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HccnenoBaHa MpUMEHUMOCTb METOIOB MAIIIMHHOTO OOyUYeHMs ISl alllPOKCUMAIIMY SHEPTUM CBSI3U ali-
cop6aTOB MOHOOKCHA YIJIepoaa Ha HaHOYACTUIIe Nautaausi. TpeHUPOBKY aJITOPUTMOB MAIIIMHHOTO 00Y-
YeHMST OCYIIECTBIISIIN C UCTIOIb30BAaHUEM BBIOOPKYU U3 CTPYKTYP, MPEACTABIISIONIUX COO0M MOJETN B3au-
MozeiicTBusT Mostekysbl CO ¢ pasHbIMM yyacTKaMy HaHokiactepa Pdss ¢ BapprpyeMbIM pacCTOSIHUEM OT
MOJIEKYJIBI 10 IOBEPXHOCTHU, IS KOTOPBIX METOIAMM TeOoprM (hyHKIIMOHAA TUIOTHOCTU ObLTa paccuuTaHa
sHeprus. 751 CTpyKTYp U3 3TOI BRIOOPKHU OBIIIM pacCUUTaHbl GYHKIIMU PaaUabHOTO pacipeneieHUs aTo-
MOB IaJIjIaausi OTHOCUTENBHO atoMa yriaeponaa Mojekyiabl CO. Mcnonb3ys 3Ti (yHKIMU U UX YYaCTKU B
Ka4yecTBe JeCKPUIITOPOB, OblIa TpoBepeHa 3(PHEKTUBHOCTL PA3IMUYHBIX AJITOPUTMOB MAIlTMHHOTO 00y4e-
HUS TaKMX KaK “TpaadeHTHBIN OyCTUHI”, “ITpeOHeBast perpeccusi”, “aKCTpeMalibHO CiydaiiHble 1epeBbs”
U METOJI OTTOPHBIX BEKTOPOB ISl pacueTa d9HEepruu cBsi3u. Ha OCHOBaHMM TpeX pa3IMYHbIX METPUK yCTa-
HOBJIEHO, YTO MOTPEIIHOCTD ONpeeIeHUSI SHEPTUM CBSI3U OblJ1a HAMMEHbIIIEH TPU UCTTOJb30BAHUU METO-
Jla OTTOPHBIX BEKTOPOB: cpeaHee abcoloTHOe oTKIoHeHUe coctaBmwio 0.093 »B. IIpuBeneHo cpaBHeHME
9(hHEKTUBHOCTH MCTIOb30BAHUS PA3IMYHBIX OTAEIbHBIX YYACTKOB (DYHKIIMU pacTipeesieHns] B KaUYeCTBe
JIECKPUTITOPOB. YCTaHOBJIEHO, YTO JJISI KOPPEKTHOM alIpOKCUMAIIMK SHEPTUK HanboJjiee KpUTHICH yIeT
yuacTka (GYHKLMHU paguaIbHOro pacripeneaeHus ot 1.5 1o 2.5 A.
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IOIIME MOJIEKYJIbI, MOHOOKCHU yIJI€poaa, (I)YHK]_[I/ISI pagruaJibHOTIO pacrpEeaciICHMA.
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BBEJEHUE

Hanouactunbl 61aropogHBIX METaJlJIOB, B 4acT-
HOCTU NajUTaausi — M3BECTHBIE KaTaJan3aTOPhl MHO-
JKeCTBa XUMHWYECKUX peaKIInii okuciaeHus [1] 1 Boc-
cra”HoBieHus [2]. MIx Katanurudeckasi akKTUBHOCTb,
TMTOMHUMO pa3Mepa yacTull [3] m MaTepmana IOIJIOXH
[4], Takke BO MHOTOM omnpeaessieTcss 1 GopMoii Ha-
HouacTuir [5—S8].

OnmHoiT M3 METOAUK, IIO3BOJISIOIINUX OLEHUTH
JOCTYITHOCTb KaTaJIUTUIYECKN aKTUBHBIX LIECHTPOB U
U3YYUTh MOP(MOJIOTUIO MOBEPXHOCTU HAHOYACTMII,
SIBIISICTCS MH@pPaKpacHasl CIIEKTPOCKOIUS aacop-
oupoBaHHBIX MoJiekya [9]. C momolibio TaHHOM
METONUKU 30HAUPYIONIME MOJEKYJIbI, HampuMmep,
MOHOOKCH/Ia yIIepoaa, OCaXXIaloT Ha ITOBEPXHOCTU
KaTajn3aTropa U 1o MHQpaKpacHBIM CIIeKTpaMm, MU3-

MEPEHHBIM B XOJI¢ 3TOTO IIpoliecca, IIPOBOAST OLIEH-
Ky MOp(OJOrny MNOBEPXHOCTH HAHOYACTUIL. IDTO
BO3MOXHO 0J1arogapsi TOMy, UTO HEPIUs CBSI3U MO-
nekys CO ¢ aToMaMu KaTam3aTopa B 3HAYUTEILHOMN
Mepe oIpenelsieT 4YacTOTy KolaebaHWii amcopoupo-
BaHHBIX MoJiekyn [10]. Harmpumep, 111 HAaHOYACTHIL
najyiaavs Ha MHPpPaKpacHBIX CIEKTPax MOXHO pa3-
JIMYUTH JIMHUU, COOTBETCTBYIOIINE KOJIeOaHUSIM MO~
nexkyn CO, agcopOupoBaHHBIX Ha JedeKTax HaHOYA-
crunl. Takumm nedekraMm MOTryT OBITh BEPIIMHEI U
Kpasl KJIacTepOB, IIpoTskeHHBIe TIpanu Pd(100) u
Pd(111). Kpome Toro, 1o crieKTpaM MOXHO OTJIMYaTh
JIPyT OT Apyra MOJIEKYJIbI, CBSI3aHHBIC C OMHUM, IBYMS
WM TpeMs aToMaMu natanaus [11]. Jlanee, mo oTHO-
IIEHUIO TUIOILIAAEH IMOA COOTBETCTBYIOIIMMU MOJIO-
caMM TIOIJIOILIEHUSI BO3MOXKHO MpOBeneHNe KakK Ka-
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yecTBeHHOI1 [12, 13], TaK 1 KOTUYECTBEHHOI OLICHKU
pa3Mepa HaHo4dactul, Pd [14].

OmHako BIMSTHUE TeMITepaTyphl, HaBJICHUs Ta3a
WJIW KOHIIEHTPALIMY 30HANPYIOIIMX MOJIEKYJT B O0IIEM
MOTOKe Tra3a, IMpoXosdiieM yepe3 oopasell (B ciyyae
MIPOBEICHNN SKCTIEPUMEHTA B TIPOTOYHOM CHCTEME),
reOMeTpUM BKCIIepUMEHTa, WHCTPYMEHTAJbHBIX U
WHBIX 9KCTIEpUMEHTAIBHBIX (h)aKTOPOB B COYETAHUH C
YeJoBeUYeCKUM (haKTOPOM OCTIOXHsIET aHanmu3. JIrst
JaJIbHEHI1Iero pa3BUTUSI OMTMCAHHON BbIIIIE METOIM-
KW CIIEKTPaJIbHOTO aHaJlN3a aJIcopOIUH 30HINPYIO-
X MOJIEKYJ TpebyeTcsl pa3paboTKa OMHO3HAYHOM,
ObICTPOIfT M MaKCHUMaJbHO aBTOMAaTU3UPOBAHHOI
PO AYPHI U3BJIeUeHUS MHOOPMAIIUH O TTOBEPXHO-
CTM HAHOYACTUIl U3 WHGPAKPACHBIX CITEKTPOB ai-
COpOUPOBAHHBIX MOJIEKYJI.

B kauecTBe TepBOro mara Ijisi pa3BUTHSI TaKOM
MpoLEeaypbl HEOOXOAUMO C BEICOKOI TOUHOCTBIO pac-
CUUTHIBATH DHEPTUIO CBSI3U aacopOaTOB U TOJBKO
IMOTOM OMNpPEAEISITh YaCTOThHI U UHTEHCUBHOCTU KO-
JlebaHUit Ha DHEPreTUYECKU BBITOMAHBIX IIEHTpax
ancopbuumn. OOLIYHO IJIST TAKOM 321291 IPUMEHSTIOT
BpeMsI3aTpaTHbIe U TpeOylollne 3HAYMTEIbHBIX pe-
CYpPCOB BBIYMCJICHUSI C TOMOIIbIO TeOpUU (DYHKIINO-
HayioB Tu1OoTHOCTH [15]. JI1g HaHOYACTHUI OOJIBLIIIOTO
pa3Mepa v HAaHOYACTHIL Ha MOIJIOXKaX He0OX0-
JIMM TIOMCK HOBBIX CITOCOOOB HaJIeKHOTO 1 OBICTPOTO
omnpeaeaeHUSI SHEPTUM aaCcoOPOLIVIN.

MammHHOe 00y4eHHUE yKe IIPOASMOHCTPUPOBAIO
BBICOKMII MOTEHIIMAl B IIPeAcKa3aHWU CIIEKTPOB
PEHTIEHOBCKOro mnomiolieHust [16] u ux aHamuse,
B YaCTHOCTU, B MpeAcKa3aHUM KOOPAMHAILIMOHHBIX
yuces atoMoB [17], dyHKOMT paguasbHOTO pacIiipe-
geneHus: [18] MoHOMETaAJUIMYECKUX HAHOYACTULL U
PEKOHCTPYKIIUM CTPYKTYPBI OMMETaJIMYEeCKUX Ha-
HOYACTUIl C aTOMHBIM paspeimieHueM [19]. OnHako
PEHTIeHOBCKAasl CIIEKTPOCKOIIMSI — 3TO “00BbeMHBII”
METO/, 3a4acTyIO0 He YYBCTBUTEIbHBINI K IIpOlIeccaM,
MIPOMCXOMSIIINM Ha MTOBEPXHOCTH.

PaHee ObLIO TTOKa3aHO, UTO [IJISI U3BJIEUEHUST UH-
dopmaliiu 0 MUKPOCTPYKTYPE HAHOYACTHUIL U3 UH-
¢dpakpacHbIX CIIEKTPOB MOKHO UCIIOJIb30BaTh MO~
HOMUAJIbHYIO PETPECCUIO0 C TOMOIIIBIO HEHPOCETEBBIX
aHcamoueit [20]. ABTOpBI coOpann BRIOOPY U3 TeOpe-
TUYECKU PACCUYUTAHHBLIX (M3 TIEPBBIX TMPUHLIMIIOB)
criektpoB Mosiekyl CO um NO, agcopOupoBaHHBIX
Ha IJIaTUHOBBIX HAaHOKaTaau3aTopax, U onpeaeauimn
IUIsT HUX (YHKUMU paclipele/ieHUsi BepOsSITHOCTEN
00O0OIIEHHBIX KOOPAMHALIMOHHBIX 4ucena. YToObI
YCTAHOBUTb COOTBETCTBUE CIIEKTPOB ajacopoupye-
MBbIX MOJIEKYJI C MUKPOCTPYKTYPOI HaHOYACTHII, Ha
KOTOPBIX M3y4yaloT aiAcopOlIMIO, WCIIOIb30BAIM Je-
CKPUINTOPBI — UAEHTU(DUKATOPHI KOHKPETHBIX 1I€H-
TPOB aaCcOPOILIMU, KOTOPbIE BBIAEISIOT UX U3 MHOXE-
CTBa OCTaJIbHbIX. JleCKpUIITOPHI NOJKHBI 0becrneyn-
BaTb MHBApUAHTHOCTb HAXOXAEHHWSI COOTBETCTBUS
MEXIy CIIEKTPOM W LIEHTpoM ancopOiuu. B pabote
ObLIM BBIOPAaHbI YACTOTbl U MHTEHCUBHOCTU TMOJIOC
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noromeHus CO u Pt—C na MK-cnekrpax B Kaue-
CTBE JIECKPUNTOPOB MUKPOCTPYKTYPbI, 3aBUCSILIMX
OT TUIIOB CBSI3bIBaHUS aacopOaToB (HA OMHOM, IBYX,
TpeX UJIM YeThIpeX aToOMax MJIaTUHBI) U 0000ILIEHHBIX
KOOpOMHAIIMOHHBIX yncen. [21] Takum obpa3oMm, Ha-
TPEHUPOBAB AJITOPUTMbI MAlIMHHOTO OOYy4YEHUST Ha
BBIOOpKE MH(MPAKPACHBIX CIIEKTPOB IS OMMHOYHBIX
mozekyn CO u NO, agcopOuMpoBaHHBIX Ha pa3HBIX
y4yacTKax YacCTULIbI MJIaTUHBI, aBTOPBI CMOIIM TTpe-
CKa3bIBaTb UISI SKCHEPUMEHTAJILHO M3MEPEHHBIX
CIIEKTPOB LICHTPHI, TA¢ IIPOUCXOIUT anacopOLMs, U
GyHKLIMM paciipeaeeHus 0000IeHHBIX KOOPIMHA-
LMOHHBIX YK CEJI, TEM CAMbIM YCTaHABJIUBasI KOOPAY-
HaLAIO ITIOBEPXHOCTH.

ITpumeHeHue ajnropuTMma “perpeccuu rpaaveHT-
Horo 6yctuHra” [22] mo3BoIsIET OCYIIECTBUTD IIPE/-
CKa3zaHUsl BEJUYMHBI SHEPTUU aACcOpPOLIMM Ha pa3-
JIMYHBIX y4aCTKax HAaHOYACTUII TJIATUHBI PA3JIMUYHOTO
pasmepa (0.2—1.5 um). [23] 11 maHHOM 1ieu aBTO-
paMu ObLIIO UCMOJIb30BAHO COYETAHUE KaK CTPYKTYP-
HbIX (000O0IIEHHbIE KOOPAUMHALIMOHHbIE YMCTIA 1IeH-
TPOB aACcOPOLIMH, pa3Mep KilacTepa, IJUHbI CBSI3ei),
TaK W DHEPreTMYeckKux AEeCKpUNTOpoB. B KauecTBe
MOCJIEAHET0, B YACTHOCTH, BBICTYIAJIO TIOJIOKEHUE
HEeHTpa d-TI0JI0CHI. DTO YacTO WCITOIb3YeMBI ne-
CKPUITOP MPU U3YYEHUU aACOPOLIMU MOJICKYJI Ha TIe-
PEXOHBIX METa/laX B CUJIy TOrO, YTO B3auMMOJEii-
CTBHUE MPOMCXOAUT MEXAY BaJICHTHBIMU 3JIEKTPOHA-
MU ajgcopdaTa U S- U d-3JeKTpOHAMM TTIOBEPXHOCTU
MepexoqHoro Metasiaa. Takke aBTOpbI MPeaToXUIn
KCIIOJIb30BaHUE B KauyecTBE NECKPUINTOpa 3HEPTUIO
“IIOJTHOCTBIO 3aMOPOXKEHHOM CTPYKTYpPHI”, T.€. DHEP-
TMI0, PACCUMTAHHYIO JJIs ClTydasi, KOrJa BCe aTOMBbI
cucteMbl — kiactepa Pt 1 CO — HenmoaBMXHBI. Ta-
KO JeCKPUIITOP SIBJISIETCS “HETOPOroii” B BBIYMCIN-
TeJIbHOM OTHOIIIEHUY BeJIMYMHOM. BeIOpaHHBI B pa-
00Te Moaxo/ MO3BOJIWJI OMPENETUTh SHEPTUN CBI3U
aacop0aToB C TOUHOCThIO, COMTOCTABUMOI C pe3yib-
TaTaMUW pacyeToOB MeTOJaMU TeOpur (DYHKIIMOHAIOB
TUIOTHOCTH.

B Hacrosieit paboTe mcnonab3oBaiu (hyHKIIUIO
panuagbHOro pacrpeacacHs aTOMOB Malaaus OT-
HOCUTEILHO aTtoMa yriepoma moiekynbl CO um ee
YY4aCTKM KaK OCHOBHOM IECKPUIITOP IJIsSl OIpeesie-
HUS dHEpTruu agcopoumn. TpeHNPOBKY aJITOPUTMOB
MalllMHHOTO OOY4YeHUs MPOBOAMIM Ha OCHOBE BbI-
OOPKM PHEPTHIT, PACCIUTAHHBIX C TIOMOIITLIO TEOPUH
(GYHKIIMOHANIOB IUIOTHOCTH 11 MojieKyn CO, Haxo-
ISIIUXCS HA pa3HOM PACCTOSTHUU OT TMOBEPXHOCTH
HaHouactuubl Pd. IIpoBepeHa 3¢ppeKTUBHOCTD pa3-
JIMYHBIX aJITOPUTMOB MAIIIMHHOTO OOY4YeHUs IS 3a-
a4y aIlmpOKCUMAIIMA SHEPTUU CBSI3M, TaKUX Kak
“TpagueHTHHIN OyCTMHI”, “TpebOHeBast perpeccus”,
“aKCTpeMaIbHO clIydaiiHbIe IepeBbsi” Y METO/I OIIOP-
HBIX BEKTOPOB.

Ne 10 2022


корректор Сиунова
Выделение
выборку   


IMPUMEHEHHWE METOJOB MAIIIMHHOI'O OBYYEHWA 3

Puc. 1. Kondurypaimu, ncrnoiib3yeMsble I pacdyeTa MOTEHIIMAIIBHOW 9HEPTUH MpU yaajieHU MoJieKysibl CO oT BRIOpaHHBIX
y4acTkoB Ki1actepa Pdss: CO ancopbuposaH (a) Ha onHoM atoMe rpaHu Pd(100); (6) Ha nByx atomax rpanu Pd(100); (B) Ha Tpex
aromax rpanu Pd(111); (r) Ha aByx atromax rpaHu Pd(111); (1) Ha aByX aToMax Ha Kpaio Ha CTbiKe moBepxHocteit Pd(111) u

Pd(100); (¢) Ha omHOM aToMe Ha BEpUIMHE.

OKCINEPUMEHTAJIbHAA YACTb
Cocmaenenue mpenupoeo4Hoil 6bl00pKU

OnTuMm3aIms TeoOMeTPUH 1 pacdeT SHEPTHIL CBSI-
31 aACOpPOMPOBAHHBIX MOJEKYJ OBLIM TPOBEACHBI
C TMIOMOIIIBIO TTporpaMMHoro Komruiekca VASP 5.3.5
(Vienna Ab initio simulation package) [24, 25] meTo-
JTIOM TICEBIOITOTEHIIMAA [IJIST TIEPUOTNIECKIX CTPYK-
Typ. PacueTsl mpoBoAWJIM B MPSIMOM MPOCTPAHCTBE,
WCTIONB3YST pasfIoKeHNe BOJHOBOM (MYHKIIUM TI0
TUIOCKUM BOJIHAM B paMKax Teopuu (yHKIIMOHasa
IUIOTHOCTU. B pacuerax mpuMeHsUIM 0OOOIIEHHOE
rpagveHTHOe MpubamKkeHne [26] 1 0OMeHHO-KOp-
pensunoHHbIN yHKunoHan [lepapro—bepka—DpH-
3epxoda [27].

breina ocyiiecTBieHa ONTUMM3ALMS MO3ULUN
aTOMOB CTPYKTypbl HaHokJactepa Pdss, momelnieH-
HOTO B LIGHTP siueiiku pazmepoM 30 X 30 X 30 A. Ta-
Jiee ObLJT MPOBEAEH pacyeT SHEPTUU MPU MOAETUPO-
BaHUM B3aMMOIeUCTBUS MOIeKyTbl CO ¢ pa3TnIHbI-
MM YyYaCTKaMM TOBEPXHOCTU HaHokjactepa Pdss
(puc. 1) B 3aBUcUMOCTH OT paccTossHuii Pd—C B nua-
naszone 0.5—5 A ¢ urarom 0.1 A, ot HanGombLIIMX pac-

TMOBEPXHOCTb. PEHTTEHOBCKUE, CUHXPOTPOHHBIE U HEUTPOHHBIE UICCIENJOBAHUSA  Ne 10

CTOSTHUI C TIOCNIENYIOIIUM NPUOIIVKEHUS K TTOBEPX-
Hoctu. IlongoxkeHre Bcex aTOMOB MpU pacyeTax Ha
KaxXKJIOM OTHEJIBHOM IlIare ObLIO 3a(pUKCHUPOBAHO,
npuueM MexxatoMHoe paccrossHrue C—O cocTaBsLIo
Bceraa 1.128 A. Takxe GbUT MPOBENEH pacueT dHep-
MU TIpU nepeMeltieHun Mosekyiabsl CO BIoib 1Mo-
BepxHocteit PA(100) u Pd(111). Takum o6pa3zoM, ObLI
coCTaBlIeH HabOp CTPYKTYp, Kaxkaas U3 KOTOPBIX
MpencTaBisieT co00i OOAMH M TOT XXKe HaHOKJIACTep
Pdss u onuHouHyto Mosiekyiny CO, ¢ ux pa3januyHbIM
B3aMMHBIM pacnojioxeHueMm. W3 TollydeHHOro Ha-
Oopa sHepruii ObLT NPOBEACH pacyeT SHEPTUU CBSI3U
Pd—CO, c ucnnonpzoBanmeM (popMyJIbI:

Eepasn = Eparco = (Epa + Eco). (1

Hanee mist KaXXooi CTPYKTYPHI M3 BbIIIEyKa3aH-
HOTro Habopa ObLT MpOBeaeH pacueT MPYHKLUI paau-
aJILHOTO pacIipeeeHnsI. DTN (pyHKIINU, U3BECTHBIC
TakKKe KakK ITapHble KOPpEeISIIMOHHBIE (QYHKIIVM,
HYXXHBI Ui OIMUACAHUsI U3MEHEHUSI TUIOTHOCTU 4Ya-
CTUII B CUCTEME B 3aBUCUMOCTU OT PACCTOSIHUSI OT
STaJIOHHOM YacTUIHI (B HaIlleM cydyae aTOMOB ITall-
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Pamnyc, A

Puc. 2. [TpuMmep byHKIINIT paauaIbHOTO paciipeaeeHus,
pacCUMTAHHBIX IS CTPYKTYP M3 BBIOOPKM. OTTEHKaMU
ceporo nokasaHa sHeprus cBsi3u CO (B 3B), paccunraH-
Hasl V11 TUX CTPYKTYpP. MHIUKALIMS BETUYMHBI SHEPTUN
MEHSIETCSI OT YEPHOTO K OeJIOMY TP €€ YBEIUYEHUH.

JIaavsi OTHOCUTEILHO aTOMa yIepoaa) U pacCUUThI-
BaroTcs o popmyie:

g(r) =L > anl) @)

rae g(r) — byHKIMS pagdaJbHOTO pacmnpeneeHusl,
KOoTopas OIIpeleaseT BEPOSITHOCTh PaCITOJIOXKEHUS
aTOMOB Ha pacCTOSIHUM OT 7 00 ¥ + Ar IpyT OT apyra;
V' — 06beM Beeii cucteMsl; N — 4MCIIO YacTuLL; Ax; (r) —
YKCJIO YacTULL B chepruyecKoM cjioe Ar Ha paccTosI-
HUU ¥ OT -1 YaCTULIBI.

Pacuer nmpousBoauin ¢ UCITOJb30BAHUEM ITaKeTa
Pymatgen mna Python, B nmuana3oHe 3Ha4YeHU »
ot 0.00 10 7.00 A ¢ marom 0.01 A. TTocie 6buta mpo-
BelieHa CBEpPTKA paCcCUMTAHHBIX (DYHKIUI C UCTIONb-
30BaHMEeM [ayccoBoit (pyHKIIMU M MMapaMeTpoOM pas3-
MBITHS, BIAUSIOIIMM Ha YIIMPEeHUE ITUKOB QYyHKIMIA
paguaabHOTO pacrhpeneieHusi, paBHbIM 0.1 (3Hauge-
HMe TI0 yMoidaHuio B Pymatgen). Beibopka utoro-
BBIX (DYHKIIUIT paguaabHOIO pacipeeeHUs IToKa3a-
Ha Ha puc. 2.

Taxkmm obpa3oM, Obl1a codpaHa BEIOOpPKA U3 0O-
Jiee yeM 1000 koHbuUrypanuii HaHokJIacTepoB Pdss ¢
pa3HbIM TtojioxkeHrueM CO OTHOCUTENIBLHO KJlacTepa,
JUTST KaXKJIOM U3 KOTOPBIX U3BECTHA SHEPTUS CBSI3U U
nocTpoeHa GpyHKIIMS paaiuaIbHOIO paclpeneieHus.
ITocne Toro Kak W3 TMOJYYEHHOU BBIOOPKM OBLINU
HUCKJIIOUEHbI 3HAYEHUSI SHEPTHMU, COOTBETCTBYIOLIIUE
CUJIbHOMY OTTAJKMBAHUIO (3HEPTUS CBSI3U MOJOXKU-
TeJibHA U MpeBbIlaeT 2 3B), TpeHUpoBoOYHasT BLIOOP-
Ka ObLIa IIpencTaBiieHa HabopoM u3 878 CTPYKTYp.

Tpenuposka areopummos MAuuHHO20 00yHeHUs!
U OUeHKa Kauecmea npedcKa3anuii

3agava anmnpoKCUMalliy SHEPIUu 1Mo (PYHKIIUSIM
paguaJbHOrO pacrpeieacHUs SIBISIETCI B TEPMUHAX
MAaIIMHHOTO OOy4YeHUs TUIWYHOM 3amadeii perpec-

MOBEPXHOCTb. PEHTTEHOBCKUWE, CUHXPOTPOHHBIE 1 HEUTPOHHBIE UCCJIEJJOBAHUS

cun. B KauecTBe MPU3HAKOB KaXIOro 00bEKTa MC-
MOJIL3YIOT 3HAYeHUs] (YHKUMU PagUalbHOTO pac-
MpeaeJIeHUSI aTOMOB JJIsI KaXKI0ro 3HAYSHUS paguyca
B 3amaHHoM mHTepBajie ot 0.10 mo 7.00 A ¢ marom
0.01 A. TakuM 06pa3oM, KaxJblii 0OBEKT 06ydal0-
el BBIOOPKU OB mpeAcTaBieH 690 3HaYeHUSIMU.
LleneBbIMU 3HAYEHUSMU SBISUIMCh DHEPTUU, pac-
npenejieHHble B AuanazoHe oT —2.64 mo 1.97 3B.
IIpencka3zaHue S3HEPTUM CBSI3U IO (PYHKLIMSIM pamyv-
aJIbHOTO pacIipele/ieHUs] TIPOBOIVIIM ABYMS CIIOCO-
OaMU: 10 BCeM 3HAYeHUSIM (PYHKIIMU WJIU 1O €€ OT-
JIeJIbHBIM OTpEe3KaM.

g penreHust 3agayu ObUIA IIpUMEHEHBI 4 pas-
HBIX METOJIa MAllIMHHOTO OOY4YeHUs, Cpeay HUX aH-
caMmOJieBbIe METOIbI: “IKCTPEMaIbHO CyJYailHbIe -
peBbs” U “TpagveHTHBIN OYCTUHT” , METOI OIIOPHBIX
BEKTOPOB, a TaAKXKe JINHEHAS MOJIE]Ib — PErpeccus ¢
peryispusanueit (“rpedHeBast perpeccus’).

OOy4yeHUe U TeCTUPOBaHUE MOEJIei MAalIMHHOTO
0o0OydeHMsI TIPOBOIMIM C ITOMOIIBI0 MeToda IMepe-
KpeCTHOI MpoBepKU (M3BECTHOTO KakK “cross-valida-
tion”), B Xooe KOTOPOro Bcsl oOydarolasi BbIOOpKa
JIEIUTCS CIyJdaifHbIM 00pa3oM Ha k dacreit, (kK — 1)
U3 KOTOPBIX UCITOJIb3YIOTCS U1 OOyYeHUsI MOJEIIH, a
ocTaBlIasics IJIsl TeCTUpoBaHUs. JlaHHBII Mpoliecc
MOBTOpseTCd k pa3, Ollarogaps 4yeMy Kaxiaasi U3 4a-
CTeit oOydarolleii BBIOOPKM B CBOIO o4yepelb OyIeT
WCITOJIb30BaHa JJIsl TeCTupoBaHus. Takas rmpolenypa
TECTUPOBAHUS TIO3BOJISIET Hanboyiee OOBEKTUBHO
OLICHUTh KauecTBO npeackasanuii. [Ipouenypy nepe-
KPECTHOI TIPOBEPKU MPOBOAWJIM C pasaeeHUueM Bbl-
oopku Ha 10 gacTeii ¢ mpeaBapuUTEIbHBIM IIepeMeITn-
BaHUEM, TaK 4YTO JIJISI OOyYSHUSI MOJIEIU U TECTUPO-
BaHUSl MCHOJBb30BaIN CTPYKTYpPbl U3 BBHIOOPKM CO
ClIydaiiHBIM B3aMMHBLIM pacniojioxkeHueM CO u Ha-
Hoksactepa Pdss (B ciaydyailHOM MOpSIAKE).

O1IeHKY KayecTBa IIpelcKa3aHWil NPOBOOWIU C
MOMOIIBIO TPEX METPUK: KO3 ULIMEHTa AeTepMU-
Hauuu R?, cpenneil abcomoTtHoit ommbku (MAE) u
cpemHeKBampaTUIHOI omnoku (MSE):

N —~12
> - E
i=1

R=l-— 3)
D IE - B
i=1
N —~
MAE (E,E)=-L"|E, - E| 4)
N =
MSE (E, E) :#i(a -L), (5)

rae F; — TeopeTudeCcKye 3HaYEHUS SHEPTUM, PACCUU-
taHHble B VASP; E; — 3HaueHUs1 aHepruu, npeacka-
3aHHBIE METONOM MAIIWHHOTO OOy4eHus; (E) —
cpemHee 3HaAaYeHHWE DHEPIUM, pacCUYMTaHHOE KakK
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Puc. 3. KpuBble MOTEHITUAIBHOW SHEPTUU, PACCUUTAH-
Hble TpU ynajieHnu MosieKys1 CO OT y4aCcTKOB Ha NTOBEpX-
Hoctu Kiacrepa Pdss: / — Ha ogHOM aTtoMme IpaHU
Pd(100); 2 — 1a nByx aromax rpanu Pd(100); 3 — Ha Tpex
aromax rpanm Pd(111); 4 — Ha AByX atomax IpaHH
Pd(111); 5 — Ha aByX aToMax Ha Kpar HAHOYACTULIbI; 6 —
Ha OOJHOM aToMe Ha BepiumHe. Paccrosaue Pd—C pac-
CUYMTBIBAJIM OT aToMa yrjiepojaa A0 OJIMKaiIIero K HeMy
aToMma najuiaaus.

N

_1vg
(E) =2 Ex (6)

i=1

PE3YJIBTATbBI 1 OBCYXXKIAEHHUE

Cpenu pacyeToB, MIPOBEAEHHbIX JJIs1 COCTABIEHUS
TPEHUPOBOYHOI BBIOOPKU, MOXHO BBIASIUTH LIECTh
Ccepuii, COOTBETCTBYIOIIMX MPOLIECCY aACOPOIIUU MO-
nekynbl CO B 3aBUCMMOCTH OT TOTO, K KAKOMY y4acT-
Ky TIOBEPXHOCTHU KJIacTepa MPOUCXOAUT €€ MpuoIn-
KeHue. Tak MOXHO BBIIEIUTb MOJEIU JIMHEWHBIX
KapOOHMIOB, obopa3zyeMbix pu cBsi3u CO ¢ ogHUM
atromMoM Ha noBepxHoctu Pd(100) wiu omHUM aTo-
MOM Ha BEepIIMHE HAHOYACTHUIIbI, a TakKXKe MOAeIU
pa3JIMYHBIX MOCTUKOBBIX KapOOHWJIOB: MpPU CBS3U
c AByMsl aTomMamu Ha TioBepxHoctu Pd(100); nBymst
aroMaMu Ha moBepxHoctu Pd(111); gByMs1 aToMmaMu
Ha cThike moBepxHocteir Pd(111) u Pd(100); Tpems
aroMaMu Ha nmoBepxHoctu Pd(111).

ComnacHO 3TUM CEpUsIM pacyeToB (puc. 3), CUIb-
Hee Bcero Mosiekyna CO cBsi3aHa C ydacTKaMH, CO-
CTOSIIIIMMU M3 TPeX aTOMOB Ha noBepxHocTtu Pd(111)
(aHeprus cBsi3u paBHa —2.64 5B), 3aTeM UIyT MO3M-
muu, rae mojiekyia CO cBsi3aHa ¢ AByMs atomamu Pd
(ot —2.40 5B st KpaeBbIX mo3uLnii 1o —2.28 3B Ha
Pd(100)). HaumeHnee nipouyHasi cBsi3b MoJjieKyabsl CO
oOHapyxXeHa IpHU B3aUMOICHCTBUM C OOMHOYHBLIMU
aToMaMM najiagus. B gactHocTH, pu amcopOomuun
Ha aToMe, PacHOoJOKEHHOM Ha BeplIMHE KjacTepa,
SHEPrus CBsi3u cocTapisgeT —1.85 3B, a Ha aToMe Ha
noBepxHocTu Pd(100) sHeprus cBs3u paBHa —1.74 3B.

TMOBEPXHOCTb. PEHTTEHOBCKUE, CUHXPOTPOHHBIE U HEUTPOHHBIE UICCIEJOBAHUA  Ne 10
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Puc. 4. ndpakpacHslii ciekTp normonienns Pd/Al, O3,
u3MepeHHbIi nociie ancopounu CO npu KOMHATHOM
TeMnepaType (IoJIyXXrUpHasi CIUIOLIHAsT JUHUs). TOHKHU-
MU JIUHUSIMU TIOKa3aHbl QyHKIuM [aycca, ¢ moMoIIbio
KOTOPBIX OCYLLIECTBIISITIACh allIIPOKCHUMALIUS CIIEKTpa, pe-
3yJIbTUPYIOIIMI CHEKTP MOKa3aH IUTPUXOBOM JMHUEH.
BeptukanbHbIe cepble JIMHUW TTOKA3bIBAIOT ITOJOXEHUE
LICHTPOB TSXKECTU MUKOB. LIeHTpy moJiockl MOmomeHust
CO B razoBoii (paze COOTBETCTBYET 3HaUYEHHUE BOJTHOBOTO
upcna 2125 cm~ .

IMonydyeHHBIe JAaHHBIE COITIACYIOTCS C pe3yJIbTaTaMU,
omnMcaHHBIMU B auteparype [10].

M3BecTHO, YTO OTHOCUTEIbHO YacTOTHI KoJjieba-
HUii cBo6ogHbIX MoJieKyl CO HauMEHBIIUIA CIBUT
HUCIBITHIBAIOT JIMHEMHO-aIcOPOUPOBAHHBIE MOJIEKY-
JIbI, CUJIbHEE CIBUHYTHI YaCTOThI KOJIEOAHUM MoJie-
kyn CO, ancopOMpOBaHHBIX Ha IBYX aToMax Maja-
JIWsI, 1 HAauOOJBIIWIA CABUT XapaKTepeH aacopbaTaM
Ha Tpex atromax Pd [14, 28]. Takum oGpa3om, yem
CUJIbHEe CBSI3b aacopbaT—ajacopOeHT, TeM CHUJIbHEe
BeJIMYMHA COBUTa Y4acTOTHI KoJjiebaHus. st vto-
CTpallui JAaHHOTO BBIBOJA, MPOBEACHO M3MEpeHUEe
MK-crniekTpa nomtouienust mojiekyn CO, amcopoupo-
BaHHBIX Ha KOMMepueckoM Katanuzatope Pd/Al,Os
(Chimet SpA) co cpemHMM pa3MepoM HaHOYACTUII
2.5 = 0.5 am. IIpobomnonroroBska, naMepeHue 1 aHa-
JIU3 JAHHBIX OCYILECTBIISIIN 10 METOAUKE, OMICAHOM
paHee [9] ¢ eTMHCTBEHHBIM OTIMYMEM: HAITyCK MOJIE-
Kyn CO ocylIecTBIISUTA TIpU KOMHATHOM TeMIIepaTy-
pe. [lonydyeHHBII CIEKTP MIPUBENEH Ha puc. 4.

LenTtp nonoce! ornomeHust CO B ra3oBoii ¢ase
6bL1 pacronoxeH Ha 2143 cm~'. Haubonee 6m3kuit
Uk (2125 cM~') cooTBeTCTBOBAN KOJIEOAHUSAM MOJIE-
kya1 CO, amcopObupoBaHHBIX Ha voHax Pd*. Jlanee
OBLIM OOHApPYXEHBI MUKW, CBSI3aHHBIC C JIMHEWHOM
agcop6buueit Ha Pd(100) (2090 cm~!) u atomax-Bep-
mnHax kiaactepa (2070 em™!). CriibHee ciBUHYTA OT-
HOCHUTEJILHO MOJIOCHI ITOMIOIIEHUS Ta3000pa3HOro
CO rpy1ia 1moioc, cBsI3aHHas ¢ axcoponueii Ha 2, 3
u 4 atomax naianus. Cpeay HUX ObUIA BBISIBJICHBI
MUKW, OTHeceHHbIe K amcopbuuu CO Ha 2 aToMax
(MocTHKOBBIe KapOoHWIbl) Ha moBepxHocTtu Pd(100)
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Taomna 1. CpaBHeHME HUCITOJIb3yEeMbIX aJITOPUTMOB MAIlIMHHOTO 00y4eHUs Mo UxX 3¢hGEeKTUBHOCTH ISl TpecKa3aHust
SHEPTUU CBSI3M MO BCEMY MHTEPBAYy paCCUYMTAHHBIX QYHKIIMM paanuaIbHOTO pacipeaesieHUs

Mertpuka
Anroputm
MAIITHHHOTO OBYYeHHs cpenHee aGCOIIOTHOE CcpeaHeKBaApaTUYHOE KO3 DULUEHT
OTKJIOHeHue, 5B OTKJIOHEeHUE, 5B JeTepMUHALINHA R?
“DKCTpeMaIbHO CIyJailHbIe 1ePEBbs” 0.114 0.042 0.924
“I'pamuieHTHBIN OyCTUHT” 0.132 0.047 0.916
MeTon OMOPHBIX BEKTOPOB 0.093 0.019 0.966
“I'pebHeBas perpeccust” 0.373 0.229 0.595

u Ha ctbike Pd(111) u Pd(100) (1982 cm~'), a Takxe Ha
nosepxHocty Pd(111) (1950 cm~'). Jlanee ObLI BbIAB-
JISH IIMPOKMUI TIMK, CBSI3aHHBINA ¢ amcopOuueil Ha
3 aromax Pd(111) (1905 cm™!). TTuK, BBISIBJICHHBIA HA
1705 cm~!, 6bL1 oTHECEH K ancopoupuuu CO Ha rpa-
HUIIAX pa3aesia MeTasll/TIoII0XKa.
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Takum 006pa3oM, pacCUUTAaHHbIE SHEPTUU CBI3U
COITIACYIOTCSI C pe3yJabTaraMy SKCIIEpUMEHTa, U Be-
JINYMHA DHEPTUU CBSI3W KOPEJUIMPYET C BEIMYMHOMN
CIBUTA II0JIOC MOIIOIIEHUS afCOPOMPOBAHHBIX MO-
sekys 1 CO OTHOCUTEIBHO MOJIOCHI TTOIJIOIIEHUST MO~
Jnexyn CO B razoBoii aze.
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Puc. 5. Pe3ynbTaThl omnipenesieHus SHEPTUU CBSI3U C TIOMOIIBIO Pa3IMYHBIX AJITOPUTMOB MAllIMHHOTO O0y4YeHUs: (a) “aKcTpe-
MaJIbHO CilyyaiiHble AepeBbsi”; (0) “rpaaveHTHbI OycTUHT”; (B) METOA OMOPHBIX BEKTOPOB; (T) “rpeOHeBasi perpeccus’”.
HITprxoBoii TMHMEN MOKAa3aHO UAEATbHOE COBITaIEHNE TEOPETUYECKOMN U MpencKa3aHHOW SHEPTUH.
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Ta6imua 2. Biuanue nnanasoHa GyHKIWW pagdalbHOTO paclpeneaeHus, UCIOIb3yeMOTO IS ONPENeIeHUIA SHEePIuid

CBA3U METOOOM OITIOPHBIX BEKTOPOB

MeTtpuka
Ananason, A cpenHee abCOMIOTHOE CpeqHeKBaIpaTUYHOE KO3 PULMEHT
OTKJIOHeHueE, 5B OTKJIOHEeHUe, 3B JeTepMUHALIUTKA R?
BapeupoBaHue 1JIMHBI OTpe3Ka

0.1-7.0 0.094 0.019 0.966
0.1-6.0 0.09 0.018 0.968
0.1-5.5 0.091 0.018 0.968
0.1-5.0 0.095 0.018 0.968
0.1-4.5 0.097 0.018 0.968
0.1-4.0 0.1 0.02 0.965
0.1-3.5 0.109 0.023 0.959
0.1-3.0 0.119 0.028 0.95

0.1-2.5 0.184 0.08 0.859
0.1-2.0 0.329 0.291 0.488

C MCTONTb30BAHUEM PA3TNYHBIX MHTEPBAJIOB ITHHOM 1 A

0.5-1.5 0.45 0.369 0.35

1.0-2.0 0.329 0.29 0.488
1.5-2.5 0.184 0.079 0.862
2.0-3.0 0.336 0.318 0.439
2.5-3.5 0.456 0.438 0.227
3.0-4.0 0.484 0.516 0.091
3.5—-4.5 0.435 0.442 0.221
4.0-5.0 0.432 0.436 0.231
4.5-5.5 0.43 0.397 0.301
5.0-6.0 0.445 0.437 0.23

5.5-6.5 0.509 0.518 0.086
6.0-7.0 0.496 0.526 0.072

Pesynbrarhl npenckazaHusl BceX MOJeseii MalllMH-
HOro oOy4eHMsI, TPEHUPOBKA KOTOPBIX ObLIa IPOBE-
JIeHa 10 BCell (DYHKIIMM paguabHOTO pacrpeneiae-
HUS, TIpENCTaBJIEHBI Ha puc. 5. 3HaYeHUSI METPUK
KayecTBa ISk HOIyYeHHBIX IIpeAcKa3aHUii ITpuBeIe-
Hbl B Tabj. 1. ITo 3HaYeHUSIM JTaHHBIX ITapaMETPOB
MOXHO cleJaTh BBIBOM, UTO HAWJIYUIIWil pe3yabTar
B OTIpEACIICHUN D3HEPTUU II0 ITIOJIHOMY HHTEepBaIy
¢yukuuit pacnpeneneHus (0.1-7.0 A) mokasan me-
TOI OIIOPHBIX BEKTOPOB, CO CpemHeil aOCOIIOTHOI
omuokoii B 0.093 3B, 9T0O COIMOCTaBMMO C ITOTPEIII-
HOCTBIO pacueTOB C IIOMOIIBIO TeOpUH (DYHKIIMOHAJIA
IIoTHOCTU. Bojiee Toro, aToT pe3yabpraT MPeBOCXO-
IUT TOYHOCTh amnmpoKcuMauuu 3Hepruu cBszu CO
¢ kiactepamu Pd, ykazanHoii B pabote [23] (cpenHsist
abcomoTHas omubka Obuia paBHa 0.12 3B). He-
CKOJMBKO MeHee 3(P@EeKTUBHBI IS TIpeacKa3aHUs
SHEPTUM aHcaMOJIeBble METOIBI — “IKCTpeMajibHO
cllygaiiHble OepeBbs” M “TpagueHTHBIN OyCTUHI” —
OHM TIO3BOJIMJIM IIPeACKa3aTh SHEPTUIO C TOYHOCTHIO

INOBEPXHOCTbL. PEHTTEHOBCKHWE, CUHXPOTPOHHBIE

0.114 u 0.132 3B cooTBercTBeHHO. X OoJiee HU3Kas
3} (HEeKTUBHOCTE MO CPABHEHUIO C METOAOM OMOPHBIX
BEKTOPOB MOXET OBITh CBSI3aHa C HEIOCTaTOUYHO
OOJIBIIIMM pa3MepoM oOydaromieil BBIOOPKM (MeHee
1000 o6bekTOoB). HaMeHbliy1o 3¢h(HEeKTUBHOCTD IO~
Kazan MeToJ “rpebHeBoi perpeccun” (aOCOMIOTHOE
3HayeHue ommoku coctaBmiio 0.373 3B), uTto MmoxkeTr
OBITH OOYCIIOBJICHO CJIOKHOM 3aBUCHUMOCTBIO DHEP-
TMU CBSI3U OT (PYHKLUWI pagualibHOTO pacmpenesie-
HUSI, U3-3a Yero amnmnpoKCUMalluy JIUHEWHON Moae-
JIbIO HEAOCTATOYHO.

Jlas Monenu, moKa3aBIllell HAMTYUYIIINi pe3yabTaT
(MeTOo/l OTIOPHBIX BEKTOPOB), OBILJIO TPOBEAEHO 00Y-
YyeHHe Ha oTpe3kax QYHKIMU pagualbHOTO pacnpe-
JIeJeHUS pas3InIHoM IinHb (Tabn. 2). CokpalleHue
unTepBaia ¢ 0.1—7.0 1o 0.1-3.0 A ca6o mosnusuIo
Ha TOYHOCTb MpeAcKa3aHusl, KOTopas, OAHAKO, PE3KO
YMEHbIIIWJIACh MPY YMEHbIIIEHUU MHTepBaja 10 0.1—
2.0 A. TIpaktuecku Ha BceM oTpeske ot 0 1o 1.5 A
GYHKIIUU paauaIbHOTO pacnpeneieHus: UMeIoT Hy-

U HEUTPOHHBIE UCCJIEIOBAHUSA Ne 10 2022
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JIeBble WM ONU3KME K HYJIIO 3HAYEHUSI, ITO3TOMY
obyyeHue HeBo3MOXHO. IIpu npobneHnn GyHKINU
panuaabHOTro pacrhpeaeaeHusl Ha OTPe3KU JUIMHOM B
1, 1.5,2, 2.5 1 3 A HaNGOJIBIIYIO TOYHOCTD AMIPOKCHU -
Malliy 3HepIruM odecrieymyiv orpe3ku 1.5—2.5, 1.5—
3.0, 1.5-3.5, 1.5-4.0 u 1.5-4.5 &COOTBeTCTBeHHo,
TeM CcaMbIM TIOATBEPXKIAasi BIUSIHUS JIOKAJIBLHOTO
OKPY>K€HMsI Ha HEPTUIO CBI3U ancopbdarTa U Imprume-
HUMOCTD BBIIIEOITMCAHHOIO Moaxoaa AJjs yjabTpamMa-
JbIX yacTtull. Tem He MeHee, JaxKe UCKIII0UeHNE YacTh
GYHKIIMM paauaJlbHOIO paciipeaeeHus, Jiexallei B
nnamna3zoHe 1.5—3.0 A mpuBOAMIIO K YBEINUESHUIO MO-
TPEIIHOCTH OIIpeAeICHUSI SHEPTUU IIPUOJIN3UTEIBHO
B 2 pa3a, CBUAETEJIbCTBYS O BO3MOXHOCTU BOCCTa-
HOBJIEHUSI MHPopMalMu 00 ydacTKe, Ha KOTOPOM
IIPOMCXOAUT aJCOpPOLUsI, U MO yOAJIEHHBIM aToMaM
HaHOYACTUIIBI.

Takum oOpa3zoM, MOXXHO CAEJIaTh BBIBOJ O BBICO-
Kol 3deKTUBHOCTU (DYyHKIMIA paguaibHOrO pac-
NnpeaeaeHrs U UX 4yacTeil B Ka4yeCcTBEe IECKPUIITOPOB
IUTS 3324y arilpoOKCUMALIMU PHEPTUM CBSI3U HAHO-
KJIaCTepOB TaJUIaAusl, T[€ JIOKAJIbHOE OKpPYKEHUE
aToOMOB ajicopbaTOB UMEET pellalollee 3HaYeHe.

3AKJIIOYEHHME

Ucnonp3oBanue GyHKIIMN paguajbHOTO paciipe-
JeJIeHUsI U UX JacTeil B KayecTBE ACCKPUIITOPOB U
MIpUMEHEHNE METOIOB MAIIMHHOIO OOY4eHUST, TAKUX
KakK “TpaaWieHTHBIN OycTMHT”, “rpeOHeBasl perpec-
cus”, “aKcTpeMalibHbIe ClyJaifHbIE NepeBbsi” U Me-
TOJ OIIOPHEIX BEKTOPOB, II03BOJIMJIA C BLICOKOI TOY-
HOCTBIO TIPOBECTHU aNMpPOKCUMAIIMIO SHEPTUU CBI3U
monekyn CO ¢ HaHokiaactepoMm Pd. JaHHbIe mogxo-
JIbI He TPEOYIOT OOIBINNX BIYMCIUTEILHBIX MOIITHO-
CTeli Tocjie TOTo, KaK IMpoBeaeHa reHepaliusl TpeHU -
POBOYHOI1 BBIOOPKU, U B NajlbHEIIIIEM MOTYT OBITh
paciivpeHsl IJIsd 3aJa4 pacdyeTa SHEepruid ancoponuu
Ha HaHOYaCTUILIaX pa3HOi (hOpPMBI U pa3MEpPOB.

PazBuTre 3TOoro momxoma B AajibHEHIIIEM MOXKET
IIPUBECTHU K OBLICTPOMY ¥ TOYHOMY IIPEACKA3aHUIO He
TOJILKO DHEPIUii CBSI3U, HO M YaCTOT U MHTEHCUBHO-
CTel KoJieOaHUI aTOMOB, UTO, B CBOIO o4Yepedb, M03-
BOJIUT CO3aTh OMHO3HAYHYIO aBTOMAaTU3UPOBAHHYIO
METOIMKY U3BJIeUeHUSI MH(MOPMALIIH O TIOBEPXHOCTU
HaHOYACTUII U3 MH(PpaKpacHBIX CIIEKTPOB aacopOu-
POBaHHEBIX MOJICKYI.

BJIATOJAPHOCTHA

HccnenoBanue BBINOJIHEHO ITpU (DUHAHCOBOM IOI-
nepxke MuHoopHayku Poccum (Cornmamenne Ne 075-15-
2021-1363). Aunpeii Teperienko 6aarogaput poung PODOU
3a (puHaHCOBYIO TonaepKKy (rmpoekT Ne 20-32-90048)
SKCMEPUMEHTATBHBIX HCCIIEIOBAHUM TIO BepUbUKAIIUN
pe3yIbTaTOB TEOPETUUECKOTO MOJETUPOBAHUST METOIAMU
MK criekTpockomnumu.
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Application of Machine Learning Methods to Approximate the Binding Energy
of CO Molecules on the Surface of Pd Nanoparticles
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This manuscript presents a study of the applicability of machine learning methods for the problem of approx-
imating the binding energy of carbon monoxide adsorbates on the surface of a palladium nanoparticle. Ma-
chine learning algorithms were trained using a set of structures that represent models of CO interaction with
different parts of the Pds5 nanocluster with a variable distance from the molecule to the surface, for which the
energy was calculated using the density functional theory methods. For structures that make up a training set,
the radial distribution functions were calculated. Using these functions and their parts as descriptors, the ef-
fectiveness of various machine learning algorithms, such as gradient boosting, ridge regression, extra trees,
and support vector machine for calculating the binding energy, was tested. Based on three different metrics,
it was found that the error in determining the binding energy was the smallest when using the support vector
machine: the mean absolute deviation was 0.093 eV. A comparison is made of the efficiency of using various indi-
vidual sections of the distribution function as descriptors. It was found that for a correct approximation of the en-
ergy, it is most critical to take into account the part of the radial distribution function from 1.5 to 2.5 A.

Keywords: machine learning, catalysts, nanoparticles, palladium, adsorption, probing molecules, carbon

monoxide, radial distribution function.
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