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BricTpoe pazBuTHE 3KCTIEPUMEHTATBHBIX METOIOB B KaTAIMTUUECKUX UCCIIEI0BAHMSIX B TIOCTIENHES 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 BHENIPEHUST KATATUTUYECKUX TeX-
Hosioruii. U3BneueHrne nHdopMalmm MOXeT ObITh JOCTUTHYTO C MPUMEHEHUEM CTaTUCTUYECKUX MOIXO-
noB: PCA, MCR, ALS. B To e BpeMs alTOpUTMbl MAIIMHHOTO O0yYeHUSI HAYMHAIOT aKTUBHO UCITOJIb30-
BaTbhCS IUIsI MHTEPIIPETAallMM M TIOCTPOEHUS OMMcaTeIbHBIX Mojieieil. B HacTosIiieit craTbe paccMaTpuBa-
IOTCSI OCHOBHbIE METOAbI MAIlIMHHOTO OOY4YeHHUsI 1 MPUMEPHI UX YCHEIIHOTO MPpUMEHEHUs IS aHAIu3a
IaHHBIX MH(PaKpaCHON U PEHTTEHOBCKOI aOCOPOIIMOHHOM CIIEKTPOCKOITUH.

KioueBble cioBa: kartanui, MK-crekrpockomnusi, peHTreHOBCKasli abCOpOIIMOHHAsI CIIEKTPOCKOMNUS, Ma-
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BBEIAEHUE

BosbIIMHCTBO XMMHUYECKUX IIpO1ECCOB, UCIIOJIb-
3YEMBIX B MHAYCTPUU, OCYLICCTBIACTCA B ITPUCYT-
CTBUUM KaTaJin3aTOpPOB. MNHTeHcuBHOE Pa3BUTHUEC HO-
BBIX KAaTATATUYECKUX TEXHOJIOTUMN U UX BHCAPCHUC 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 — O1vkHMT MH(MpaKpacHbI (I11ana3oH);
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.

IIPpaKTHKYy, oe3 COMHEHU4, ABJIAIOTCAd OAHMMHU U3
BaXXKHEMUIINX KOMIIOHEHTOB YCTOMYMBOIO PAa3BUTHA.
HecMmoTps Ha OBICTpO pacTylliee YMCIo MCCclieqoBa-
TeTbCKUX padoOT B 00JACTH KaTaji3a, MOHWMaHUE
MEXaHM3MOB MHOI'MX KaTaJUTUYECKHUX IIPOIIECCOB
ocTaeTcs CJIOXHOI 3amaveit. YacTo 3TO CBSI3aHO C
T€M, 4TO 1IeJICBOM pe3ybTaT UCCIEIOBAHUS — OMU-
caTeibHasI MOAE/Ib KaTaIMTUIECKOI cucTeMbl. Takas
SMIMpUYECKasi MOJIENIb CBSI3bIBAET MapaMeTphl WIN
YCJIOBUSI IIPOIIECCa U aKTUBHOCTH KaTajan3aropa. Xo-
TSI JTAaHHBIA ITOAXOM JaeT BO3MOXHOCTh PEIIaTh 3agaqy
OINTUMM3ALIMU, OH He SIBJISIETCS IIOJIHOCTHIO ITpeIcKa3a-
TeabHBIM. THBIMM clTOoBaMM, OH HEe MOXKET ITPOTHO3M-
pOBaTh MOBEEHNE CUCTEMBI IJIsI PACIIMPEHHOTO II0JISI
napaMmeTpoB. Kpome Toro, onucaTesibHBIE MOIEIN HE
TO3BOJISIIOT CBSI3aTh IIPOIIECChI, IIPOUCXONSIINIE HAa MO~
JIEKYJISIPHOM YPOBHE, HaIllpUMep CTPYKTYPY aKTUB-
HBIX LIECHTPOB B XOJI¢ PEaKILIMK 1 KaTATUTUIECKYIO aK-
TUBHOCTb.

B mocnenHee BpeMsi Hayka O JaHHBIX aKTMBHO
BHEIpsIETCS B pas3jiMuHble 00JIaCTU €CTECTBEHHBIX
HayK B Ka4eCTBE€ YHMBEPCAJIbHOTO UHCTPYMEHTA IS
00paboTKU U MHTEPIPETALUU PE3YIBTATOB UCCIEN0-
BaHUi (puc. 1). PazButue u craHmapTu3amnus IKcre-
PUMEHTJIbHBIX METOJOB IO3BOJISIET F€HEepPUPOBaATh
0oJIbIIIOE KOJIMYECTBO ITapaMeTpoB, YTO JeJIaeT BO3-
MOXKHBIM ITPUMEHEHNE aJITOPUTMOB PabOTHI ¢ OOTb-
IIUMU JaHHBIMU. B 061acTu KaTaausa 3TOT MOAXO B
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Puc. 2. Pe3ynbraThl 3anpoca B Scopus: KaTajiu3, Katajau3 + MalllMHHOe 00yyeHue, KaTalu3 + MalluHHOe O0y4yeHue + criek-
TpocKomus + MUKpockomnusi. [TorcK ocylIecTBISUIM ¢ yYeTOM CIISAYIOLINX KpUTepueB: 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”).

MEePCHEeKTUBE MOXET OObEAMHUTH pPa3Hble aCMeKThl
KAaTaJIMTUYECKOTO TIpoliecca OT MOJIEKYJISIPHOTO IO
pPEaKTOPHOTO YPOBHSI W 3HAYUTEJIbHO YCKOPUTh
BHEJIpEHUE HOBBIX TEXHOJIOTUI U pEelIeHU B XUMU-
YecKylo MHAycTpulo. bosiee Toro, ¢ moMOIIbIO HEIM-
MAPUYECKUX KBAHTOBO-MEXaHUYECKUX PaACUETOB
MOXHO OCYIIECTBJISATh Mpeacka3aTebHOe MOJEU-
poBaHUe U BepUDUIIMPOBATH KUHETUUECKHE CXEMBI,
HWCMOJb3yeMble TIPU TIPOBEACHUN SKCIIEPUMEHTOB U
00paboTKe moayyaeMbIx JaHHBIX [1, 2].

IlepBBIe pPaGOTHI, ITOCBSIIIEHHBIC MPUMEHEHUIO
METOI0B MAIlTMHHOTO OOYJYeHMST B KaTaauae, TOsSTBU-
gucek B Havasie 2000-x rr. [3]. BMecTe ¢ pocToM BbI-
YUCJUTEJIbHON MOIITHOCTU MUKPOIPOLIECCOPOB U
TOCTYITHOCTH TIPOTPaMMHOTO obOecIieuyeHUsI IS pa-

GOTHI C aJrOpUTMaMM KOJUYECTBO UCCIECIOBAHUI C
KMCIOJIb30BAaHUEM MAaIIMHHOIO O0y4YeHUsI KaK B KaTa-
JIM3e, TaK U B JPyrux o0JIaCTIX HAyKWd 3HAYUTEIBHO
Bo3pocio. TeHAeHIUS NPUMEHEHUST operando MeTo-
OB I aHajau3a KaTaJIUTUYECKUX CUCTEM, KOM-
TUIEKCHOCTD ITOJIy4aeMbIX dKCIIEPUMEHTAIbBHBIX JTaH-
HBIX, a TAKXXe HEOOXOIUMOCTh UX OBICTPOi1 00pabOTKI
B peaJIbHOM BpeMeHU MPUBEIH K 3HAYUTENbHOM 3a1H-
TePECOBAaHHOCTU B MAaIlIMHHOM OOY4YeHWM KakK WH-
CTpYMEHTE i1 OBICTPOit M 3(P(PEKTUBHOIT MHTEPIIPE-
TallMy JaHHBIX B IIOCJIEAHIE HECKOJIBKO JIeT (puc. 2).

B HacTostmeit pabote MbI IIpeacTaBiisieM 0030p
COBpPEMEHHBIX METOIOB MAIlIMHHOTO OOY4YeHUS C 1ie-
JIbIO O3HAKOMJICHMSI C HUMU YMTATEJICil, a TaKKe IIPY-
BOIUM OTAEJIbHBIE TIPUMEPHI UX COBMECTHOTO MPUME-
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Puc. 3. AJIFOpI/ITMbI MalllMHHOI'o 06}"{6]—[1/[5{, HauboJiee 4acto NPUMEHAEMBIE B KAaTAJIMTUYCCKUX UCCIIENOBAHUAX.

HEHUs C MHCTPYMEHTAMU HUCCJIEIOBaHUsSI B 00JacTy
reTeporeHHoro Karanuza. Haila riaBHas 3amaya —
IPUBJIEYb IIUPOKOE BHUMaHME XUMMWKOB-KATaJTUTH-
KOB K BO3MOXHOCTSIM MCIOJIb30BAHUS MAILMHHOIO
o0ydyeHHUs B 00JIaCTH XapaKTepu3allly KaTajln3aTo-
POB M CBS3U UX (PU3UKO-XUMUUESCKUX CBOMCTB C aK-
TUBHOCTBIO.

IlepBasi yacTh cTaTbM CKOHILIEHTPUPOBaHA Ha 0a-
30BBIX IIPUHIIMITAX PAOOThI AJITOPUTMOB MAILIMHHOTO
00yUYeHMUsI, yCTICIITHO MPUMEHSIEMbIX JJISI UCCIeI0Ba-
HUS KaTaau3aTopoB. Bropas yacth (hokycupyercs Ha
pa3bope MpUMEPOB MCIIOIb30BAHUSI STUX METOIOB
JUJTSI UHTEPIIpeTallMM JaHHBIX O CBOMCTBAX KaTaIUTU -
YECKOI CUCTEeMBbI, MOJIydaeMbIX C TIOMOIIbIO UH(ppa-
kpacHoit (MK) u peHTreHoBcKoOit ancopOLIMOHHON
(XAS) cnexTpoCKOIIMM, SIBISIIOIINXCS ONHUMH U3
IJIaBHBIX KICTOYHUKOB MH(OpPMaIIUU O CTPYKTYpe Ka-
TaJlu3aTopa, KOTOpasl 4aCTO MOXET CIY>KUTh B Kaue-
CTBE IapaMeTpoOB KaTaJUTUUECKON aKTHUBHOCTH.
ITpu >TOM BO3MOXHOCTH MOAMMPUIMPOBAHUS pac-
CMaTpUBAEMbIX CIIEKTPOCKOMUUYECKUX METOJOB ISl
operando vicclieoOBaHUSI ¢ HENIPEPBIBHBIM U3BJieUe-
HYeM OOJIbIINX MAacCUBOB JIAaHHBIX O KaTaluTUye-
CKOM cHCTeMe MOBbIIIAeT MHTEPEC K X COBMECTHOMY
MPUMEHEHUIO C AJITOPUTMaMU 0OPaOOTKU JaHHBIX.

METOJbI MAIITMHHOTO OBYYEHUA

B nociienHue HECKOJIbKO JIeT TeéMa UCKYCCTBEH-
Horo mHtewiekra (M) obOpena 3HAYMTENbHYIO 11O~
MyJSIPHOCTh. YBEIWYEHUE BBIYMCIUTEIbHOM MOIII-
HOCTU KOMITBIOTEPHBIX KOMIUIEKTYIOIINX U TIOSIBJIE-
HUE B HUX OTHEIbHBIX 3JIEMEHTOB 1151 padbothl ¢ MU,
HampuMep TeH30PHBIX SAep B BUAEOKApPTaX KOMIa-
Huu NVIDIA, obecneunyii BO3BHUKHOBEHUE U 1M~
pOKOoe pacHpoCTpaHEHUE TaKMX TEXHOJOTWi, Kak
KOMITbIOTEpHOE 3pEHUE, aBTOMWIOTUPYEMBbIE aBTO-
mo6usu u T.4. OgHoit U3 oGiacTeit TEXHOJIOTUU HC-
KYCCTBEHHOIO WHTEJUIEKTa SIBJISICTCSI MAaIIMHHOE
ob6yyenue (MO). B omimuuu OT TpaauIIMOHHOTO
MpoTrpaMMUPOBAaHUS, TIe HAOOP TaHHBIX U aJITTOPUTM
IUIST ero oO0pabOTKM MOCTYMAIOT OJTHOBPEMEHHO B
KOMITbIOTEp IJIsI TIOJIyYeHMs pe3yjbTaTra, B CXeMe C
NpUMEHEHUEM MAaIlIMHHOIo O00y4YeHUsI TaKoili Habop
BMECTE C pe3yJIbTaTOM HCCICIOBAHMUS 3arpyKaeTcs B
KOMITbIOTEP, KOTOPhIii, B CBOIO OYepenb, TeHEPUPYET
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aJITOPUTM, CBSI3BIBAIOIIMII BXOISINNE IMapaMeTPhI
Mexny coboii. Insg xoppekTHoit pabotsl MO HeoO-
XOJIUM OOJIbIIONH 00bEeM 3MIIMPUUECKON WU Teope-
TYeckKoi nHgpopmaumu. B 3aBucumocTu oT crioco6a
ux o0O0paboOTKM MeTodbl MAIIMHHOTO OOyJYeHUS
YCJIOBHO pas3felisiioT Ha HeKoHTpoaupyembie (HMO)
u koHTposmmpyeMble (KMO). Anroputmel, HanboJjee
4acTO MCIOJIb3yeMble B (PUBUKO-XMMUUIECKOM aHa-
Ju3e, npencraBiaeHsl Ha puc. 3. Leabio KMO sBisi-
€TCsI yCTAaHOBJICHNE OTHOIICHUIT MEXIY CIIEKTPOM U
napaMeTpaMu CTPYKTYpbl, OCHOBaHHBIX Ha Habope
MapKHUPOBAHHBIX TPEHUPYIOLIUX JaHHBIX, KOTOpHIE,
HaIlpyuMep, BKIIOYAIOT CIIEKTPhI CTAaHOAPTHBIX Be-
IIECTB C M3BECTHOI TOYHOM cTpyKTypoit. Ing HMO
3ajaya 3aKJIlo4yaeTcsl B BBIIBJICHUU IIaTTEPHOB B
OOoJIBIINX Habopax SKCIepUMEHTAILHBIX JaHHBIX 0€3
HCIIOJIb30BaHUS KAaKUX-I1U00 MapKEPOB 1 UX KJIACTE-
pM3alu, KOTopasl TIpeacTaBiIsieT CO00M rpyIITMpOB-
KY OTJIC/IbHBIX 3HAaUYCHU B HA0Ope JaHHBIX B OT/IEIIb-
HBI€ KJIAaCTePhl HA OCHOBE KOHKPETHBIX KOMOMHAITUIA
MpUHAaIIeXaluX UM XapakTepucTukK. BriOop KOH-
KPETHOTI'O METOoa OIIPEeAeIsieTCsI B KaxKJIOM KOHKpPET -
HOM CjIy4ae M 3aBUCUT OT KOJMYECTBA MAaHHBIX, UX
Ka4yeCTBa U IOCTABJICHHOM 3a1a4u.

Aneopummol HeKOHMPOAUPYEMO2O
MAWUHHO20 00y4eHus

Merton k-cpenunx. Meton k-cpeqHuUX MpencTaB-
JisieT cob0it oH U3 HanboJiee MOMyJISIPHbIX METOJOB
MalIMHHOTO OOy4YeHMsI Ojarogapsi IIPOCTOTE U CKO-
pPOCTH MPUMEHEHUST Ha OOJIBIIUX MacCUBax JaHHBIX.
IMpuHIMNIMATBbHON eTo 3aaayeil SBsieTcsl pacipene-
JIeHWe TIOJYYEHHBIX HaHHBIX IO TPYIIIMPOBKAM Ha
OCHOBE MX CXOXECTH Mexiy coboil. Takue naHHbIe
BKJIIOUAIOT CHEKTPbI CIOXHBIX KaTaIUTUYECKUX CU-
CTeM, B KOTOPbIX OJHO3HAYHO OTHECTHU CITEKTPOCKO-
MUYECKU I CUTHAJI K KOHKPETHOMY KOMIIOHEHTY TTpe-
CTaBJIsieTcsl 3aTpyaHUTEIbHBIM. Kpome Toro, Ttakue
KJIaCTEPBI MOTYT OBITh MCIIOJIL30BaHbI B KOHTPOJIUPY-
€MbIX MeTOoJax MalllMHHOro obyueHust (puc. 4). He-
CMOTpSI Ha TIPOCTOTY pabOThI aJITOPUTMA, CJIENYET OT-
METUTh, YTO MPUMEHEHUE METOoJa TpeOyeT IMmpeaBa-
PUTENBbHON HOpMau3alMy TOCTYNAIUX JAHHbIX,
a TakKe omnpele/ieHUs] CTeNeH! CXOICTBa MEXIy OT-
JIeJIbHBIMUA TOYKaMU IS (pOpMUPOBAHUS LIEHTPOB
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Puc. 5. O6paboTKa cTaHIApTHOTO HAOOpa TaHHBIX “iris” METOIOM IJITaBHBIX KOMITOHEHT.

KJIactepu3anuu. BeiGop onTMarbHOIO YKciia TPyl
“k” nng MaccuBa JaHHBIX 3aBUCUT OT IOCTABJIEHHOMI
3aJa4y, TaK KakK IpU HEOOJILIIOM 3HAYEHUU IOy~
YUTh JIOKAJIbHYIO MTH(POPMALIUIO CTAHOBUTCS IPOOJIe-
MAaTHU4YHO, a CYIIECTBEHHOE KOJIMYECTBO MaJbIX
TPy “k” yCIOXHSIET ero oooo1eHue [4].

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

MNuviMu cnoBamu, ucrioab3oBanue MI'K cokpa-
ILIAeT YHCJIO ITePEMEHHBIX, HEOOXOAUMBIX JIJIsI OIT1CA-
Hug cucrteMbl. MI'K mipemycmaTpnBaeT HECKOJIBKO
3TarloB:

1) HopMaTU3aLUIO JAHHBIX;
2) pacyeT KOBapuallMOHHOM MaTPUIIbI;

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

4) BBIOOp XapaKTEPUCTUUECKOTO BEKTOPA;

5) BbBICTpaBaHMUE OJaHHBLIX BJOJIb OCH TJIaBHBIX
KOMIIOHCHTOB.

Pesyneratrel MI'K He Bcerma mMerOoT MHTYUTUB-
HYyI0 (U3UYECKYIO MHTEPIIPETALIMIO, TOITOMY ITpHU-
MEHEHMe JaHHOTO METOJa CBOASTCS K IIOMCKY ITapa-
METPOB CHUCTEMBI C MOCJIEAYIOIIMM HMX MCIIOJIb30Ba-
HUEM B Apyrux Meronax. Hampumep, ¢ moMoIibio
MTK ocyliecTBIsSII0T aHAJIN3 U300pakeHUIA IHEPTO-
JIUCIIEPCUOHHOM PEHTITEHOBCKOI CHEKTPOCKOIIUU
HaHOYACTUII ISl OMNpelneseHUus] KoJudecTBa a3 B
aHaJIM3upyeMoM oObeMe.

Aneopummbl KOHMPOAUDYEMO2O MAUUHHO20 0OYHeHUs.

Meron k-0mmkaifiimx coceneid. Meton k-0vkaii-
IIUX coceleil — HenapamMeTpuyeckKuii Kiaccuduka-
LIMOHHBIN AJITOPUTM, T.€. OH HE JieJIaeT KaKUX-JI1u0o
MPEAIOJIOXEHU Ha 3JIEeMEHTAapHOM Habope TaHHbBIX.
s knaccudukanum o0bEKT TPUCBAUBAETCS TOMY
KJlaccy, KOTOpbIi SIBJIsIETCS HauOoJee pacrpocTpa-
HEHHbBIM Ccpelin k-coceleil MTaHHOTO 3JIeMeHTa, Klac-
Chbl KOTOPBIX yKe U3BeCTHHI [6]. Hampumep, HOBEIE
JIaHHbIE TOJDKHBI OBITH OTHECEHBI K Kiaccy A wiu B
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Puc. 6. Meton k-0mmkaiiimx coceneit.

(puc. 6). Eciiu kK = 2, To gaHHbIE MPUCBAUBAIOT KJlac-
cy A, TIOCKOJIBKY B KpYre JiBa TPEyroJibHUKa U OAWH
KBajapaT, ecIu kK = 5, JaHHBbIe OTHOCSIT K Kjaccy B,
TaK KaK KBaJpaTOB BO BHEIIIHEM Kpyre OoJibllie, YeM
TPEYroJibHUKOB. TakuM 00pa3oM B HCCIEAOBAHUSIX
OpraHMYeCcKUX KaTaan3aTopoB il TOMOT€HHOTO Ka-
Tajau3a METOJIOM k-ONVKalIIuX coceaeii ObIIo ycTa-
HOBJICHO, YTO JIUTAHAbI C TIOXOXel aKTUBHOCTHIO
MMEIOT TEHACHIIMIO TPYIIIIMPOBaThCs BMecTe [7].

JlepeBo npuHaTHA pemieHmii. MeTon “AepeBo Mpu-
HSTUS pELICHU” SIBISIETCS TUITMYHBIM MHIYKIIAOH-
HBIM aJITOPUTMOM U MPENCTaBISICT CO00M (HPYHKIINIO
B (popMe JaHHBIX (X) U COOTBETCTBYIOLINIT pe3ybTaT
f(x), ucronb3yeTcs Mt HaXoXneHUsT (GyHKIIMU HO-
BOM IMOPLIMM JaHHBIX (X), C(POKyCMpOBaHHOII Ha ITpa-
BIJIAaX KJIacCM(PUKAIIMU, OTOOpaXkaeMbIX B BHIC JiE-
peBa pelieHui (puc. 7). YOobIBaroluM peKypCUBHBIM
CITOCOOOM aJITOPUTM CpPaBHUBAET aTpUOYThI MEXIY
BHYTPEHHMMH y3JIaMH JepeBa PelIeHUIi, OLIECHUBAeT
yOBIBalOIIE BETBU B COOTBETCTBUM C Pa3IMUYHBIMU

aTpuOyTaMU y3J1a U MO3BOJISET CeIaTh BEIBOI, UCXO-
ISl U3 Y3JIOB JIMCTheB. Ha MPOTSKEHUM OT KOPHSI 10
JIMCTOBOTO y3J1a CYIIECTBYET KOHBbIOHKTUBHOE TIpa-
BUJIO, U BCE AEPEBO PEIICHUIA OTBEYAET IPYIIIIe TU3b-
FIOHKTUBHBIX TTPABUJI BEIPAXKEHMUSI.

IMTonmynsipHOCTh NpUMEHEHUS MeTola “‘IepeBO
MPUHATUS pelleHnit” ISk KilacCu(UKaLUM JaHHBIX
00yCIIaBIMBaET HAJIMYME OOJILIIOrO KOJIMYECTBA pas-
paboTaHHBIX aJITOPUTMOB, Takux Kak: 1D3, C4.5,
PUBLIC, CART, CN2, SLIQ, SPRINT u T.1. [8]. K
JOCTOMHCTBAM METOHA OTHOCSIT CKOPOCTb KJIACCU-
duKkalmny, a TakKe BbICOKME Pe3YJIbTaThl TP HAJIH-
yny myMoB. HegoctaTkoM MoOXeT OBITh M3MEHEHUE
o0lllero BUAa JepeBa pelleHUil Mpu BHECEHUU He-
0O0JIBIIIMX KOPPEKTUPOBOK B MICCIIEAyeMble TaHHbIE [9].

JInneiinas perpeccus. JInHeitHas perpeccusi OTHO-
CUTCS K CTATUCTUYECKOMY METOMY, B KOTOPOM He3a-
BUCHMBbIC TIEPEMEHHBIE X UCITOJIb3YIOTCSI ISl TIpe-
CKa3zaHUs 3aBUCUMBIX TIepeMeHHBbIX y (puc. 8). Pas-
JIMYAIOT HECKOJIbKO BHUIOB JMHEMHOM pEerpeccuu:
NpOCTYI0, B KOTOPOI 3HAaU€HME 3aBUCUMOM Mepe-
MEHHO omnpenensiercs: Kak y = 8, + Bx + €, 1 MHO-
romepuyio (MLR), tie y =By + Bix; + ... + B,x, +&,
rne B — koadbduiMeHT perpeccuu, € — HeHaboAae-
Masl cliydyailiHasi BeJWuYMHa, KoTopasi mo0OaBiisieT
“myM” K JUHEHHOI 3aBUCHUMOCTUA MEXIY 3aBHCH-
MOI MepeMeHHOM U perpeccopamMu. TakxKe cylle-
CTBYIOT OoJiee CJIIOKHbIE MOJEIN, KOTOpbIEe BKJIIOYA-
IOT KBaJpaTW4YHbBIC MapaMeTpbl M B3aUMOJIEHCTBUE
Mmexny Humu [3]. JImHeliHas perpeccust 4acTo Mpu-
MEHSIeTCs 1711 aHaIrM3a TEOPETUYECKUX JaHHbBIX, MO-
JIy4eHHBIX B XOAe 9KCIEepUMEHTa, HaIlpuMep, COB-
MECTHO ¢ Teopueil pyHKuroHana miotHoctu (DFT).
ABTOpHI padoThl [10] mpenckasbpiBalOT METOAAMU JIM-
HelHOI perpeccuyr 3HAYE€HUSI SHEPruy aacopOumnu
KJTIOUEBBIX MHTEPMEINATOB B PEAKLIMU Pa3JIOXKEHUS
okcuaa azora (NO) Ha MeTaZIM4EeCKUX HAHOYACTU-
ax.

Heiiponnbie cetn. HelipoHHBIE CETH OOBETUHSIIOT
IPYINy METOAO0B MAIlIMHHOTO OOy4eHUsl, B OCHOBE
KOTOPBIX JIEKUT WMUTALUS (PYHKIMOHUPOBAHUS
LIEHTPaJIbHOM HEPBHOM CUCTEMBI (TOJIOBHOTO MO3ra)
yeJloBeKa JJIs pelIeHUs] MOCTaBJIeHHBbIX 3agay. B

KopneBoii y3zen

!

V3en pelieHust
|

! )

JlucToBoii y3en

JlucToBoii y3en )

}

V3en penieHust
|

| )

V3en penreHust

JlucToBoii y3en

Puc. 7. CxematnuHOe M300pakeHNe ajlropuT™Ma MeToIa “IepeBo IMPUHSTUS PElIeHW”.
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Puc. 8. JIluneitnas perpeccusi.

HeHpoCceTsIX OOLICIIPUHSATO BBIACIISATH TPU IJIaBHBIX
CJIOSI CBSI3AHHBIX MEXIY COO0OIl HEMPOHOB: 6X00HOIL,
colepxkaliuii He3aBUCUMEIE TIepeMeHHbIe (1300pa-
KEHUSI, YNCJIOBBIE M TEKCTOBBIE JAHHBIC); CKPblMbLil C
akTUBUpYylolIell GyHKuueil (curmoupoit) [11]; esi-
XOOHOU C TIONYYEeHHBIM pe3yiabraToM (puc. 9). s
KOPPEKTHOIM paboThl HEMPOHHBIX CeTell mpemBapu-
TEJIbHO IIPOBOISAT UX OOyYeHME Ha TPEHUPOBOYHBIX
MacCHBax JaHHbBIX C MOCAEAYIOIIEH MPOBEPKOM aleK-
BaTHOCTH MOCTPOEeHHOM Moaean. OTMETHM, UTO I10-
JIpOOHEBIN pa3dop MpUMEHEHUsI HEMPOHHBIX CEeTeil B
00JIacTM KaTajau3a pacCMaTpUBAaETCS B CTaThe aBTO-
poB H. Li, Z. Zhang, Z. Liu [12].

PEHTITEHOBCKAA ABCOPBLIMOHHAA
CITIEKTPOCKOIIHA (XAS)

TpanMLIMOHHO PEHTTEHOBCKYIO aOCOPOLIMOHHYIO
CMEKTPOCKOIIMIO MOXHO pa3ieiuTh Ha JBa Kjacca —
TOHKYIO CTPYKTYPY IONJOILIEHUS PEHTIE€HOBCKOIO
usnyuyeHust Boausu kpast (XANES) u pacuimpeHHyo
TOHKYIO CTPYKTYpPY MOTJIOIIEHUSI PEHTTEHOBCKUX JTy-
yeit (EXAFS) — B 3aBUCMMOCTH OT ITOJIOXKEHUST pac-
cMaTprUBaeMoil 00JIaCTU OTHOCUTENILHO Oeloil Jin-
Huu criekrpa [13]. O6e obiacTu comepxkaT LHEHHYIO
UHOOPMAIIUIO O CTENIEHU OKMCIECHUSI U KOOpAMHA-
LIMM aTOMOB M YacTO MCMOJb3YIOTCS B KaTaJauTUye-
CKUX WCCIEIOBaHUSIX, B TOM YHCJEe B WUCIIOJHEHUU
operando, KOrja U3MEPEHUsI COOTBETCTBYIOIIUX Ta-
paMeTpoB MPOBOSTCS HAa aKTUBHOM KaTajnu3aTope.
IHIupokoe npumeHeHne XAS orpaHUYMBATIOCh HEOO-
XOJIUMOCTBIO MTPUMEHEHUS TOPOTOCTOSIIUX CUHXPO-
TPOHOB U OTCYTCTBUEM MaTeMaTUYECKOro armapara
JUTsl KOJTMYECTBEHHOTO aHaJiu3a TMOJyYeHHBIX CIeK-
TpoB. O6a MeTona B TEUEHUE IUTUTEIBHOTO BPEMEHM
UCTIOJT30BAJIUCH U JIJIs1 KAYECTBEHHOTO aHAIN3a,
HalpuMep U3MEPeHUsl Kpasl, HaJluuus CABUTA B 3a-
BUCUMOCTU OT MPUCYTCTBUSI WU OTCYTCTBUSI KOH-

Bxonnoit BrixomHoii

CKpBITHII

Puc. 9. Cxema ci10eB HEMIPOHHOM CETH.

KPETHBIX OTITeYyaTKoB. OMHAKO C TTOSIBIEHUEM TIep-
BBIX aJIFTOPUTMOB JIJIsI pacyeTa TeOPEeTUYSCKUX CIIeK-
TPOB Ha OCHOBE JIOKAJbHBIX TUIOTETUYECKUX
crpykryp nonyiisipHocTh XANES n EXAFS 3nauu-
TEJIBLHO BBIpOCIIA.

Heob6xonuMocTh OBICTpOiT 00pabOTKM OONBIINX
MaCCHBOB TEOPETUYECKNX M DKCHEPUMEHTATbLHBIX
JAHHBIX PEHTIT€HOBCKOK aOCOPOLIMOHHON CIIEKTPO-
CKOIIMHU, a TaKXKe YCIIOXKHEHUE KaTAIMTUISCKIX MO-
JieJiel TIPUBEJIM K aKTUBHOMY Pa3BUTUIO 1 PacIipo-
CTPAaHECHUWIO AJITOPUTMOB MAIIMHHOTO OOy4YeHUs B
3TOM 00JIaCTH.

ba3zvr dannsix das aneopummos
MauuHHo2o o0yuenus 6 XAS

KoppekTHas padboTa HEMPOHHBIX CETEM 1 KOHTPO-
JIMPYeMOT0 MallIMHHOTO 00yUeHMsT 00YCJIOBJICHBI UC-
MOJIb30BaHUEM OOJbIIOT0 KOJIWYeCTBa KauyeCTBEH-
HBIX 00yJaromnx JaHHBIX. DTH ABa MMOAX01a peIiaoT
3a/lauv TPUMEHEHMUST JOCTYITHBIX 0a3 TaHHBIX DKCIIe-
puUMeHTaNIbHBIX ClIeKTPOB XAS [ 14] 1 rtojrydyeHUs MO-
JIeTUPOBaHHBIX cIleKTpoB. Tak, crekTpbel XANES
MOXHO CMOJIEJIMPOBAaTh B MIPOrpaMMHOM obecrieue-
Huu FEFF, He TpebyroiiemM 00ab1110ii BEIYUCIUTEIb-
Hoit MmomrHocTH [ 15], a misas EXAFS Takum perrteHuem
MoxeT ctaTh IFEFFIT [16]. Co3naHue 6a3bl JTaHHBIX
cuekTtpoB XANES u EXAFS B KataauTU4ecKux cu-
cremMax IMpeanosjaraeT IMpsSIMOEe MOJAEJIMPOBaHUE
CMeKTpa MHAWBUIYAIBLHOTO KaTajiu3aTropa, HaHOYa-
CTUI1I, KJIacTepoB U T.1A. ITOCKONbKY CylIecTBYIOILINE
0a3bl JaHHBIX [17] cBeOeHBI K CIIEKTpaM YETKO OIpe-
Ne2 2023

KWHETUKA U KATAJINU3  tom 64



MAIIMHHOE OBYYEHUE 1 AHAJIN3 BOJIbIINX JAHHDBIX

()

CuS()ZI]SO
0 min

Zn—0

Coord. number

—1

RDFg(R),

Coord. number

[ NS e e

145

T " — o A
- QO?T'% ZnM L0 ﬁ/ }9 Zn-M
e
L L A +
A
B Cu7OZn30 _¢]§ Cu502n50
X ’ o)
\ Zn-0 PPREQy  zn—0
He's] 1 (0.8, v o i )
50 100 150 600 O 50 100 150 200
() (m)
L s - T
- M -f $+ Zn—M
18 i
7 |
I ¥ (Il) + # CU3OZH7O anoo
/ 1
e L
¥ &~ 01 ©
# OO‘%%Q?‘W Zn20 ) J\&hQDlzn_ol 1 )
50 100 150 200 O 50 100 150 200
Time, min Time, min

Puc. 10. (a) — PasButue HenonHoii dyHKiMy napHoit Koppensuyu (RDF) nist Hanouactuisl CusgZns, MOJTy4eHHON Heltpo-
CEThIO Ha OCHOBe BpeMsi3aBUCUMBbIX TaHHbIX EXAFS k-kpast imHka (Zn); (6—1) — BpeMeHHbIe 3aBUCUMOCTH MHTETPUPOBaH -
HbIX oOacteii mon nepBbiM Zn—0O RDF-nmmkom (KoopauHaIMOHHOE YKUCIIO TIepBoii 060010uku Zn—O) u niox rnepBbiM Zn—M
RDF-nukoM (KOOpAMHALIMOHHOE YKCJIO MIEpBOil 060104KK Zn—M) U1 METHO-LIMHKOBOTO HaHOKAaTaIu3aTopa 1 Uit 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
KaTaJIUTUYECKUX CUCTeM (FeTepOreHHBIX KaTajn3a-
TOPOB, HAHOYACTHUL, OMMETAJUIMYECKUX CILJIAaBOB U
T.1.) OrpaHMYeHa MH(OpMaIIeit O COCTOSTHUU OKHC-
JIEHUSI U KOOPIAVMHALIMOHHOM OKPY>KEHUU.

Illpumenenue KoHmpoaupyemo2o MauuHHo20 00yUeHUs!

[Nepen nmpumeHeHeM 00ydYeHHOIT HEIApOHHOI ce-
TH 111 0OpabOTKU peaibHbIX 3KCIEPUMEHTAITbHBIX
JIAaHHBIX HEOOXOIUMO YAOCTOBEPUTHCS B aI€KBATHO-
CTM MOCTPOEHHOTO aJITOPUTMa C MOMOIIbIO pede-
PEHCHBIX MaTEepUaJiOB, CIIEKTPbl KOTOPBIX U3BECTHDI
WU MOTYT OBITh TOCTOBEPHO CMOASIMPOBaHEI. B pa-
6ore Timoshenko J. et al. [18] mpencka3zaHHbIe Heli-
POCETBIO CTPYKTYPHBIE MOJIEI HAHOYACTHUIL CPABHU -
Baymi ¢ TeoperndeckuMu EXAFS-criekrpamu, nmoiy-
yeHHbIMU MeTogoM RMC (Reverse Monte Carlo)—
EXAFS. B 3ToM Xe ucciaenoBaHUM aBTOPHI Mpoje-
MOHCTPUPOBAJIM BO3MOXHOCTb OBICTpOIf 06paboTKMN
0OJIBIIIOTO KOJIMYECTBA DKCIEPUMEHTAIbHBIX CHEK-
TpoB OumMmeTamudeckoro CuZn-HaHoOKaTaiu3aropa,
YTO MO3BOJIMJIO HAOJIIOAATh BpEMSI3aBUCUMOE U3Me-
HEHUE JIOKAIbHON CTPYKTYpbl BOKPYI KaTaJIUTU4e-
Ne 2 2023
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CKM aKTUBHBIX KOMITOHEHTOB B PEAKITMOHHBIX YCIIO-
Busx (puc. 10).

VcrentHoe MCITONB30BaHUE HEHWPOHHOM CEeTH ISt
metona XANES moxHo Haiiti B padote Timoshenko J.
et al. [19]. HelipoceTb Obls1a oOydyeHa IJisi TIOCTpoe-
Husg 3D-Moenu MeTauInyecKoro MmiaTMHOBOTO Ha-
HOKaTajqM3aTopa, HaXOXIEHUS CKPBITHIX CBI3€i
Mexxay ocooeHHOCTsIMHU cIrieKTpoB XANES u reomer-
pueil KaTaau3aTopa, YTO IPUBENO K YBEJIUUYEHUIO
yyBcTBUTENIbHOCTH XANES-cnekTpoB Meraminde-
CKMX HaHOYACTUII A0 YETBEPTON KOOPAMHALIMOHHOM
000JIOUKHU M TTO3BOJIMIIO OTIPEIEIsITh pa3Mep U Gpop-
My YacTullbl (puc. 11).

CTouT OTMETUTB, 4TO IS Haubosee 3HeKTUB-
Horo npumeHeHuss KMO Heob6xomuM BbIOOpP ajro-
puUTMa, MOAXOMSIINIA ST pELIeHUS CIIeM(PUIECKUX
3amad. OMHOI U3 HUX SIBJISIETCS OIpeae/ieHue OKCU-
nIoB MeTaiuioB o cnekTpy XANES. B o61ieM ciryyae
BBIOODP (DOPMBI OKCHA/HE OKCHUI IIPOU3BOIAUTCS ITy-
TeM CpaBHEHMUs cTerieHu capura B muke XANES, no-
JIY4EeHHOTO B XOJi¢ SKCIEPUMEHTa WA TeOpeTHYe-
CKOIl cuMymsaLuu, ¢ pedepeHTHBIM TMKoM XANES
YUCTOTO BEIIECTBA; MPU 3TOM BBICOK PUCK HEAOCTO-
BEPHOTO OTHECEHMsI, CBSI3aHHBIII C 4YEIOBEYECKUM
daxkTopoM. B padote [20] orieHMBaMM BOCEMb alro-
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Puc. 11. Koopaunauuonusie yucia (KY), npeackazaHHble HEMpPOCeThIO MO dKCNepuMeHTaIbHbIM JaHHBIM XANES. (a) —

CpaBHeHNE KOOPAMHAIIMOHHBIX YUCEN TIEPBOI 00OJOYKM, TPEICKA3aHHBIX HEMPOCEThIO, M PE3YIbTaTOB TPATUIIMOHHOTO
EXAFS-ananu3a ajs ruaTMHOBOI HaHOUYacTULBI Ha Y-Al,O5. (6) — KY, nmpenckaszaHHble HEHPOCETbIO AJIs1 4eTBEPTOI KOOp-

NUHALMOHHOM 000104KkU. Cepble MycThie Kpyry cooTBeTCcTBYIOT KY 17151 IaTUHOBBIX MOJIEILHBIX KJIACTEPOB C pa3HBIMU pas-
Mmepamu 1 popmamu. Kitactepsl 1osrydeHbl ¢ MIpuMeHeHeM Kyondeckoii rpaHenieHTpupoBanHoi (KI'L[) ctpykrypHoit ratu-
HBI, yceUeHHOU BOojb 1miaockocTeil (100) mam (111), a Takke Wit KiacTtepoB Tuila “uxkocasap” u “I'TIY” (rekcaroHajabHast

TUIOTHOYNaKOBaHHasl pelerka). [1yprnypHbIii IpSIMOYTOJIbHUK Ha puc. 116 mokas3bIBaeT JOBEpUTEIbHYIO 0061acTh miist K4, mmo-
JIYYEHHBIX 7151 o6pa3sua S; ¢ moMolbio aHanusza MS-EXAFS. (B) — CooTBeTrcTBylomine Bo3MoxHble 3D-Mmonenu yactuil. Pu-
CYHOK afanTtrupoBaH ¢ paspemeHus 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-
cJief0OBaHWI aBTOPHI MPUIILIN K BBIBOIY — JIOTUCTH-
yeckas perpeccusi (LR) mmeer HamOombIIyIO TOY-
HOCTb, paBHYIO 80%, 1 3TO €AUHCTBEHHBIN aJITOPUTM
M3 BCeX TIPOTECTUPOBAHHBIX, KOTOPBI MOXET
YCIIEITHO Pa3IuYUTh OKCUIHOE COCTOSIHUE U HE OK-
cuaHoe. Omubo4HbIi BeIOOP B ciiyyae CuO u NbO
CBSI3aH C UX cJIa0oif okuciieHHocThio. HecMmoTps Ha
9TO, MAIIMHHOE O0yYeHUEe MOXET HaJIe>)KHO MPOTHO-
3MpOBaTh CTENEHb OKUCJIEHUSI META/UIOB B OKCHAAX

no gaHHbIM XAS. Takum o0pa3oMm, ITIOTOOHEIN ajIro-
PUTM YIOPOIIAET OINpeAcaeHUe OKCUTHOTO COCTOSI-
HYS B OTCYTCTBME 3TAJIOHHBIX CIIEKTPOB.

Hcnonvzoeanue HEeKOHmpoaupyemoeo
MAUMUHHO20 06y11€HLtﬂ

M3ydyeHne MeXaHU3MOB KaTaJIMTUYECKUX peak-
LU C TTOMOIIBLIO operando CIIEKTPOCKOITUN MOXKET
OBbITb OCJIOXHEHO OTHOBPEMEHHBIM HAJTMYMEM Ha-
OI0IaTeNIbHBIX KOMIIOHEHTOB (spectator species),
TMIPOMEKYTOYHBIX MPOAYKTOB peaKUU U aKTUBHBIX
LEHTPOB. B Takux ciydasix mpruMeHeHUe KOHTPOJIN-
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PYEMBIX METOIOB MAIlIMHHOTO OOyJYeHUST U HEUPOH-
HBIX CeTeil OrpaHUYMBAETCS BBULY OTCYTCTBMSI OJHO-
3HAYHOU MOJEJIM, COOTBETCTBYIOLICH ITOJIYYCHHOMY
aHcaMOIt0 crreKTpoB [21]. B atmx cuTyanmsax 1pen-
IMOYTUTEIBHO WCIIOJIb30BaHUE HEKOHTPOJUPYEMOTO
MAaIIMHHOTO O00y4eHUsI, KOTOPOE JaeT BO3MOXHOCTh
pEeIINUTh ABE OCHOBHBIC 3aJauyM: TPYIIIMPOBaHUE U
YMEHBbIIIEHNE pa3MepHOCTU. 3agadya KiacTepru3alun
3aKJII09aeTCsI B ITOMCKE HECKOJIILKUX CIIEKTPOB, OIU-
CBHIBAIOIIMX BECh HAOOP JAaHHBIX U CBEIEHUS 00 00-
pasie, B TO BpeMsI KaK YMEHBIIEHUE Pa3MEpPHOCTU
IIOMOTaeT ONpPEeNeIUTh IapaMeTPhl B HA0ope JaHHBIX,
KOTOpBIE SBJISIOTCS Hambojee “OYeBUIHBIMU WIIH
BapUaTUBHBIMU, a TAKXKE TTO3BOJISIET M30€XKaTh Mpeli-
B3siToctu Habmwopatens [22]. B EXAFS B kauecTBe
TaKUX MapaMeTpOB MOTYT BBLICTYIIaTh aMIUIUTYA,
dopma, ¢asza, yacToTra KOJIEOAHUI WM TO3UILUS
IJIAaBHBIX ITMKOB B Dypbe-IIpeoOpa3oBaHHbIX CIIECK-
Tpax, B To BpeMms Kak misd XANES 310 mo3unmsa kpas
MOMIOILICHUS 1 MHTEHCUBHOCTD OeJIoi TnHuM [23].

B ucciegoBaHuM CTENEHU OKUCIEHUS Xejie3a B
KOMIUIEKCHBIX Kartanu3aTtopax FeMoBi B mpoiiecce
aMMOKCHINPOBAaHUS TIpormicHa [24] mnsa aHamm3a
criektpoB XANES aBTOpHI OTIAIM TIPEAIIOYTeHUE MC-
nojib3oBaHuo PCA, MOCKOJIbKY JTMHEWHBI KOMOMHU-
pPOBaHHbBII aHAM3 HE MOT TPEIJIOXUTh HE3ABUCUMOE
OT MOJIE/IY OIpeeSICHUE Ynciia HE3aBUCHMBbIX KOMIIO-
HEHTOB. ABTODPbI MMOKAa3au, YTO YMCIIO TIaBHBIX KOM-
IMOHEHTOB, HEOOXOIMMBIX ISl BOCIIPOU3BEIEHUST BCEX
6 KCIIepUMEHTATBHBIX CIIEKTPOB, paBHO 2. CTaHmapT-
Hble coenuHeHns Fe,(MoO,); n Li,Fe(MoO,); 6pmn
XOPOILIO BOCIIPOU3BENEHBI MyTEM KOMOWHUPOBAHUS
STUX IBYX IJIJaBHBIX KOMITIOHEHTOB, U 11€JIEBOE MPE00-
pa3oBaHUe ObLIO BHIMTOJTHEHO C OCHOBBI a0CTPaKTHBIX
KOMITOHEHTOB /10 OCHOBBI, COOTBETCTBYIOIIIEH ABYM
CTaHJapTaM.

IToBbIlIEHWE CKOPOCTU M JOCTYIIHOCTU PEHTIre-
HOBCKOM CIIEKTPOCKONWM, BKJIOYAsi BO3MOXXHOCTh
ee IIPUMEHEeHUS C METOIAMU operando, B COYECTAHNHU C
JOCTAaTOYHO MPSIMOIi MHTepHpeTalueil NpUBOAIT K
YBEJIUYEHUIO TIOIMYJISIPHOCTU WCIIOJb30BAaHUS YKa-
3aHHOTO METO/Ia B UCCIESAOBAHMSIX T€TEPOTreHHBIX Ka-
TanuTudeckux cucreM. CTOUT OTMETUTh, YTO ITOT
METOJ MO3BOJUT MOJYYUTh OOJBIION HAOOp Kaue-
CTBEHHBIX Y KOJMYECTBEHHBIX JaHHBIX, PACIIMPUTh
BO3MOXHOCTM CaMOIO METOla, a TakKXe IIPOBECTU
OBICTPYIO U HETIPENB3STYI0O MHTEPIIPETALINIO PE3YIIb-
TaToB. I1pu 3TOM paclIMpeHre CyIIeCTBYIOLINX U CO-
3MaHWe HOBBIX 0a3 MaHHBIX, COAEPKAIIUX IKCIIePHr-
MEHTAJIbHBIE U TEOPETUUYECKHUE CIIEKTPhI PEATbHBIX
KaTaJn3aTopoB, MOTYT YCKOPUTb MHTETPUPOBAHUE
PEHTIEHOBCKOM CIIEKTPOCKOIMM C TEOPUEA.

HNK-CITEKTPOCKOITHUA

MNK-crieKTpocKoTnsT SIBASETCSI OTHUM W3 CaMBbIX
pacrpoCcTpaHEHHBIX METOAOB MOJEKY/ISPHOM CITeK-
TPOCKOITMU M 3aHUMAETCS M3ydeHUEM B3auUMOACii-
CTBUSI MH(PPAKPACHOIO U3JIyUYEeHUS C BEIIECTBOM My-
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TeM MOIJIONIECHMSI, U3TYyUYSHUS WIN OTPpaxkKeHUsI. DTU
B3aMMOJICHAICTBUSI OTIPEACISIOTCS CTPOEHUEM MoJie-
KYJIbI ¥ CBSI3aHBI C TIepeXogaMu MexXay KojieOaTeab-
HBIMU SHEPreTUIECKUMM COCTOSTHUSIMU WM, B KJ1ac-
CHUYECKOM HMHTEeprIpeTaliy, ¢ KoJIeOaHUSIMU aTOM-
HBIX SIIEp OTHOCUTEJILHO PAaBHOBECHBIX ITOJIOXKEHUIA.
Yucmo m 9acTOTHI IIOJIOC 3aBHUCST, BO-IIEPBBIX, OT
yucja o0pasylolux MOJIEKYJIY aTOMOB, MacC aToM-
HBIX SIIep, TEOMETPUM U CUMMETPUM PaBHOBECHOM
SIIepHOI KOH(UTYpAIlMK, M1 BO-BTOPHIX, OT ITOTEHIIM -
AJILHOTO TIOJISI BHYTPUMOJEKYJISIPHBIX CUJI. Takum
oOpa3oM, KojebaTelabHbIE CHEKTPHI MHPEACTABIISIIOT
co0OI1 Ype3BBIYATHO criennpuIecKne W YyBCTBH-
TEeIbHBIC XapaKTEePUCTUKU MOJICKYJI, YeM U OOBSICHSI -
eTCsl IIMPOKOE NMPUMEHEHNE UX B XMMUYECKUX MC-
cliegoBaHUsIX [25].

ITo3Bosisis Hampsimylo HabJonaTh B3auMOnei-
CTBUSI MEXIY COPOMPOBAHHBIMU MOJIEKYJIaMU U Ka-
TaniuzatopamMu, MK-crnekTpockonusi TakxKe siBJIsieT-
CcsT OTHUM M3 HanboJiee 3P PEeKTUBHBIX CIIEKTPOCKO-
MUYECKUX METONOB aHaju3a XUMWUU ITOBEPXHOCTU
reTEPOreHHbIX KaTaau3aTopoB. OCHOBHbBIE TIPEUMY-
mectBa MK-cnekTpockonuu B reTeporeHHOM KaTa-
JIu3e — BbICOKasl YyBCTBUTEJIbHOCTh METO/IA IO OTHO-
LIEHUIO K ajicopdaTaM Ha MOBEPXHOCTU KaTaJlu3aTo-
pa v ux CTpYKType, BO3MOXHOCTb mpuMeHeHust MK B
pa3nuuHbIX KoHGUurypanusax (MK-crnekrpockonust ¢
npeo6paszoBaHueM Dypbe ¢ IUDHY3HBIM OTpaKECHU -
em (DRIFT) u MK-cnekrpockomnus ocjaabIeHHOTO
nojHoro orpaxeHus1i (ATR)), a Tak:ke OTHOCHUTEJIb-
Hasl TOCTYITHOCTb 1 3KCITPECCHOCTh METO/A.

3avacTtyio oTHeceHue curHainoB MK -crekTpocko-
NUU — OBMIOUPUYECKUI TIPOLIECC, ITPUMEHUMBINA
TOJILKO K OTHOCHUTEJIBHO TPOCTHIM CITIEKTPaM U BeEllle-
ctBaM. MHTepnpeTanusa MK -cnekTpoB oclIoXHSIETCS
TE€M, YTO UX aKKypaTHOE KBAHTOBO-XMMHNUYECKOE MO-
JIeIMpOBaHUE BCE €llle JOBOJbHO 3aTpaTHO. Pe3yinb-
TaTOM aHaJIM3a, 0COOEHHO JJIs1 CJIOXKHBIX CUCTEM, KO-
TOPBIMU U SIBJISIIOTCS OOJIBIIMHCTBO KaTaJIM3aTOPOB,
CTAaHOBSITCS Hepa3pelleHHbIe MUKW, U Tepel hUccie-
JloBaTeJIsSIMU BCTAeT CJIOXHBIN BOMPOC O MOAEIUPO-
BaHWM HE OTIEJIbHBIX BEIIECTB, a LIEJIOro aHcaMOJIs
TOTO, UTO HAXOAUTCS B KaTaJu3aTope.

Drta npobjieMa pacxoKICHUs TEOPUU U IKCIIePU-
MEHTa B HayKe O MaTepHayiaX U3BeCTHA KaK “materi-
als gap” u HauboJiee CMJILHO TIPOSIBISICTCS MPU UH-
tepnperaunu MK-cnektpoB. “Materials gap” onu-
ChIBaeT MPOOENT B MaHHBIX MEXIY YIPOIIeHHBIMU
MOJIEJIbHBIMU CUCTEMaMU U CIOXHBIMU peaTbHBIMU
KaTajmu3aropamu. B 11e1oM TeopeTrndecKue ncciaeao-
BaHUS IOBEPXHOCTU KaTaJIM3aTOPa OTPAaHUYMBAIOTCS
MOJIeJIbHBIMUA CUCTEMaMU, TAKUMU KaK ITOBEPXHOCTHU
MOHOKPUCTAJIJIOB C YETKO OINpeaeICHHBIMU KJIaCTe-
paMH, B TO BpeMsI KaK peaJbHble KaTalu3aTopbl
OOBIYHO TIPEACTABIISIIOT COOOM YaCTUIIBI HEITPABUJIb-
HOM (hOpPMBI, KOTOPbIE CIy4ailHBIM 00pa3oM pacrpe-
JIeJIeHbl Ha MaTepHajax C BBICOKOM yIOEIbHOM IO-
BEPXHOCTHIO. DTa IpobiieMa MOXET OBITh pelleHa
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Puc. 12. IToaxon, oObenMHSIONINI 3KCIIEPTHBIC 3HAHUS U CIIEKTPOCKOIMMYECKNE JaHHbIC IUISI yCTpaHeHUs “materials gap”.
“Materials gap” (a) ¥ COOTBETCTBYIOIINIT paboumii Ipoiecc s ero ycrpaHeHus (6). Amanruposaso u3 [30]. PacinpocTpans-
ercs Ha ycioBusix iniieH3un Creative Commons CC BY license. Adapted from [30]. Distributed under the terms of the Creative

Commons CC BY license.

MyTeM CUWJIHLHOTO YIPOIUIEHUSI CUCTEM, Ha KOTOPBIX
MOTYT IIPOBOJUTHLCS PAaCUEThl, MU MOBBIIIICHUS TOY-
HOCTH pPacueToB, UTO MMPUBOAUT K PE3KOMY YBeJIUUEC-
HUIO 3aTpadyMBaeMBbIX Ha pacyeThbl pecypcoB. Takum
00pa3oM, UaeallbHbIM pelleHUEM SIBISIETCS COOTIO-
JIeHne 0ajaHCca TOYHOCTb—pa3Mep CUCTEMBI.

OIHaKo CeromHss MallMHHOE OOydYeHHe CTaHO-
BUTCSI HOBBIM MHCTPYMEHTOM BO MHOTHMX OOJIACTSIX
XUMHWYECKOUN U (pU3NIeCKOM HAYKN U MOTEHIIUAJIBbHO
MO3BOJISIET IIPEOAO0JIETh pa3phlB MEXKITY HEOOXOIUMO-
CTBIO BBICOKOTOUYHBIX BRIYUCICHUI 1 OTPaHUIYEHHOM
BBIYMCIUTEIbHOI MoOIITHOCThIO. Ha mpakTuke mist
aHanm3a MK-criekTpa yxke 7aBHO IIPUMEHSIIOTCS pa3-
JIMIHBIE MeTOOBI MamnmHHOTro ooydeHud. Tak, Ellis et
al. “Icoab30BaI METOA MHOXKECTBEHHOI TMHEITHOM
perpeccuu s KjiacCU(PUKaMU pa3IdndHbIX BUOOB
MBIIIEYHOM NIy (TOBAAMHA, OapaHWHA, CBUHMUHA,
Kypulla, WHAeiiKa) Ha OCHOBE COOTBETCTBYIOIIUX
HMK-cnexTpos [26]. Howley et al. uneHTHdULIINPOBa-
JI1 HApKOTUKHW, COAepKallue aleTaMUHOMEeH, II0
CIeKTpaM KOMOMHAIIMOHHOTO pacCesiHUS, C UCTIOJIb-
3oBaHueM MeTona PCA 11 cokpalieHus MHOIroMep-
HBIX CIIEKTPaJIbHBIX JAHHBIX W YIyYIIeHMS IIPOrHO-
CTUYECKON 3(P(PEKTUBHOCTU HEKOTOPBIX U3BECTHBIX
METONOB MalllMHHOTO 00y4yeHus [27]. Zou et al. 00y-
yusi Monenb SVM Ha criekTpax 0iamkHero mHdpa-
kpacHoro (NIR) muama3zoHa st MIeHTUUKALIUUA
MOpoIIKa OKCUTeTpalMKanHa [28].

HemasHue ycriexu B KOJIMYECTBEHHOM OIICHKE Ha
ocHoBe JaHHbIx MK-criekTpockonuu BKIIOUYAIOT B
cebs1 BO3MOXHOCTh OTpeAeicHUsT KO3DOUIIMEeHTOB
SKCTUHKIIMM IS KOHKPETHBIX YIaCTKOB CIIEKTpa B

COUYETaHMU C JEKOHBOJIIOLIMEI ITMKOB, MHTETPUPOBa-
HUEM M allpUOPHBIMU TIPEANONOXEHUSIMMI O pa3Me-
pax 4acTHUIl U pacIpelesIeHUU MOKPBITUS aacopba-
ToMm [29].

B pa6ore [30] aBTOpHI TIpeAcTaBUIN “TIepBBIC
NPUHIUINBI” KOJIWYECTBEHHOM METOIOJOTUU TI0-
BEepPXHOCTHO-celleKTuBHOM WMK-crekTpockonuu u
WHTETPUPOBAJIA UX C TTIOAXOAAMM, OCHOBAHHBIMU Ha
aHaJiM3e JaHHBIX, TOCTAHOBKON 3a1ay, 3aBUCSIINX
OT XMMUM, U IKCIIEPUMCHTAIbHBIMU TaHHBIMU IS
yctpaHeHMs “materials gap”. CxemaTnyeckoe 1300-
paxeHue “materials gap” 1 00I111asT METOIOJIOTHS €TI0
yCTpaHEHMUSsI 30HbI IIPUBEACHBI HAa puc. 12.

IIponecc mpeonosieHus “pa3pbeiBa B MaTepragax’
MPOMUCXOAUT cleayomuM oopazomM. C mpruMeHeHeEM
teopuu pyHkuoHamna miotHoctu (DFT) renepupy-
IOTCS CIIEKTPHI OTIEIILHBIX MoJieKyn CO, xeMocopOu-
pOBaHHBIX Ha pa3HbIX yyacTKax HaHouyacTull Pt. [To-
clie yoaJeHUsI HEJIOKaIbHBIX MHUHUMYMOB (BBIOpO-
COB) KaxXKI0i TOYKE TaHHBIX IPUCBAMBAIOTCS METKU,
KOTOpbIE OMMUCHIBAIOT CTPYKTYpy MaTepuana. Koop-
IWHAIMOHHAS cpelia caiiTa KOJIUYECTBEHHO OIIpeae-
JISIETCSI €r0 3HAaYeHMEeM O0OOIIEHHOro KOOpAMHAIIM-
oHHoro yucja (GCN). C noMolibio KiacTepu3aluuu
k-cpemnux mnpucBauBaiorcst 3HadeHuss GCN guc-
kpeTHbIM rpymiaM GCN, 3ateM IIpUMEHSIETCS Cyp-
poratHasi MOAeNIb JJIs1 paclIMpeHus: OTPUIbTPOBAH-
HOTO IEpBUYHOTO Habopa JaHHbIX Ha ocHOoBe DFT
JI0 BTOPUYHOTIO Habopa MTaHHBIX CJIOKHBIX CIIEKTPOB.
Dra cypporaTHasi MOJesb BKII04aeT KO3 (PUIINEHThI
MacIITaOMpOBaHUSI IIOKPHBITUSI, KOTOPbIE KOIWYE-
CTBEHHO CBSI3bIBAIOT CABUTU B YaCTOTAaX 1 MHTEHCUB-
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HOCTHU TTepBUYHOTO Habopa hUIBTPOBAHHBIX JAHHBIX
C IPOCTPAHCTBEHHBIM MOKpbITUEM. [TocnenHum ma-
oM B CypporaTHoii Moaearu, OCHOBaHHOI Ha ¢GU3U-
Ke, SIBJISIETCSI CEKTPaJIbHAsA CBEPTKA, BBITTOHIEMAS
nmpeobpazoBanuemM Pypbe WIS TeHepaluy CUHTETH-
YeCKMX KOMIUIEKCHBIX CIeKTpoB. IeHepupytotcs
COTHM TBICSTY CJIOXHBIX CIIEKTPOB, CBSI3aHHBIX C Pa3-
JIMYHBIM pacIpeleSICHUEM 3aHSIThIX YYaCTKOB, pas-
JIMYHBIM MOKPBITUEM U PA3TUYHON LIIUPUHOM JIMHUTA.
CypporartHasi MoJieJib, yIipaBisieMasi JTaHHbIMU, O0Yy-
YaeTcsl Ha 3TUX CUHTETUYECKUX CIIOXKHBIX CIIEKTPax
JUTSI U3y4YeHUsI MUKPOCTPYKTYpHI. [Tocine oOyyeHust Ha
CUHTETAYECKNX KOMITIEKCHBIX CIIEKTPAX MOJIEb TPU-
MEHSIIOT K 3KCIIEpUMEHTAJIBHBIM criekTpaM [30].

Joshua Lansford m Dionisios Vlachos [30], ¢ 10-
MoIIbI0 cuHTeTHYecKuX MK-crekTpoB MOHOOKCHUIA
yIJiepoja Ha IUIaTUHE, pea30BaId HOINHOMUAIb-
HYIO PETPECCHIO C ITOMOIILIO aHCcaMOJIeil HEMPOHHBIX
cereit st udydeHus GyHKIUN pacipeaeieHus BEpo-
sarHocteil (PDF), koTopble oMCchIBalOT MECTa aicopo-
MM Y KOJWYECTBEHHO OIPENEJISIOT HEeoIlpenesieH-
HOCTb ITPOTHO3a, SIBJISIIOLIYIOCS CJICACTBUEM HETOYHO-
CTU TPUMEHEHMSI MIEaIbHOM MOIeIN K pealbHbIM
cucteMaM. OHU KUCIIOJIb30BAIM TTOJIYyYEHHBIE TaHHBIE,
YTOOBI BEIBECTU OAPOOHYIO MUKPOCTPYKTYPY IMTOBEPX-
HOCTH U3 3KCIIEPUMEHTAJIBHBIX CIIEKTPOB U PaCIIPO-
CTPaHUTh 3Ty METOIOJIOTHIO Ha IPYTU€E CUCTEMBL.

st obecrnedyeHrss Mepbl HEOIIPEASICHHOCTA B
npenckazaHHbeix PDF-(aiinax, korma Moaenb Ipu-
MEHSIETCS K DKCIIEpUMEHTAJIbHBIM CIICKTpaM, aHCaM-
o0y 13 200 HelipOHHBIX ceTeil 00yJaan Ha CUHTETH -
YeCKHX CIIeKTpax, CreHepHPOBaHHBIX C IPUMEHEHU -
€M pa3JIMYHbIX pa3aeyioB IEepBUYHBIX JaHHbIX DFT.
BcnencTtBue 3TOro BBIIEYNOMSIHYTBIE aHCcaMOJIM
yJIaBJIMBAIOT HEOIpeAeJIeHHOCTh MOACSIN, BO3ZHUKA-
I0IIYy10 U3 nepBUYHBIX JaHHbIX DFT, Ha ocHOBE KO-
TOPBIX TeHepUpyroTcsa cuHTeTndeckne MK-crekTsr,
JUCIIEPCUU, CBSI3aHHOM ¢ KO(PUILIMESHTOM MacllTa-
OupoBaHMs, 1 KOHKPETHOTO Habopa 3aAciicTBOBAH-
HBIX TUIIEpIIapaMeTPOB.

TakuMm 06pa3oM, aBTOPhLI CTeHEPUPOBAINU COTHU
TBICSIY CJIOXKHBIX CUHTETUYECKHUX CIIEKTPOB C IMTOMO-
IIbIO cBEPTKU Pyphbe, KOTOPHIE aJeKBATHO MOKPHIBA-
IOT BCE MIPOCTPAHCTBO COCTOSTHUI criekTpoB CO, an-
COpOMpPOBAaHHOTO Ha HaHo4YacTulax Pt.

C npuMeHeHNEeM HelpOoCceTeBBIX MOJesIeii pema-
eTcsl oOparHasl 3ajmava, e MPOrHO3UPYETCS MUKPO-
CTPYKTypa MOBEPXHOCTHU, COBHAAAIONIasl C CUHTETHYC-
CKHM, 2 B KOHEYHOM CYETE U C IKCIEPUMEHTAIbHBIM
CTIEKTpaMU. 3aHsTble MecTa aJcopOIMM MOTYT OBITh
UIEHTUDULMPOBAHbI SKCIIEPUMEHTATBLHO TOJIBKO LIS
OYEHb MPOCTHIX TTOBEPXHOCTEN C YNOPSAIOUYEHHBIMU
CJIOSIMU aIcOPOATOB HAa MOHOKPUCTAJJIaX METOdaMU
CKaHUPYIOIIeil TYHHEIbHOW MUKPOCKOTIUU BbICOKO-
ro pasiaeHuss (HPSTM) [31] unu nudpakiumu 371eK-
TpoHOB ¢ HU3kuMu 3HeprusiMmu (LEED) [32] B coue-
TaHUM C Macc-criekrpomerpueii (MS) u TepMmone-
copoumoHHoi cnekrpockonueir (TDS). Takas
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HO,Z[DO6H3H Hay4dHasd XapaKTEpHCTHUKa ITOBCPXHOCTU
HEAOCTYITHA AJII HACTOAIIMX Ir€TCPOTCHHBIX KaTaJIn-
3aTOpPOB.

M3-3a OTCYTCTBUSI NTOCTATOYHOTO KOJMYECTBA
aKcriepuMeHTaabHbIX MK-CcriekTpoB, mIsi KOTOPBIX
ObLIa BBITIOJIHEHA OJHOBPEMEHHAas XapaKTepUCTUKa
MecT agcopbuyu CO u nmokpeitus, Joshua Lansford u
Dionisios Vlachos [30] TecTupoBanmu CTPYKTYpPHYIO
CypporaTHylo Monedab ¢ 3(p@deKTaMHu TTOKPBITUS Ha
YETKO OINpeAeeHHbIX JIMTEPATYPHBIX 3KCIIEPUMEH-
TaJIbHBIX TaHHBIX CIIEKTPOCKOIIMU BBICOKOTO pa3pe-
ILIEHUS XapaKTEPUCTUUYECKUX MOTEPh IHEPTUU DIIEK-
tpoHamMu (HREELS) u ngaHHBIX MOBEPXHOCTHOTO
KOMOMWHAILIMOHHOTO pacCcesiHus.

Ha puc. 13a—13B nmoka3aHBl OJUCKPETHU3MPOBaH-
HbIE€ 3KCIIEPUMEHTAIbHBIE CHEKTPHI, IPOTHO3bI MO-
JIeJI1 0OpaTHOIO MAllIMHHOTO OOy4YeHUsI IJIsl TUTIOB U
Cpel caiiToB, a TaKKe AVaria3oH Ipencka3anust 95%.
IIpennomaraercs, yto xeMocopoupoBanHbii CO Ha
Pt(111) zaiimeT 70% BepxHux no3uyii u 30% mMocTu-
koBbIx no3uumii. [TokpeiTre CO BBEICOKOE Ha YPOBHE
C HU3KUM nHIeKcoM (rpymmna 10), 9To COOTBETCTBYET
9KCIIepUMETAJIbHBIM pe3yJibTaTaM. DTO CBUIETEb-
CTBYET, UTO OoJbllias 4acTh HAHHOM IIOBEPXHOCTU
neicTBUTenbHO coctout u3 Pt(111).

B uemoM 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
MpeajaraeMblii METOMI MOXET ObITh UCIIOJIb30BaH JJIs
aHajM3a SKCIIEpUMEHTaJbHBIX HaHHBIX MK-crmek-
TPOCKONNNU IJIsI yCTpaHeHU “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 Via-
chos paspaboranu huzndeckue KOHLENuU, BKIouast
SHEPIruio OpoOUTATLHOTO B3aMMOIEHCTBUS Y MHTErpal
MEePEKPBITUS DHEPTUU, 111 OOBbSICHEHUS U BO3MOXHO-
CTU TIpeACKa3aHUsi CIIOCOOHOCTU TECT-MOJIEKYJl pa3-
JINYaTh CTPYKTYPHEIE ITapaMeTphl KaTajau3aTopa [33].
OHU paccMaTpUBaId 3aCeJICHHOCTh TepeKPbIBAHUSI
kpuctajgnuueckux opoébutaneit (COOP) nnast KoH-
KPETHBIX MOJIEKYJISIDHbIX OpOUTaleil M Kojuye-
CTBEHHO OLICHUBAJIM XapaKTep UX CBA3EMU, KOTOPBIA
HaIpsIMyIO BJIMSIET Ha 4acTOThl KosiebaHuit. C uc-
MOJIb30BaHMEM TOJIbKO OHOTO pacyeTa aacopbara 13
Teopuu (pyHKIIMOHAa TUIOTHOCTU ObLa BhIYMCIIEHA
SHEPrusi B3aUMOJEMCTBUSI OTAEJbHBIX MOJEKYISIp-
HBIX OpOuTajeii ancopbara ¢ aTOMHBIMY OPOUTATISIMU
caiiTa Ha pa3IUYHBIX ydacTKax noBepxHoctu. Coue-
tanue COOP c paspelieHHOI MOJIEKYJISIpPHOM OpOu-
TaJIbl0O U U3MEHEHVEM DHEPTrUr OpOUTATLHOTO B3aU-
MOJIEMCTBYSI TTIO3BOJISIIIO BBIOPATh ONITUMAIBHYIO MO-
JIEKYJIy 30HAa. DTU KOHUETIUU ObLIM PACCMOTPEHbI
Ha IIpuMepe TpeX MOJIeKYJ 30H1a, a uMeHHo CO, NO
u C,H,, Ha nmoBepxHOCTsAX Pt ¢ pa3IMYHBIMU KOOPAU-
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Puc. 13. Jlutepatypnble naHHbie 1o cnekrpaM HREEL 1 moBepXHOCTHO-YCHUJIEHHO# paMaHOBCKOi1 criekTpockonuu (SERS)
st CO Ha miatuHe, mpeobpa3oBaHHble B MK -criekTpsl, 1 IIpenckazaHHast MUKPOCTPYKTYypa: (a) — IUCKpEeTU3NPOBAaHHBIE JIH-
TepaTypHble CIIeKTpbl; (6), (B) — MPOrHO3bI MOJEIN OOPATHOTO MALIMHHOTIO OOYUYEHUSsI /151 TUIIOB U CPel CAaiTOB. AIanTUpPO-
BaHo u3 [30]. PacnpocTtpansiercs Ha yciaoBusix auiieH3nun Creative Commons CC BY license. Adapted from [30]. Distributed

under the terms of the Creative Commons CC BY license.

HaIlMOHHBIMU YKCJIAMMU JJIsI TOHUMaHUS TOTO, KaK1e
opOuTanIM MeTajula B3auMOMAEHCTBYIOT C OpOUTAIsSIMU
agcopbaTa 1 CMeIIaloT YacTOTHI OoJblie Bcero. Hako-
Hell, IIPUMEHSIST paHee pa3padOTaHHYIO CTPYKTYpy Ma-
HIMHHOTO 00y4yeHus [30], aBTOpbI IOKa3ajau, 4YToO MOMIe-
JI, OOy4eHHbIE Ha COTHSX Thicsd criektpoB C,H,, BbI-
yuciaeHHbIX ¢ nomoibio DFT, mpeBocxonsar momenu,
oOyudeHHBbIe ¢ TToMoIIbio criekTpoB CO u NO.

OnucaHHbBI METOA MOXET TaK>Ke UCTIOIb30BaTh-
Csl JUIS1 Pa3IMYHBIX LIEJeBbIX MapaMeTpOB, KOTOpPHIE
MOTYT OBITh CHPOEKTUPOBAHBI 15T ONITUMU3ALUU Ka-
TATUTUYECKON aKTUBHOCTH WJIN APYTUX CBOWCTB XW-
MMU MTOBEPXHOCTU, TAKUX KaK CEJIEKTUBHOCTb, YCTOM-
YUBOCTbh K KOPPO3UU U 3aTPSIZHEHUIO, YCTOMUYUBOCTh K
MaToreHaM U TpubKaM, IIMPUHA 3aMTPEIEHHONW 30HbI
Ha MOBEPXHOCTU U MPOBOAMMOCTb, EMKOCTb U KOH-
LieHTpalys 1eheKTOB MOJyITPOBOIHUKOB.

ITockombKy, Kak yxXe roBOpPMJIOCH paHee, 00b-
IIIMHCTBO KaTaJIM3aTOPOB — 3TO CJIOXKHBIE CUCTEMHI,
KOTODHIE SIBIISIIOTCSI HOCUTENISIMUA HE OTIAEIbHBIX Be-
ILIECTB, a LeJIbIX aHCaMOJIeii, TTOJTydeHHBIC B XOJIe UC-
cJIeIOBaHUIT pe3yIbTaThl MOXKHO IIPUMEHSITD JIJISI MO-
JIeINPOBAaHUSI OTIOEIBbHBIX, HaubOoJiee BEPOSTHHIX,
cTpyKTyp. [IpMHLIMIATBEHAS BO3MOXHOCTb MOJICJIH -
pOBaHUSI MOAOOHBIX CTPYKTYp TPEOYEeT MYJILTUMO-
JalIbHOTO MOIX0Ia U SIBJISIETCS IIPEAMETOM OyIyIIIX
uccaeaoBaHmii. MIcroib30BaHUe METOI0B, OCHOBAH-

HBIX Ha “TIEpBBIX NPUHIMIAX”, TIOMOXKET CMOJIECIIU -
pOBaTh CTPYKTYPHI BEIIECTB 1 IIPOLIECCHI, IIPOTEKAIO-
1€ Ha KaTaJIn3aTopax, 4TO B CBOIO OUepedb YCKOPUT
LIeJIEBOE CO3IaHNEe HOBBIX KATATUTUYCCKUX CUCTEM.

OCHOBHBIE TPYIHOCTU ITPUMEHEHWA
MO B OBJIACTU KATAJIN3A

CyliecTByeT HECKOJbKO MpoOJieM MpUMEHEHUS
MAaIIMHHOTO O00y4YeHUs B 001acTu KaTamm3a. Hanbo-
Jiee pacIipoCTpaHEeHHOM MPOOJIeMOI IJIST CCIeIoBa-
Teaeil SABIsIeTCI HeOOoJbIION 00beM maHHBIX. Ilo-
CKOJIbKY a0COIIOTHBII 00beM TaHHBIX, OTHOCSIIINXCS
K TEeKYIIMM HCCIEeI0BaHUSIM, HEBEJIMK, OUEHb YacCTO
OBIBacT TPYAHO MOpomoLKuTh MO Ha MX OCHOBeE.
OmuH U3 CIIOCOOOB peIlIeHUsT BOIIPOCAa HEXBAaTKU
JaHHBIX — TpaHcepHOe 0OydeHHNE, TIPU KOTOPOM MH-
dopmanus u odydeHHast Mmoaeab MO nepeHocsITCs U3
3a1a4 00y4eHMsI C OOJIBIINM KOJIMISCTBOM JaHHBIX HA
3a/1a49u, CTpagaolIre 1euImToMm TaHHBIX [34].

Jlpyrass He MeHee BaxkHasl IIpo0JieMa — 3TO OTCYT-
CTBME OOIIell CTPYKTypHMPOBAaHHOM 0a3bl JaHHBIX
SJIEKTPOHHBIX CITIEKTPOB, MOTYYESHHBIX 32 MOCIETHUE
necatwietus. Hanumuue Takoit 6a3bl MOXET CITIOCO0-
CTBOBaTh IPUMEHEHMIO MOJIeJIC MAaIIMHHOIO 00yYe-
HUS B 00JaCTH KaTaju3a, 4TO HEe TOJBKO YCKOpSET
pa3paboTKy MO, TTO3BOJISISI N30eKaTh N30BITOU-
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HBIX moporoctosinux BerauciaeHuii DFT, Ho Takke
MpearoJiaraeT NosiBJIeHUe “3TaJIOHOB” IJIST TECTUPO-
BaHUs Moaeneit. HemaBHO ObLI BhINTyllieHA 0a3a TaH-
HBIX Open Catalyst Dataset nj1s1 pa3paboOTK1 ¥ TeCTH -
pOBaHUS MoeJIeil MAaITMHHOTO 00y4YeHus [35], KoTo-
pass obecliedyrBacT TPAcKTOPUM OITUMU3ALUU B
OTHOIIIEHNY MHOTOYMCJICHHBIX ITOBEPXHOCTEH 1 ami-
copb6aToB. ITockonbky MH(pOpMaIs B 0a3bl JaHHBIX
roragaeT U3 pa3HbIX UCTOYHUKOB, 3TU JaHHLIE 3a4a-
CTYIO HE COINIAaCOBAHbBI M3-3a Pa3IMYHbBIX IAPaMETPOB
pacuerTa.

CrouT TakXke YIOMSHYTH IIpOOJIeMYy HpeaB3sTO-
CTHU OTHOLICHUA K HEKOTOPbBIM METOIdaM. B cBsa3u ¢
SIBHBIM IPEUMYIIECTBOM OTHUX 13 HUX B IJIaHE MPU-
MEHUMOCTH METOIOB OOJBIINX JAHHBIX ITOTEHIIM-
aJIbHO CYIIIECTBYeT HEKOTOopasl CcucTeMaTuyeckasi
MpPEeaB3SITOCTb B MIOCTPOSHUM MOJIejeit, KOoTopble Oa-
3UPYIOTCS Ha TaKuX MeTonax. EcTh pMcK, 4TO Takue
METOAbI OTIMYHO CMOTYT OIMMCbhIBATH COOTBETCTBYIO-
1€ SKCOepUMEHTAIbHO HAOJI0JaeMble TTapaMeTPhl
MOJEJHN, TIOJIyYeHHBIE C X MCIIOJIb30BAaHUEM, HO HE
OymyT OTpazKaTh BCE IE€TaIU ITIOBEACHUS UCCIIEAyEeMO
cucteMbl. B m1aHe BbIOOpa MHCTPYMEHTA BaxKHO HE
JIOITyCKaTh PeAyKIIMOHM3MAa W IPOIOJLKATh U3ydYaTh
KaTaJIMTUYCCKUE CUCTEMBI B pa3HBIX aCIICKTax.

MamumHHoe 00ydyeHre CIOCOOCTBOBAIO OTPOMHO-
My Mporpeccy Bo Bcex 001acTsIX, 0COOEHHO B 001acTH
Katamu3a. CHHepreTUyecKasg KOMOWHALIWSI METOHOB
ab initio m MamMHHOTO OOy4YeHMsS chopMUpoBaIa
MOIIHYIO MapagurMy il TIOHUMaHUs KaTaJlUuTude-
CKMX peaklMii ¥ pa3paboTKN HOBBIX KATaIM3aTOPOB.
C panbHEHIIMM pa3BUTUEM TEOPUM KaTaln3a U MeTO-
J1oB MO oxupaaeTcsi, 4YTO I UCCIIEAOBaHUS U TIPO-
FHO3UPOBAHUS KaTAJIUTUYECKUX peaklUili Ha Io-
BEPXHOCTSIX OYIEeT NPUMEHSThCS OOJIbIIE TIOIXO0I0B,
“ocHOBaHHBIX Ha maHHBIX’ (data-driven, data-in-
formed u data-inspired mogxonpr).

3AKJIITOYEHHME

Hayka o naHHBIX aKTUBHO BHEIPSIETCS B pa3jiny-
Hble 00JIACTHU €CTeCTBEHHBIX HayK B KayeCTBE YHU-
BepCaJbHOTO MHCTPYMEHTA IS 00pabOTKU U MHTEP-
nperanuu 1aHHbIX. HecMoTpsi Ha yCIerHOe UCOIb-
30BaHue MetonmoB MO B MarepuaIoBEICHUU U
MOJIEKYSIpHBIX HayKaX, B KaTaJIn3e 3T METOIBI IT0-
Ka ciabo pacnpocTpaHeHBbl. TeM He MeHee, HEeT HU-
KakKux COMHeHUi, yTo MO cTaHeT OAHUM U3 IJIaB-
HBIX CIIOCOOO0B OIMMCAaHMSI MEXaHU3MOB MHOTHX KaTa-
JIMTUYECKUX ITPOLIECCOB.

Hna mpumeHenus MetonoB MO B pa3paboTKe HO-
BBIX KaTaJINn3aTOPOB HEOOXOMUMBI HE TOJIBKO pacyeT-
Hble, HO U 3KCHEepUMEHTaJIbHbIE JaHHbBIE IJIsl KOH-
KPETHBIX KaTATUTUYeCKNX peakiuii. OcobeHHO 3TO
OTHOCUTCS K T€TepOTeHHBIM KaTaan3aTopam, s KO-
TOPBIX B HACTOSIIIIEE BpeMsI OTCYTCTBYIOT afcKBaTHEIC
TeopeTudeckue moaenm. “MHdopmaTrka Katammsa”
TECHO CBSI3aHO ¢ “XeMoMHGopMaTUKon” u “mHpOp-
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MaTtukoi MatepuayiioB”. Ee oTamume 3akmodaeTcs B
TOM, UTO KaTaJIu3 IIPEACTaBIsgeT CO0O0M TUHaAMU4e-
CKUI TIPOIIECC, HA KOTOPBIN BIMSIOT CTPYKTYpa KaTa-
JIM3aTopa M XMMUYeCKas TMpUpoAa KaTaJTUuTUIeCKU
aKTUBHBIX LIEHTPOB. i1 HajibHEMINNX MCCIea0Ba-
HUI HEOOXOIUMO CBI3aTh TEOPETUYECKUE MOEIN Ha
OCHOBE JAHHBIX M CJIOXHbBIE peallbHble CUCTEMBI C
YYETOM JMHAMUKU KaTaIUTUYECKOTO IIpoliecca.

I[Ipsimoe Xe MCHOIB30BaHUE OITYyOJMKOBAHHBIX
IaHHBIX 1J1s1 MeTomoB MO He IIpencTaBisieTcs lLieje-
COOOpa3HBIM, ITOCKOJIBKY MOXKET MPUBECTH K OOHa-
PYXEHUIO TOJIBKO Y3KOTO Aualia30Ha TOYHO HACTPO-
€HHBIX Bapualliii paHee N3YYeHHBIX KaTaIn3aTOPOB.
bonee mormuyHbIM OyaeT mMpUMEHSITh TaKue HaOOPBI
JIAaHHBIX B KayecTBe oOy4atomux 11t Mmoaeineit MO. B
9TOM CMBICJIE AKCIIEpUMEHTAJIbHbIE JAHHBIEC JOJKHBI
OBITh MOJyYEHBbI MPU OOMHAKOBBIX WJIM CONOCTaBHU-
MBIX YCIIOBUSIX PeaKIIM 1 0000IIEeHBI B €IMHYIO 0a3y
maHHbIX. Ee mosiBIeHrne MOXeT YCKOPUTD MCIIOIb30-
BaHME MoOjeJieii MalllMHHOTO OOydYeHMs B 00JacTH
KkaTtamu3a. KpoMe Toro, coueraHue HayKu O JAHHBIX C
TEOPETUUECKMMHU M 3KCIIEPUMEHTAJIbHBIMU IIOIXO-
JIaMU CTIOCOOHO MPUBECTH K YIITyOJIEHHOMY ITOHUMa-
HUIO CYILIECTBYIOIINX KATAJIMTUYECKUX IIPOLIECCOB.

B utore naTerpanus meronos MO ¢ uMeronmmMmn-
C XMMUYECKMMU 1 HUBNYECKUMU MOJEISIMU B IIep-
CIIEKTUBE MOXET OObEIMHUTH pa3HbIE aCITEKTHI KaTa-
JIMTUYECKOTO Mpoliecca OT MOJIEKYJISIPHOTO IO peak-
TOPHOTO YPOBHSI M 3HAYUTEJHLHO YCKOPUTH IIPOLIECC
BHEJIPCHUE HOBBIX TEXHOJIOTUI U PElICHUI B XUMU-
YECKYI0 UHIYCTPHIO.
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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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