE C X MCIIOJIb30BAaHUEM, HO HE
OymyT OTpazKaTh BCE IeTaIU IIOBEACHUS UCCIIEAyEeMOM
cucTteMbl. B m1aHe BbIOOpa MHCTPYMEHTA BaxKHO HE
JIOITyCKaTh PeAyKIIMOHM3MAa W IIPOIOJLKATh M3y4aTh
KaTaJIMTUYCCKUEC CUCTEMBI B pa3HBIX aCIICKTax.

MamumHHOe 00ydeHre CIOCOOCTBOBAJIO OIPOMHO-
My IIPOrpeccy BO Bcex 00IacTsIX, 0COOEHHO B 00J1acTH
Katanu3a. CHHepreTMyecKasg KOMOWHALWSI METOHOB
ab initio m MamMHHOTO OOy4YeHMs chopMUpoBaia
MOIIHYIO MapagurMy I TIOHUMaHUs KaTaJuTude-
CKMX peaklMii ¥ pa3paboTKM HOBBIX KAaTaIM3aTOPOB.
C panbHEHIIMM pa3BUTUEM TEOPUM KaTaln3a U METO-
n1oB MO oxupaaeTcsi, 4YTO IS MCCIIEAOBAaHUS U TIPO-
THO3MPOBAaHUSI KaTaJIUTUYECKMX peaklMii Ha II0-
BEPXHOCTSIX OyIeT NPUMEHSThCS OOJIbIIE TIOIX0I0B,
“ocHOBaHHBIX Ha maHHbIX” (data-driven, data-in-
formed u data-inspired mogxongsr).

3AKJIIOYEHHME

Hayka o naHHBIX aKTUBHO BHEAPSIETCS B pa3ivy-
Hble 00JIACTU €CTECTBEHHBIX HayK B KauyeCTBE YHM-
BEPCAIbHOTO MHCTPYMEHTA ISl 00pabOTKU U UHTEP-
nperainyu gJaHHbIX. HecMoTps Ha ycnieniHoe ucmnoJb-
3o0BaHue MetonmoB MO B MarepuaIoBEeICHUU U
MOJIEKYJIIPHBIX HayKaX, B KaTaJIM3e 3T METOMbI MO~
Ka ci1abo pacmpocTpaHeHBI. TeM He MeHee, HET HU-
KakKruX COMHEeHM, yTo MO cTaHeT OmMHUM M3 IJIaB-
HBIX CITOCOOOB OMUCaHUSI MEXaHU3MOB MHOTUX KaTa-
JIMTUYECKUX TIPOLIECCOB.

Hna mpumeHenus MetonoB MO B pa3paboTKe HO-
BBIX KaTaJIN3aTOPOB HEOOXOMMMEI HE TOIBKO pacyeT-
Hble, HO U 3KCIEepUMEHTaJIbHbIE JaHHBIE IJIsI KOH-
KPETHBIX KaTAIUTUYECKNX peakimii. OcoOeHHO 3TO
OTHOCUTCS K TeTepOTeHHBIM KaTan3aTopam, IJIsT KO-
TOPBIX B HACTOSIIIIeE€ BPEMSI OTCYTCTBYIOT alcKBaTHbIE
TeopeTuueckue moaeinn. “MHdopmaTuka Kataimmsa”
TECHO CBSI3aHO ¢ “xXeMonmH(opMaTuKon” n “mHpop-
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MaTtukoi MateprnaiioB”. Ee ortimuue 3akmodaeTcs B
TOM, UTO KaTaJIu3 IIPEACTaBiIsgeT cO00i qUuHaAMUYe-
CKUi1 mpoliecc, Ha KOTOPHIN BIMSIOT CTPYKTypa KaTa-
JiM3aTopa M XMMUYECKass MpUpoIa KaTAJIUTUYECKU
aKTUBHBIX LIEHTPOB. i1 HajnbHEMINNX MCCIEH0Ba-
HUIT HEOOXOIMMO CBSI3aTh TEOPETUUECKIE MOICIIN Ha
OCHOBE JAHHBIX U CJIOXHBIE peajbHbIE CUCTEMBI C
Y4ETOM JMHAMUKU KaTaIUTUYECKOTO IIpoliecca.

IIpsiMoe e WCIoJb30BaHUE OITyOJIMKOBAaHHBIX
JaHHBIX 1J1s1 MeTomoB MO He TipencrasisieTcs Leje-
COOOpa3HBIM, ITOCKOJIbKY MOXKET MPUBECTH K OOHa-
PYXEHMIO TOJBKO Y3KOro Auaria3oHa TOYHO HacTpO-
€HHBIX Bapualliii paHee N3YYEeHHBIX KaTaIn3aTOPOB.
bonee mormuyHbIM OyneT MpUMEHSITh TaKne HaOOPBI
JIAaHHBIX B KauecTBe oOyyatomux st moaeneit MO. B
5TOM CMBICJIE SKCIIEPUMEHTAIbHBIE TaHHBIE TOJIKHBI
OBITH TTOJyYeHBI TIPY ONWHAKOBBLIX WM COITOCTABU-
MBIX YCJIOBUSIX PEAKIIMU 1 0000IIEeHBI B €ETMHYIO 623y
JaHHBIX. Ee mosiBiieHre MOXeT YCKOPHUTh MCIIOIb30-
BaHME MOjeJieil MaIIMHHOTO OOydeHMs B 00JacTH
karanu3a. Kpome Toro, coueraHme HayKu o JaHHBIX C
TEOPETUUYECKUMU U SKCIECPUMEHTABHBIMUA TTOIXO-
JIaMU CITOCOOHO MPUBECTH K YINIyOJICHHOMY ITOHWMA -
HUIO CYILECTBYIOIIMX KaTaIUTUIECKUX MPOLIECCOB.

B utore naTerpanus meronos MO ¢ UMerOIIMMu-
CSI XUMWYECKUMU 1 PU3NIECCKIMHU MOJICIISIMA B TIEp-
CIIEKTHBE MOXET OOBEANHUTD pa3HbIe aCIEeKThI KaTa-
JIMTAYECKOIO Mpoliecca OT MOJIEKYJISIPHOTO 10 peak-
TOPHOIO YPOBHSI M 3HAYUTEJIbHO YCKOPUTH MPOLECC
BHEJAPEHUE HOBbIX TEXHOJOTUMA U PEILLIEHUA B XUMU-
YECKYI0 UHAYCTPUIO.
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Machine Learning and Big Data Analysis in the Catalysis Field

V. G. Filippov!, Y. A. Mikhailov" *, and A. V. Elyshev!

! University of Tyumen, TsyfroCatLab group, Volodarskogo St., 6, Tyumen, 625003 Russia
*e-mail: y.a.mikhajlov@utmn.ru

Recently, there has been a rapid development of experimental methods in the field of catalytic research, an
increase in the amount of data that is difficult to process and objectively interpret. These methods will allow
you to obtain the necessary information from experimental data using statistical approaches such as PCA,
MCR, ALS. The use of new statistical and computational data processing methods will accelerate the devel-
opment and implementation of catalytic technologies. At the same time, machine learning algorithms are be-
ginning to be actively used to interpret and build descriptive models. This article will discuss the main meth-
ods of machine learning and their successful application for the analysis of infrared and X-ray absorption

spectroscopy data.

Keywords: catalysis, IR spectroscopy, X-ray absorption spectroscopy, machine learning, computer simulation
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