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B paGote mpemioxeH MeTON TPEACTaBICHUS MNaHHBIX O JIOKAJIBHOM aTOMHOI CTPYKType B BUJE
TUCTOTPaMM TTapHBIX PaavaIbHBIX (PYHKIWIA pacTpeneieHus ¢ pa3pelleHueM 10 TUIIaM aTOMOB. MeTon
HCTIONIB3YIOT TSI TIOCTPOCHUSI TECKPUTITOPA CTPYKTYPHI, HEOOXOMMMOTO IS OTIPENeICHUST CTPYKTYPhI
BEIIeCTBA METOOAMM MAIIMHHOTO OOYYEHMSI M MCKYCCTBEHHOTO MHTeNIeKTa. OCOOEHHOCTRIO MeToma
SIBJISICTCS CTIOJIb30BaHNE OMHOBPEMEHHO IBYX HA0OPOB MapHBIX PaaraIbHBIX (DYHKIINM paciipeneaeHUS:
JIJIS1 TTap BCeX TUITOB aTOMOB U ISl Tap C BbIAEJICHHBIM IOIJIOIIAIOIIMM aToOMOM. Pa3zpaboTaHHbII moaxon
arpoOMpoBaH Ha TpuUMepe 3afauyd ompeeseHus] OJMXKHETO OKPYXKEHUsSI aTOMOB cepebpa B LIEHTpax
OKpacK/ B HATPHMEBO-CUJIMKATHBIX CTEKJIaX IO JaHHBIM CIIEKTPOB PEHTICHOBCKOI aOCOPOIIMOHHOM
CIIeKTpOocKonuyu BOMM3U K-Kpast nmomromeHus Ag. MH(GOpPMaTUBHOCTD MPEMIOKEHHOTO IeCKPUIITOpa
CTPYKTYPHI TIPOIEMOHCTPHUPOBAaHA ITyTeM BO3MOXKHOCTHA BOCCO3IAHUS TPEXMEPHOI MOIECIHN CTPYKTYPHI
LIEHTpa OKpacKu cepedpa U3 COOTBETCTBYIOIIMX TMCTOIPAaMM MapHBIX paccTostHUMA. [1pu ncnonbp3oBaHUM
HECKOJbKMX METOIOB MAIIMHHOIO OOyuYeHHUs ObLIO MOKa3aHO, YTO MPEIIOXEHHBIM AECKPUIITOP
MO3BOJISIET JOOUTHCS KaueCTBEHHOTo BOCIpou3BeneHUs crieKTpoB XANES mis HeHTpoB OKpacku B
CTeKJIE B paMKax MeTOla KOHEUYHBIX Pa3HOCTEil, YTO TO3BOJISIET COKPATUTh BpeMsI pacueTa CIEKTPOB
XANES Ha yetbipe mopsinka. [TocTpoeHHass MoIeIh MAIIMHHOTO OOyYeHUS ITO3BOJISICT YCTAaHOBUTH
(byHIaMeHTAIbHYIO CBSI3b MEXK/Iy ATOMHBIM CTPOEHMEM IIEHTPOB OKpacku B crekiax u XANES-crekTpom
cepebpa, HeoOXOIUMYIO TSI OIIpene/IeHUs CTPOSHUS CTEKOJT.

Kmouesbie cioBa: XANES, mammHHoe oOydyeHue, JIOKaJIbHAsl aTOMHAsI CTPYKTypa, LIEHTPbl OKPACKH,
IrPaJAUEHTHbBII OYCTUHT, AITOPUTMBI CJIYYailHOTO Jieca, METOJ JIMHEHOI PErpeccuu.
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BBEAEHHME

Mertogam MalIMHHOIO OOy4YeHUSI HaXOIOST Bce
Oosbliee MPUMEHEHUE B COBPEMEHHOM HAYKe B LICJIOM
1 MaTepuajioBeIecHU B YacTHOCTH [1—5]. OnHuM u3
LIMPOKO UCIOJIb3YeMBIX U PAa3BUBAIOIINUXCSI METOIOB
nojyueHuss MH@opMauuu o0 aTOMHOI CTpPyKType
BElleCTBA SIBJISIETCS CIEKTPOCKOIMS TOIIOLIECHUS
PEHTIEHOBCKOTO M3JIyYeHUS B DSHEPreTMYecKoM
uHtepBane 10 ~50 3B oTHocHTeIbHO Kpas ITOIIO-
meHust (XANES). Oror Meton obsamaeT BbICOKOI
YYBCTBUTEJIBHOCTBIO K JIOKAJBHOMY CTPOEHHIO Be-
1IeCTBa BOJIM3M MOMIOINIAIOIIEIO aTOMa U TTO3BOJISIET

36

HCCIIeAOBATh CTPYKTYPY aKe B OTCYTCTBUE NAJIbHETO
nopsiaka. OnHako nojydyeHrue MHGOpPMaIMKU O TPex-
MEpHOII aTOMHOM CTPYKType BellecTBa MO JaHHBIM
XANES saBnsieTcss 1OCTaTOYHO CJIOXKHOM U pecypco-
eMKOI 3amadeif, He BCerma IPUBOMSAIIEHA K YCHexy.
s pellieHus 3TOM 3a1a4 MOTYT ObITh MPUMEHEHbI
METOABI MaIIMHHOTO oOydeHUs [6]. B ocHOBe 3THX
METONOB JIEKUT HCIOJb30BAaHUE MaTEeMaTHUYECKUX
MoJieJIeld, TapaMeTpbl KOTOPBIX ITpeABaApPUTEIbHO MO/~
JIeXaT HacTpolike B mpolecce ooydyeHus. B obmactu
maTepuasioBeieHUusl HauboJjiee pacrnpoCTpaHEHHBIM
CIMocoOOM TaKOl HACTPOMKM SIBJISIETCS OOy4YeHUE C
yuuTeseM, Tpedylolee 10CTaTOUHbI 00beM TaHHBIX
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0 (OU3MYECKUX XapaKTepUCTUKAX U CBOMCTBAxX Bellle-
cTBa. B HacTosIee BpeMsl CyLIECTBYIOT JOCTaTOYHO
KpYITHbIe 0a3bl JaHHbBIX, comepxKauire MHOOpMaLUIO
O CTPYKType M CBOMCTBaX pa3lUYHBIX MaTepua-
noB, Takue kak AFLOW [7], Materials Project [8],
OMDB [9], OQMD [10], QM9 [11, 12], xoTopsie
MOXKHO MCIOJIb30BaTh B MpPOLECCe HACTPOMKM Moje-
JI1 MalIMHHOro ooy4yeHusi. Habop maHHbIX, mpeaHa-
3HAYEHHBII 1151 00yYeHUsI, TOJKEH ObITh KaK MOXHO
OoJIbIIIETO pa3Mepa U MaKCUMaJIbHO pa3HOOOpa3HbIM
JJI1 JOCTUKEHUST TpeOyeMoit 0000111atolIeii crmocoo-
HOCTH MOJIeJIM MallIMHHOTO o0yuyeHus. K coxaneHuro,
NpU pelIeHUU Y3KOCMeUUaTUu3UpOBaHHbBIX 3aday
HEOoOXOAUMBIH 7151 00YYeHMST MOAEIM HAOOP JaHHbIX
MOXKET OTCYTCTBOBATh B OTKPBITOM AOCTYyIe. B Takom
cllydae IJIsl yaydlleHusl 0000IIaloleil CiocoOHOCTHU
Mojesiell MallMHHOTO OO0y4YeHMsl MpuoOeralT K pas-
JIMYHBIM TEXHMKaM IS YJIydllleHUs KadyecTBa “00-
yuaroliero” Habopa gaHHbIX. Hanmpumep, B pabore
[14, 15] mpuMeHeHa BbIOOpKA HAOOpa TaHHBIX 10 Me-
TOAY JaTUHCKOTO TUMEPKYOa, IS MPEANOIOKUTENb-
HOI'0 YMEHBIIIEHHUS 00I1IeTro pa3Mepa Habopa JaHHBIX
0e3 morepu KayecTBa oOyyeHUsT Ha HeM. Takke, Kak
MpaBUJIO, UCCIIENOBATEIM OTPAaHUYMBAIOTCS PACCMO-
TpeHUEeM HepeJlaKCUPOBAHHBIX TPYIIIT aTOMOB BMECTO
OoJyiee peaTMCTUYHBIX, TOJIyYaeMbIX TOCJE BBITOJI-
HEHMSI aTOMHOM peJlaKcalluu, a TakXKe MCITOJb3YIOT
nHGOPMAIIMIO O 3aBUCHMMOCTH BXOIHBIX TAHHBIX U
LIeJIEBbIX 3HAUEHU I [IJ11 CYLLIECTBEHHOTO YBEIUUEHUS
o0beMa CMHTETUYECKOTO Habopa JaHHBIX, KaK 3TO,
HarnpuMep, ObLIO MPOBENEHO B padbote [6] mpu reHe-
pauuu Teopetrueckux criekTpoB XANES nytem cme-
LIMBAHUSI CUTHAJIOB, MOJYYEHHBIX OT aTOMOB, HaXo0-
ISIIIXCS B PA3IMIHBIX HEOKBUBAJICHTHBIX TTO3UIIMSIX
(6e3 yuera peaIMCTUMHOCTU BECOBBIX MHOXUTEJEH ).

B pesynbraTe Mcnosib30BaHUSI METOIOB MalllMH-
HOTO OOYYeHUS 7151 UBYUYEeHUSI CTPYKTYPHI U CBOMCTB
MaTepuaJoB BO3HUKAET IMOTPEOHOCTb B CO3AaHUU
yIOOHOTIO MPeACTaBASHUST BXOAHBIX JTaHHBIX O CTPYK-
Type BellecTBa. B yacTHOCTH, B 3amauyax CIEKTPO-
CKOTIUM PEHTTEHOBCKOTO TIOIJIOIICHMST MCITOJIb3YIOT
nHGOPMAILIMIO O JIOKAIHBHOM OKpPYXXEHUM aTOMOB
BOIM3M TIomiolialouiero aroma. g yiaydineHUs
KayecTBa pabOThI METOAOB MAILIMHHOIO OOy4YeHusI, a
Takxke 1 yyeta pU3uKHU Tpoliecca, (PyHKIUs Tpe-
CTaBJIEHUsI JAHHBIX O CTPYKType BellecTBa MOJIKHA
ObITh MHBApUAHTHOM IO OTHOLIEHMIO K Mpeodpa-
30BaHUSIM CUCTEMBI KOOPAMHAT C MOMOIIBIO TTOBO-
poTa, OTpaxkeHHus U CABUIa CTPYKTYpPbl KaK €IMHOIO
1IEJIOT0, a TaKXKe TaKoe MpencTaBieHrue JOJIXKHO ObITh
MHBapMaHTHO K U3MEHEHWIO0 HyMepallui aTOMOB B
cucteMe. Takum 00pa3om, GyHKIIMS TPeACTaBIeHUS,
Ha3biBaeMasl “IecKpunTop”, MOJKHA OBITh OIHO-
3HAYHO ompeneieHa s JIto0Ol paccMaTpUBaeMOM
CTPYKTYpbl MaTepuasa U OIHOBPEMEHHO OTpaxaTb

HeOOoIbIIe U3MEHEHUSI B Heil, a BEIYMCICHUE 3TOM
(byHKUMU JOJKHO OBITh 3HAUUTEIBLHO ObICTpee Mpsi-
MOTO BBIUHMCIIEHUSI MTHTEPECYIOIIETO IIeJIEBOTO 3HAYe-
Hus (pusndeckoro cpoiictna) [15].

B Hactosieit pabore mpemioxeH METON Tpea-
CTaBJIEHUS JAaHHBIX O JIOKAJIbHOI aTOMHOM CTPYKTYpe
(IecKpunTopoB) B BMAE TMCTOTpaMM IapHBIX paau-
abHBIX QYHKIIMI pacipeneneHns atomoB (ITPDPA),
MOCTPOEHHBIX C YYETOM Pa3JUuUsl TUIOB aTOMOB.
MeTtoa npuMeHeH 151 pelieHUs 3a1a4u OTNpeaeeHus
CTPYKTYPHI OJIMKHETO OKPYKEHHST aTOMOB cepebpa B
IEHTpaxX OKPaCcKM B HATPHUEBO-CWIMKATHBIX CTEKJIaX
MO0 JaHHBIM CIIEKTPOB PEHTT€HOBCKOI aOCOPOLIMOH-
HOI CHEKTPOCKONUU BOIM3U K-Kpasi MOIIOLIEHWUS
cepebpa. M3BecTHO, uTo criekTpbl XANES gaBinstiorcs
KpaifHe 4YyBCTBUTEJIbHBIMU K JOKAJIBHOMY OKpYXKe-
HUWIO aTOMOB BOJIM3M Tomiolaiomnero aroma [ 16—18].
[TosTOoMy wucHoNb3yeMble AECKPUIITOPHI  TOJKHBI
OIHO3HAYHBIM 00pa3zoM KOIMPOBaTh MHGbOpMaIMIO
O CTPYKTYpE, a TAaKXKe UMETb BO3MOXHOCTb YKa3aHUs
BbIJIEJICHHOTO MOMIOLIAIOIIEro aToMa.

METOA TMCTOI'PAMM

Onucanue memoda

B HacToseit padote npruMeHeH METOM IpeacTaB-
JICHUSI JaHHBIX O JIOKAJIbHOW aTOMHOI CTPYKType
BElIECTBA B BUJAE THCTOTrpaMM MapHbIX paavalbHbIX
(byHK1IMIT pacripeneleHUi aTOMOB C YYeTOM THUIIOB
aToMoB. beimn ncnonb3oBanbl Habophl [TPMOPA nByx
BUAOB. [lepBblil BUI COOTBETCTBYET OOLIEPUHSITO-
My BbIOOpY [TPDPA, miput KoTOpoM ycpemHEeHBI Bce
MapHbIe PACCTOSHUST MEXIY BHIOpAaHHBIMU THITAMU
atomoB. Tak, mig ciayJast CUCTEMBI M3 aTOMOB JIBYX
copToB A n BoynyT copmupoBaHsl ueThipe [IPDPA:
A—A,A—B, B—Awv B—B (puc. 1a). JIonoJHUTEIbHO Mbl
paccmatpuBanu [IPOPA, mocTpoeHHBIE IIST OMHOTO
BBIIEIEHHOTO LIEHTpPaJIbHOTO aTomMa A*, WMHTepIipe-
TUPYEMOTO KaK aToM, TOIVIOLIAIOIIMI PEHTTeHOBCKUI
(otoH. B ciayyae mpucyTCTBUSI B CICTEME aTOMOB JIBYX
COPTOB 3TO TIPUBOIMNT K 100aBiIeHMIo eine aByX [IPDPA:
A*—A n A*—B (puc. 10, 1B). 51 3TOro BLIOpaHHOTO
LIEHTpaJIbHOTO aToMa A* B AajibHENIIIEM CTPOUIIN BKIIA
oT Hero B XANES cnekrp, nmosromy ycpeaHeHue 10
BCEM BO3MOXXHbBIM MO3ULIUSAM A HE MPOBOIUIN.

T'ucrorpamMmbl  pagualibHOTO pacIipeieIeHUs
CTPOWJIM B Auaria3oHe BO3MOXHBIX PaanyCOB OT
R_. , OOYCIOBJIEHHOTO MWHUMAIBHO BO3MOXHBIM
pacCTOsIHMEM MEXIy Tapoii aTtomoB, 10 R, xa-
paKTepuU3yLIero pa3Mepbl 00J1aCTU, CYLIECTBEHHOM
J71s1 (QOPMUPOBAHUS CIIEKTpa MOIIOLIEHUS, TTPOTSI-
>)KEHHOCTb KOTOPOI OTpaHMYMBAETCSI KOHEYHOCTBLIO
JIJIMHBI CBOOOOHOIO mpodera 3JeKTpOHa, BEIOMTOrO

PEHTIeHOBCKMM (OTOHOM. lucTorpaMMbl TapHBIX
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Puc. 1. MmocTpanus map aToMoB TUIIOB A U B, yuuTbiBaeMbIX mpu roctpoenun [TPMOPA, npu otcyrcTBum (a) ¥ HalIM-
yuu (6, B) BBIACJIEHHOTO TTOIVIONIAOIIETO PEHTIEeHOBCKUI (DOTOH aToMa A™*.

PACCTOSTHUM JJIS1 KaXKIOM BO3MOXHOM mapbl aTOMOB
CTPOWJIM B Inamna3one ot R . 1o 2R (MakcuMasb-
HOe JOIyCTUMOE MEXAaTOMHOE€ pacCTOSIHUE BHYTPU
paccMaTpuBaeMoro oobema) ¢ 3apaHee BbIOpaHHBIM
maroM AR. OGuiee KoIMIecTBO TCTOrpamMm N, . 3a-
BUCUT TOJIbKO OT KOJIMYECTBA YHUKAIbHBIX aTOMHBIX
TUIIOB B CTPYKTYpe:

— 2
Nhist 2]Vvatomstype +C Natomstype’
rme N — YHCJIO TUIOB aTOMOB B CHUCTEME;
atomstype
2N , YMCJIO coueTaHuit u3 N no 2. I1o-
atomstype atomstype

JIydeHHBbIE TUCTOTPAMMBI SIBJISTIOTCS MHBAPUMAHTHBIMU
K UI3BMEHEHUIO HyMepalluy aTOMOB B CUCTEME, OTHAKO
IS YHU(UKALIMU UCITOIb3yeMOTO METO/a MPeaCTaB-
JIEHU MaHHBIX HEOOXOIMMO AOMOJHUTEIbHO OIpe-
JEeJIUTh TOPSIIOK KOHKAaTeHAllMM TUCTOrpaMM ISl
(bopMupoBaHUs BXOZHOTO Habopa JaHHBIX. B HacTo-
s1eit paboTe UCITOIb30BaIU MPEACTaBIeHNE TaHHBIX
B BUJE BEKTOpa, a COOTBETCTBYIOIIME TMCTOrPAMMBbI
KOHKAaTeHUPOBAJIM B MOPSIAKE YBEIUUCHUS] aTOMHBIX
HOMEPOB B pacCMaTPpUBAEMbIX MOACHUCTEMAX.

Bribop mpencraBieHMSI TaHHBIX B BHUIE THCTO-
rpaMM OOYCJIOBJIEH ITOMHUMO BCEro IIPOYero ymoo-
CTBOM HMX MHTepIipeTaunu. To ecTb, N3 THCTOIPaMM
MBI MOXEM TIOJYYUTh MCUEPITBIBAIOIIYI0 MH(pOpMa-
LIMIO O TMIIaX aTOMOB, MX B3aMHOM PacCITOJIOXKECHUU.
B HacTosiieit paboTte ucrmonb3oBany mar AR = 0.1 A
JUTSI TApHBIX ricTorpamm, 1 0.05 A — [1s1 paguaibHBbIX,
Y10 OOYCJIOBJIEHO, C OIHOM CTOPOHBI, YYBCTBUTENIb-
Hocthio crekTpoB XANES K M3MeHeHMI0 KoopauHar
aTOMOB B OJIVDKAMIIIEeM OKPYXKCHMHM OTHOCHTEIBHO ITO-
IJIOIIAIOIIETO aTOMa, a C JAPYroil CTOPOHBI — MPOCTOTOM
HACTPOMKU 1 00yJeH s MOJEsIei MAIlIMHHOIO OOy4eHUSI.

B cnyyae 1ieHTpa oKpacku B CUJIMKATHOM CTEKJIe
MMeEIOTCsl aTOMbI TpeX TUMoB — Ag, Siu O, — 1 olUH
U3 aTOMOB Ag siBJIsieTcsl momiolamum. B kauecTse

npuMepa pacCMOTPUM LIEHTP OKPAcKU KOMITOHEHT-
Horo cocraBa AgSi,0,, CTpyKTypa KOTOPOTO TIpH-
BelleHa Ha BCTaBKe Ha pPUC. 2, a COOTBETCTBYIOIIME
KoopauHaThl — B Ta0. 1. [1aHenu Ha puc. 2 TToKa3bl-
BalOT NOCTpOoeHHbIe TucTorpammbl ITPMOPA. BuagHo,
YTO TMCTOIPAaMMBbl TMAapHBIX PACCTOSIHUIA ¢ aTOMaMu
cepebpa IyCThbl, BBUIY TOIO, YTO MOMIOLIAMOIINIA
aToM — Ag, yiaJleH U3 CTPYKTYpPhI LIEHTpa OKPACKHU B
npolecce NOCTpoeHust ructorpamMMm. OYeBUIHO, YTO
B Ccily4yae MPUCYTCTBUSI B CTPYKTYpPE MOMIOIIAIOIIETO
atoMa Ag coaepxXaliasicsl B HUX mHdopMauus 1yoiu-
poBajia Obl MH(OPMaILKIO U3 PYHKUMI paauagibHOIO
pacripeneneHus. Tem He MeHee HajlMuue 3TUX TH-
CTOTpaMM, 3allOJTHEHHBIX HYJEBBIMU 3HAUYCHUSIMU
WHTEHCUBHOCTU, HEOOXOAUMO s OOecIeueHust
BO3MOXHOCTU PACCMOTPEHUSI CHUCTEM, MMEIOIIUX
0oJiee OIHOrO aToOMa TOTO XKe TUIIa, YTO 1 MOIJIolIalo-
1K (peleHre 3agaun 6e3 moTepy OOLLIHOCTH).

Hupopmamusrnocms ucnonvzyemoeo npedcmaegnenus.
Ob6pamHuas 3adaua

ﬂ)’[ﬂ ITPOBEPKN I/IH(I)OpMaTI/IBHOCTI/I IIPpEOJIOKEH-
HOTO ACCKpUIITOpa ObL1a IIpearipruHATa IIOIIbITKA

Taommma 1. KoopnyHaThl aTOMOB LIEHTpa OKPACKH C KOM-
MOHEHTHBIM cocTaBoM AgSi 0,

Tumn atoma X, A Y, A Z A
Ag 0.00 0.00 0.00
(0] 0.94 1.27 0.87
(0] 0.26 1.49 —1.06
(0] —0.85 —0.09 2.16
(0] —1.46 —1.81 1.82
Si —0.85 1.44 2.57
Si 0.94 1.27 0.87
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PanuanbHas rUCTorpaMma

PagnanbHasn rucrorpamma

PaguanpHas rucrorpaMma
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Puc. 2. IlpeacrapieHue nHGOpMaLuu O JJOKATbHOM aTOMHOM OKPYXXKEHMU LIEHTPa OKPACKHU C IPUMEHEHUEM TMCTOrpaMM
paaraaIbHOTO paclpene/ieHUsl OTHOCUTEIBHO MMOMIOLIAIOIIEro aToMa (BEpXHMIA Psi) ¥ THCTOTPAMM BCEBO3MOXKHBIX ITAPHBIX
paccrosiHuii. Ha BcTaBKe IpuBeneHa COOTBETCTBYIOLIAS CTPYKTYpa LIEHTPa OKPACKM.

BOCTIDOM3BECTM C €ro ITOMOIIBIO TPEXMEPHYIO
CTPYKTYpY LEHTpa OKpacku. s ympollueHMs Mo-
CTaBJICHHOM 3a1aul MOXHO pa3fe/UTh BCIO CUCTEMY
Ha Ha0bOp MOACUCTEM, COCTOSIIIIUX U3 AaTOMOB TOJTHKO
onHoro Tuna. PaccMOTpuM OoHY M3 MOJYYMBIIUXCS
MOACUCTEM, colepKalllyto aToMbl TUIa A. M3 rucro-
rpaMMbl paIMaJbHOTO pacIpeneeHUsT Mbl MOXeM
JIETKO TIOJYYUTh YMCJIO aTOMOB B JAHHOW TIOACH-
cTeMe, KOTOpOe SIBJISIETCS CYMMOM BceX 3HaYEHUId B
rucrorpamme. Takoke oueBUAHO, YTO YKCIO aTOMOB B
MOACHUCTEME MOXKHO TTOJIYYUTh U3 COOTBETCTBYIOIIEH
TUCTOTPaMMBI TTAPHBIX PACCTOSHUI 10 (hopMyJIe:

B 1+ 1+ 8N, s

atoms 2 ’

roe Nbon 4 — UMCIIO MEXKaTOMHBIX CBsI3eil B paccMma-
TpUBAEMOIl MOJACUCTEME, KOTOPOE OMNpeAeIsieTcsl Kak
CyMMa BCeX 3HAUEHMII B COOTBETCTBYIOIIEH T'MCTO-

rpamMMe TapHbIX PACCTOSIHUM.

Hcxons u3 monydyeHHOM nHGOpMaLIK, MBI pa3Me-
CTUJIA HEOOXOIUMOE KOJIMYECTBO aTOMOB 3aIaHHOTO

TUTIA Ha PacCTOSTHUSX, OTpeNeJIcHHBIX M3 COOTBET-
CTBYIOIIIE TUCTOIPaMMbI paJMaIbHOTO paclipenesie-
Hus. [locite 3TOro MpUCTYNWIN K PEIIeHUIO 3am1adu
ONTUMM3ALIMU TUCTOIPAMMBI ITAPHBIX PACCTOSHUIA
IIpU COXPAHEHWU YCJIOBUSI HAXOXKICHMSI aTOMOB Ha
TIPaBUJIBHBIX PACCTOSTHUSAX OT Hadajga CUCTEMBI KO-
OpPIMHAT, COOTBETCTBYIOIIYIO 3a1adyy MOXHO IPOCTO
pemmTh B chepruIeckoil cucTeMe KOOpAMHAT IyTeM
BapbupoBaHus yriioB O u ¢ (puc. 3). OueBUAHO, UTO
BOCCTAHOBJICHHAsI CTPYKTypa OIlpeneeHa C TOYHO-
CTBIO JIO IIPOM3BOJIBHOIO IIOBOPOTA,/OTPaXKEHUSI BCeit
CHUCTEeMBbI KaK eIMHOTO 1IeJI0TO0.

AHaJIOTMYHBIM 00pPa30M BOCCTaHABIMBAIOT CTPYK-
TYpY OCTaJIbHBIX MOACUCTEM, ITOCJIC YEro MPOBOASIT UX
“CcTBHIKOBKY”. Bce moacucTeMbl MEIOT OOIINiT IEHTP
(romolaIMii aToM B HyJle KOOPAUHAT), TO3TOMY
MBI MOXEM OCYIIECTBIATh WX TIOTIAPHOE OOBEIM-
HEeHMeE, 11 OTOro (MKCUPYeM OIHY M3 MOACUCTEM,
Harpumep, A, a BTOPYIO MOACUCTEMY BpalllaeM Kak
eNMHOe 11eJI0€ OTHOCUTEIbHO Hayajda CUCTEMbI KOOP-
auHaT (puc. 4), pemias 3agady ONTUMU3ALUKN (PYHK-
LIMY HEBSI3KU TSI TUCTOTPaMMBbI TTAPHBIX PACCTOSTHUMN

MMOBEPXHOCTDL. PEHTTEHOBCKHWE, CHHXPOTPOHHBIE U HEUTPOHHBIE UCCITTENOBAHUA Ned 2024



40 BUKJIEHKO u np.

=Y

Puc. 3. CxemaTnuHOE TIpefcCTaBIeHNE TIPOLIEAYPHI OTI-
TUMM3ALUUU CTPYKTYphI ToacucteMbl A—A. TouedyHbIM
MMYHKTUPOM IOKa3aHO MPaBUJIbHOE PACIIONIOXEHUE aTO-
MOB THUIIa A, CIIJIOIIIHBIM YEPHBIM LIBETOM — MCXOIHbBIE
rapaMeTpbl CUCTEMBI.

aTOMOB TUTIOB A— B. JlaHHYI0 TIpolIenypy TTOBTOPSIEM
JIJI BCEX OCTaBILIMXCS MOICUCTEM.

OueBUIHO, YTO BBUIY JUCKPETHOIO XapakTepa
TUCTOrpaMM, CTPYKTypa MOJACHUCTEM MOXET ObITb BOC-
Mpou3BeieHa TOJbKO C OrpaHUYEHHON TOYHOCTHIO,
3aBUCAIIE OT BbIOpaHHoro mara AR. C yderoM
0003HAUEHHBIX OCOOEHHOCTEH HCIIOJb3yeMOro Jec-
KpuITopa 3ajaya ONTUMM3aLMU HEMoCPEeICTBEHHO
MHOXECTBAa TMCTOrpaMM CBOOUTCS K 3ajaye MMU-
HUMU3AIUNA PACCTOSHUS MEXIy ABYMSI TOYKAMH B
MHOTOMEPHOM TIPOCTPAHCTBE 3HAUYEHUI TMCTOIpaMM,
MPENCTaBISIEMBbIX Ppa3psLKeHHBIMU BEKTOpaMM
(B KOTOPBIX JaHHbIE MIPEACTaBIeHbI (hparMEHTapHO), He
YYBCTBUTEIbHBIMU K MAJIOMY U3MEHEHUIO KOOPIMHAT B
cucteMe (4yBCTBUTEILHOCTh OMPEAENSIETCs IaroM -
CTOTrpaMMBbl), YTO YCJIOXKHSIET MPOLIECC ONTUMU3ALIUMU.
st peKOHCTPYKILIMHM TPEXMEPHOI CTPYKTYPBI CUCTEMBI
11e71eco00pa3Ho MepeiiTh K ONTUMU3AIMU BEKTOPOB
MapHbIX PACCTOSIHUI, KOMITOHEHTbI KOTOPBIX (hOpMU-
PYIOTCS TIOJIOKEHUSIMU CTOJIOLIOB B TMCTOrpammax, a
00111ee KOJIMUYECTBO KOMITOHEHT OMpeAessieTcs] CyMMOit
BCEX 3HAUCHUWM COOTBETCTBYIOIIEH THMCTOrPaAMMBbI.
Ha puc. 5 nmoka3zaHo KauyecTBO OIMMCAHUSI MCXOTHOI
TUCTOrpaMMBbI, TIOCTPOEGHHOI I LIEHTpa OKpacKu
(puc. 1), BOCCTaHOBJIEHHOTO C MTOMOILIbIO 00CYKIaeMO-
ro aeckpurnropa. CooTBETCTBYIOIIAs] BOCCTAHOBJIEHHAS
CTPYKTypa LIEHTpa OKpAacKu TakXke IpUBEACHA Ha
puc. 5, a ee KOOpAMHAThLI — B Ta01. 2.

Puc. 4. CxematTnuHOe TIpencTaBIeHUE TIPOLIEMYPHI OTI-
TUMU3ALUUU OTHOCUTEJIBHOTO TMOJIOXKEHUSI TMOACUCTEM
A 1 B. ToyeyHbIM MYHKTUPOM I1OKA3aHO IOJIOXKEHUE
MOACUCTEMBI A, TTYHKTUPOM TMOJIOKEHUE TOACUCTEMbI
B, ITpUX-MyHKTUPOM — OKUAAEMOE TOJOXEHUsI MO/~
CHCTEMbI B OTHOCUTEIBHO MOACUCTEMBI A.

Takum oO6pa3oM, ObLIO TOKAa3aHO, YTO IpeACcTaB-
JieHre MHGOPMAlLMU O JIOKAJIbHOI aTOMHOI CTPYK-
Type BelllecTBa B BUje Habopa TMCTOrpaMM IapHbIX
pacCTOSIHUIA U pagrallbHOTO pacIipele/IeHNUs SIBJIsIeT-
cs1 ”H(pOPMATUBHBIM, 1 ITO3BOJISIET BOCCTAHOBUTD HC-
XOIHYIO CTPYKTYPY CUCTEMBI IO COOTBETCTBYIOILEMY
TIECKPUIITODY.

IMPUMEPHI OITMCAHUA
BOKCINEPUMEHTAJIbHbBIX JAHHBIX

Hnst TIpoBepKU TPUMEHUMOCTH  OIMCAaHHOTO
JECKPUIITOpA K PELICHUIO 3aJa4y IIPSIMOIO pacyera

Taommma 2. KoopauHaThl aTOMOB BOCCTAHOBJIEHHOTO
LEHTPa OKPACKH C KOMIIOHEHTHBIM cocTaBoM AgSi,O,

Tumn atoma X, A Y, A Z A
Ag 0.00 0.00 0.00
(0] —1.01 2.84 1.66
(0] 0.43 1.64 1.61
(0] 1.43 —0.41 0.92
(@) —0.24 —1.74 2.31
Si 1.93 1.30 1.93
Si 0.97 —0.18 —1.47
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Puc. 5. ComocTaBiieHre TMCTOrpaMM IapHBIX PACCTOSHUI (BepXHUI PsiA) M THCTOTPaMM DPaavabHOTO pacIpeneIeHMs
OTHOCHTEJIPHO TOIJIOIIAIOIIET0 aTOMa B LICHTPE OKPACKM: UCXOMHBIX (IMTYHKTUPOM) Y BOCCTAHOBJIEHHBIX (CIUTOIIHBIMM JIM-
HUSIMU); Ha BCTaBKe M300paXkeHa TpeXMepHasi BOCCTAHOBJICHHAsI CTPYKTYpa LIEHTPa OKPACKH.

crnektpoB XANES 110 JaHHBIM O TpEeXMEPHOI aToM-
HOI CTPYKType BellleCTBAa HaMM OBLIO TIPOBEACHO
o0OydeHre HEKOTOPhIX HanboJiee pacIpoCcTpaHEeHHBIX
MoJeJieil MallMHHOTO O0Y4YeHMSsI, MOAAEePKIBAIOIIIUX
MO YMOJIYAHUIO peIlIeHME 3aJadyd MHOTOILIeJIeBOM
perpeccuu. B yacTHOCTH, HAMM ObUIM paccMoOTpe-
Hbl METOAbl Ha OCHOBE AaJTOPUTMOB CJy4aliHOTrO
neca (RandomForest), HOMOJHUTEIBHBIX I€PEBbEB
(ExtraTrees), MmeTonoB JuHeiHO perpeccuu ¢ L1 u
L2 perynsgpusaiiyeii, peaiu30BaHHbIX B OUOIMOTEKE
Sklearn [19], a Tak:XKe MeTOI TPaaAUEHTHOTO OYCTUHTA
Haja pellalollMMUA JePeBbIMU, pPEaTM30BaHHBIA B
oubauoreke CatBoost [20].

ITpu noctpoeHnu Habopa JaHHBIX UIsI OOYYEHUS
paccMaTpUBaIM CHUCTEMbI, KOMITOHEHTHBIM COCTaB
KOTOPBIX TapaHTUPOBAHHO COIepsKaJl aTOMbI cepe-
Opa, a TakKe BKJIIOYaJd aTOMBI KHUCJIOpoda W/WIN
KpemHus. “O0yyatonuii” Habop JaHHBIX BKJIIOYAT B
ce0bs1, Kak MHMOPMALIMIO O CTPYKTYpE, MOJy4YEeHHYIO
U3 OTKPBITHIX 0a3 naHHbIX Materials Project, AFLOW,
TaK M CHMHTETUYECKME CTPYKTYphl, MOJy4YEHHbIE
cly4yaiiHOI reHepalueil Uiu B mpoliecce OalieBCKOit
onTUMU3aLMU. Pe3ynbTupylomuii Habop coaepxkai
1800 cucrem u cooTBeTcTBYIOIIUX clIeKTpoB XANES,
nocurutaHHbix B mporpamme FDMNES [21] B pamkax
MeTOJa KOHEUHbIX pa3dHocTeil. Bech HabOp MaHHBIX

OBbLIT TOfAeNIeH Ha TPEHUPOBOYHYIO U MPOBEPOUYHYIO
4yacTu, IpoBepoYHas yacTh cocTaBuia 10% ot Bcero
o0beMa maHHbIX. ONTUMM3alUs TUIIEPIIApAMETPOB
MoJejeil OCyllecTBIeHAa METOIOM ITOMCKA Ha CEeTKe
(GridSearchCV) ¢ mnepekpecTHOI MpoBepKOi Ha
IISITY TIOAMHOXECTBAX, OLIEHKAa TOYHOCTU O0YYeHHBIX
MoJielieil MpuBeaeHa Ha puc. 6.

CTOUT OTMETUTbh, YTO MPUMEHEHUE METoma rpa-
JUEHTHOro OyCTHMHIa ISl 3aJaud MHOTOLIEJIEBOI
perpeccun, peanuzoBaHHoro B CatBoost, He TOJIbKO
JEMOHCTPUpPYET HauJlydlllee OIMCAaHUE JaHHBIX
M0 CpaBHEHUIO C APYIMMHU METOJaMU MAllWMHHOIO
00y4yeHHsl, paCCMOTPEHHBIMU B paMKaxX HacTosiei
paboThI, HO TaKXKe IT03BOJISIET JOOMUTHCS XOPOIIEH
o0oO1arolieit cnocoOHOCTU MOJAEIM MalllMHHOTO
oOyueHus, nmaxe 0€3 CYILIECTBEHHONM HaCTPOHKHU
runieprapaMmeTpoB.  CorocTaBieHMEe  HEKOTOPHIX
CIy4yaiiHO BBIOpAHHBIX U3 MHOTUX cTlieKTpoB XANES,
paccuutaHHbIX B porpamme FDMNES u nonyuyeH-
HBIX ¢ MPUMEHEHUEM MOAEIU MAIIMHHOTO O0yUeHUsI
Ha OCHOBE T'PaJIMEHTHOro OYCTUHTA Ha JAEPEBbSIX pe-
LLIEHMIA, TIpeaCcTaBIeHO Ha puc. 7. VI3 mpencraBieHHO-
TO COIOCTaBJEHUSI MOXKHO 3aKJIFOUUTh, UTO KAaUeCTBO
paboThI MOAEIM MAIIMHHOTO O0Y4YeHUsI MPAKTUUECKU
HE MeEHsIeTCsl TIpU Mepexoae OT TPEHUPOBOUHOIO
Habopa JaHHbIX, HAa KOTOPbIX MTPOBEIeHa HACTpOiKa
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Puc. 7. ComnocraBieHue CIEKTPOB MOMIOIICHUS] PEHTTEHOBCKOTO M3JTydeHUs BOIUM3M K-Kpas Ag, MOJTYYeHHBIX C TMpHU-
MEHEHMEM MOJEIN TPaIueHTHOTO OyCTMHTa (CIUIOIIHAS JIMHUS), W CIIEKTPOB, paccuuTaHHbIX B mporpamme FDMNES
(TIyHKTUpHASI TUHUS), 17151 TPEHUPOBOYHOTO (CBEPXY) M MIPOBEPOTHOTO (CHU3Y) TIONMHOXECTBA TaHHBIX.

napaMeTpoB MOJIEJIU, K TECTOBOI YAaCTU JAHHBIX, UTO
YKa3bIBa€T HAa OTCYTCTBHUE SIBHOTO TTepe0OyYeHUsI MO-
ngenu. Takke CTOUT OTMETUTh, YTO paccMaTpuBaeMast
MOZENTb MAIIMHHOTO OOYyYeHWs HOCTaTOYHO TOYHO
BOCIHPOM3BOIUT MOJOXKEHUS MAKCUMYMOB U UX OTHO-
CUTeIbHbIE MHTeHCUBHOCTU Ha criekTpax XANES 3a
KpaeM ToniolieHuss (0COOEHHOCTU B 3TOi obyiacTu
OUYEHb YYBCTBUTEJIbHBI K M3MEHEHUSIM B aTOMHOI
CTpyKType o0paslia), a CpeaHsisi HeBSI3Ka MEXIy
paccuyUTaHHBIMU CIEKTpaMU COCTaBJISeT MOpsAKA
~1073.

JJ1s1 TOMOMHUTENIbHOM TIPOBEPKU 0000IIatoIIei
CITOCOOHOCTM OOYYEeHHOM MOAEeNIM OB paccyvMTaH
CIEKTp IEeHTPa OKPAaCKM B HATPHEBO-CUJIUKATHOM
CTeKJIe, CTPYKTypa KOTOpOro Oblja oIlpenejicHHa
B pabote [22], He BXomsiuuii B oOy4arolux Habop
JaHHbIX. OOy4yeHHass Mofellb Ha OCHOBE METOIOB
rpagveHTHOTO OYCTWMHTA Ha AePEeBbIX PEIIeHUI BOC-
MPOU3BOIUT BCE OCHOBHBIE OCOOEHHOCTHM CITEKTpa
CTPYKTYpPHI LIEHTpa OKpacKu M3 padboThl [22], cOOT-
BETCTBYIOIIIEe KaueCTBO OIMMCAHW CIIeKTpa IIpUBee-
HO Ha puc. 8.
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Puc. 8. ComocrapneHue cieKTpOB MOTIOIIEHNS] PEHTTEHOBCKOTO U3JTydeHUsl BOM3n K-Kpast Ag, MOIy4YeHHBIX C TPUMeHe-
HUEM MOJIeJIM TPAJUEHTHOTrO OyCTUHTA (CIUIONIHAS JIMHUS), U CTIEKTPa, paccuuTaHHoro B mporpamme FMNESS (myHkTup-
Hasl IMHUSI), LIEHTPa OKPACKU B HATPUEBO-CUIMKATHOI CTEKJISIHHOW MaTpule CO CTPYKTYpOI, MOJydeHHOI B padote [22]

(rmokazaHa Ha BCTaBKe).

SAKITIOYEHUE

B pamkax Hacrtosieil pa®OTBI OB IIPEIIOXKEH
JECKPUIITOP [JIsi ONMMCAHUS JIOKAJbHOM aTOMHOM
CTPYKTYphI BeIIECTBAa C BbIJEJEHHBLIM aTOMOM Ha
OCHOBE MpeACTaBIeHUS] JAaHHBIX B BUJE TMCTOIPaMM
BCEBO3MOXHBIX MMAPHBIX PACCTOSTHUI M TUCTOTPaMM
paguagbHOTO pacrpeaeeHus] OTHOCUTEIBHO BhIIE-
JIeHHoro (rorjouiatoiiero) aroma. IlpogemMoHcTpu-
poBaHa MH(MOPMATUBHOCTh TAaKOTO MpPEACTaBJICHUS
JAHHBIX O CTPYKType BEIIeCcTBa, a TaKKe BO3MOX-
HOCTh MHTEPIIPETALINU JECKPUTITOPA 711 BOCCTAHOB-
JICHUSI UCXOOHOMU TPEXMEPHOI JIOKAJIbHOW aTOMHOTO
CTPOEHMSI BELIECTBA C TOUHOCThIO JIO IlIara r'ucTo-
rpaMmbl. TIpemyiokeHHBIM JeCKPUITOpP T103BOJISIET
JOOUTHCSI KAa4eCTBEHHOTO OMMCAHUS (pacXoxkIeHUe
cocrasisger ~107°) cnextpoB XANES mig ueHTpos
OKpPAaCKHU B CTEKJIE PACCUMTAHHBIX C TTIOMOIIBIO MPO-
rpammbl FDMNES, cpennee Bpems pacyeTa OQHOTO
cnektpa ¢ npumeHeHuemM FDMNES cocrapnasiio
~30 MuH, a BpeMs pacueTa OJHOIO CIIEKTpa METOIaMU
MAalIMHHOIO O0YYeHUs B CpeIHEM COCTAaBUIIO ~7 MC.
Takke NMpuMeHeHUe TPEeMTOKEHHOTO IeCKpUMTopa
¥ MoJieseit MaIlIMHHOTO O0YYeHMsT Ha OCHOBE TpaIn-
€HTHOro OYCTMHTA Ha IePEBbSIX PEIICHU TO3BOINIIO
KaueCTBEHHO BOCIIPOM3BECTU CIEKTP CTPYKTYPHI,
OIMUCHIBAIOIIEN KCIepUMEHTAJIbHbIC JaHHbIE LIEH-
Tpa OKpacKyd B HATPUEBO-CUJIMKATHOM CTEKJISTHHON
MaTpulie, yCTaHOBJIEHHOI B pabote [22].

OUHAHCHUPOBAHUE PABOTbI

PaGora BbIMONMHEHa Tipu noaaepxke Poccuiickoro
Hay4yHoro ¢onaa (rpaHt Ne 23-21-00526).
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A method for representing data on the local structure of atoms in the form of histograms of paired radial
distribution functions is proposed. This method is used to construct a structure descriptor needed to
determine the structure of materials using machine learning and artificial intelligence techniques. A special
feature of the method is the use of two sets of paired radial distribution functions simultaneously: for pairs
of all types of atoms and for pairs with a selected absorbing atom. The developed approach was tested
on the problem of determining the local atomic structure of the environment of the silver color center
in sodium silicate glasses using data from X-ray absorption near-edge structure for the Ag K-edge. The
information content of the proposed structure descriptor is demonstrated by the ability to reconstruct
the three-dimensional structure of a silver color center model from the corresponding pairwise distance
histograms. Using several machine learning methods, it was shown that the proposed descriptor allows
to achieve high-quality reproduction (mean square error ~10~3) of X-ray absorption near-edge structure
spectra for silver color centers in glass, which makes it possible to reduce the time for calculating X-ray
absorption near-edge structure spectra by 4 orders of magnitude. The resulting machine learning model
allows us to establish a fundamental connection between the atomic structure of silver color centers
in glasses and the Ag X-ray absorption near-edge structure spectrum, which is necessary for determining

the structure of glasses.

Keywords: X-ray absorption near-edge structure, machine learning, local atomic structure, color centers,
gradient boosting, random forest algorithms, linear regression method.
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