HUHTET'PAIUA MAHIMHHOTI'O OBYYEHUA U XUMHUHU TBEPAOI'O
TEJIA TPU ITOUCKE JIEKTPOXUMHNYECKUX MATEPUAJIOB
JJIA TOIVIMBHBIX U DJIEKTPOJIN3HBIX 2JIEMEHTOB

Integration of Machine Learning and Solid-State Chemistry for the
Discovery of Electrochemical Materials for Fuel Cells and Electrolyzers

OB30PHAS CTATbHA

K.x.H. YcrunoB Butainuii EBreaneBuu

Hucmumyma xumuu meepoozo mena u mexanoxumuu CO PAH
ya. Kymamenaose, 18, Hoséocubupck 630128 (Poccus)

E-mail: vit123@gmail.com

Conepxanue
AN & 03 (072110 5 (R 5
J I 231501 <) £ 1 (<O 7
1.1. Posb MaTepranoB B pa3BUTHH BOJOPOJHON SHEPTETHKH ......vvvvvrvreiureenirneesinneesssneesnneens 7

1.2. OrpannueHus TPAIUIIMOHHOTO IMOAX0/1a «CHHTE3—XapaKTepU3aIlusI—ONTUMHU3ALNS ... 8
1.3. Konrenmust Materials InformatiCs ........ooovvviiiiiiiiiiiiieeeeeeeeeeeeeeeeeeeeeee et 9
1.4, TIETTb M 3TAUM O0B0DA «..vveevieieeiutiaieeeieeesteeasteesteessseesbe e st e sbeesnbeesseeanbeesbeeanbeesneeanneenseeas 10

2. XUMHsI TBEPJIOTO Tella KaK OCHOBA MPOSKTHUPOBAHUS DIIEKTPOXUMHUIECKUX MAaTEPHAIIOB... 12

2.1. KpucramioxumMuueckue NPUHLIUIBI U TE€OMETPUUYECKUE AECKPUIITOPD .....eoverereieennees 12
2.2. TepmonuHamuka nedextooOpa3oBanus B Hotauuu Kpérepa—BuHKa.........ccccccvienn. 13

2.3. MexaHu3Mbl MUTpally ¥ TEPMOIMHAMHKA OJIOKUPOBAHMSI KUCIOPOAHBIX BaKaHCHii . 14

2.4. ®U3UKOXUMHUSI IPOTOHHOTO TPAHCHIOPTA: Y PABHEHUS THIAPATALIMH ... 15
2.5. CBA3b CTPYKTYPBI M CBOMCTB ....ccuviiiriisiiesirisniesiesssiessiessnesssesssesssassnesssessnsssnesssnesssens 16
3. Ba3bl TaHHBIX JJI1 MATEPUATOBEICHUS «...vvvveeeinirrereseireeeessnssreeesannneeesssnsnneessssreeesasnneeesnnnes 17
3.1. Materials Project u mHTEphEHC MAPL........cooviiiiiiiii 17



3.2. OQMD (Open Quantum Materials Database): OgHopoHBIC pacUeTHBIC JaHHBIC IS

Y NS 012 E 0 (0): 1501 () 1.0 OO PPP TP PP 18
3.3. AFLOW (Automatic Flow for Materials DISCOVEIY) .......cooviviieiieniniesie e, 19
3.4. NOMAD (Novel Materials Discovery): MadpacTpykTypa cTaHIapTH3AIUU 1
XPAHEHUS BEIYUCITUTEIIBHBIX JTAHHBIX ...vveetvveeutreassteeessteesssseesssseessssesssssessassessnssssssssessssseesnns 20
3.5. Open Catalyst Project (OCP): beHuMapKuHT aiCOPOIIMOHHBIX TIPOIECCOB .......eevnvee. 20
4. MeTo bl MAIIMHHOTO OOYYEHUS B MATCPHUATIOBEICHIM ...eevvvveervreessireessreesssnessssnessseesssenens 21
4.1. PerynsapusoBanubie perpeccuoHHble Mojenn: L1 u L2 Cenekmus ......ocoovvvrrineennnennne 21

4.2. Random Forest (Cryuaiinslii iec): AHcaMOinpoBaHue Ha TAOJIMYHBIX PU3HAKAX ....22

4.3. XGBoost (OKCTpeMaNbHbBIA TPATUEHTHBI OYCTHHT) ....ecvviveeiierisieesieene s e 23
4.4. Support Vector Machine (MeTo 1 OHOPHBIX BEKTOPOB) U SIIPOBBIA TPIOK.......ccvvrvvnee. 23
4.5. I'my6okoe o0ydyenue (Deep Learning) 1 mpecTaBIeHNE MOTCHITUATIOB ........ccvervvennes. 24
5. IlpencraBiieHrne KPUCTAIUITMUECKUX CTPYKTYP JIJISI MAIIUHHOTO OOYUCHHS «...vvvevveeneeeenenene 26
5.1, JICCKPHIITOPBI COCTABA .....uvviureeereasreesnreasseessneasnesssneaasesssseasseessneesnesssneessesasneesnessnneessenas 26
5.2. CTPYKTYPHBIE JECKPUIITOPDBL. ..c.vvieureeereasreessreasresssneesseessreassesssneesnesssneessesssneesnessneessenas 26
5.3. SOAP (Smooth Overlap of AtOMIC POSITIONS) .....ccvoiviriiiiiiiiiiicese e 27
5.4. Voronoi descriptors ([leckpunTopsl Ha OCHOBE MOIHIIPOB BOPOHOTO) ... 28
5.5. Graph representations (I'pad)OBBIE IIPEICTABIICHI ). ....evvevveveerririeeireesresieesieanesseennenns 31
6. I'PAPOBBIC HEMPOHHBIC CETH ......vveuvieneiseesteasresieesteassesseesseessesssesseessessnesbeesesnnesneenneasneaneenne e 33
6.1. CGCNN (Crystal Graph Convolutional Neural Networks) .........c.ccocevevvviierivereeseennnn. 33
6.2. MEGNet (Molecular Crystal Graph Networks)..........cocovoviiriiiieniieneeeceeeee, 35
6.3. ALIGNN (Atomistic Line Graph Neural Network)...........cccccoveveiieiiiiecic e, 37
6.4, MAtFOIMEN ..o 39
7. BBICOKOITPOU3BOUTEIBHBIA IIOUCK MATEPHATIOB. ....eivvriieirissiiresssreesssresssneesnnessneessnesssnns 41
7.1. DFT + Maching LEearniNg .........cccveiueieeieiieieesie et stee sttt te e sre e sre e et nne e 41
7.2. Active Learning (AKTHUBHOE OOYUCHME) .......ueervirviiieeiriiieiiiesiisisisieesnesnesseesnesessneesneens 42
7.3. Bayesian Optimization (baiiecoBckast ontumuzanust U QyHKIUU TOJIEZHOCTH) .......... 43
7.4. Autonomous Materials Discovery (ABTOHOMHBIH MOUCK MATEPHATIOB) .......ccvvereereannn. 46
8. MamuuHoe 00ydeHue JUIsl TBEPIOOKCUTHBIX TOTUTHBHBIX ATIEMEHTOB ... .eevvvveesrireesnieeesneeas 47
8.1. KATOIHBIE MATEPHATIBI .....cceuveeeitieaitieaieeeaieeessbeeeasbeeessbeeessbeeesnbe e e snbe e s sbseesnneesneeesnneeens 47
8.2. AHOJTHBIE MATEPHAIIBI +....vveeuutieeiteeasseesaseeesssseeasteeeasbeeessbeeessbeeeasbeeeasbeeaanseeaneeeaneeesnneeeas 50
I IO 31 (53 5y 010111 1 = PR 51
8.4. Ilpenckazanre KUCIOPOTHON HPOBOIUMOCTH ....everuvvrerureeessreressresssnessssesssssessssseessneeens 52

2



8.5. IIpEeCKABAHNE YCTOMUMBOCT .. veivvviesvieirietessiresssesssseessessssessbeessne e s s ssnaesneessneesnesssne e o4

9. MammHHOE O0OYUCHHE JITIST DITCKTPOITHBEPOB ... .vvveervreressreesssresessressssseessssesssssesssssesssseesssssessnns 55
9.1. SOEC (TBepa0OKCUAHBIC ITEKTPOIUZHBIC TUCHKHI)...eeeuvrreereesirieaiireesireesssneesseeesnnnas 55
9.2. ITpOTOHIPOBOIAIINE DTEKTPOIIHTBL .. ..cvvivverresressresseeseassesseessesssesseessesssesseessessnesseenneens 56
9.3. DIIEKTPOKATAIN3ATOPBI PACIIETIIIEHUS BOJIBL «...uvvivvieviisireeressireesnesssneessesssneesnessneessesas 61
9.4. Marepuanst 11t rSOC (OOpaTUMBIC TBEPAOOKCUITHBIC STTCHUKH) ....vvenvrenrienieeanveesenens 61

10. I'eHepaTUBHBINA UCKYCCTBEHHBIM MHTEIITICKT «..uvvvveeesserrreessnsnreeessnsssnssssssnnesssnsnnnsssssseeessnnnes 62
10.1. Diffusion Models (P DY3HOHHBIE MOIEIIH)......eeivveviairiiieeiiaiesieesieeeesiee e e 62
10.2. MAEIGEN ... 63
10.3. GNoME (Graph Networks for Materials EXploOration).............cccccceveriiineninineniennn, 64
10.4. Maremartudeckas ctpykrypa reaneparopoB CDVAE (Crystal Diffusion Variational
E N (0 1<] pToToo [T o TSP P TP UR PR PROPO 65
10.5. T'eneparusi HOBBIX OKCHUJTHBIX MATEPHATIOB. . .cc.uvveerurreesurreassreesssreesssseesssneessneesseeesnnns 70

11. IHTEPIPETUPYEMOCTD MOMEIICH ...c.vveiureeieeeieesieeeteesieeesieessseesbeessneesseesnneesbeesnneesneesnneenneens 70
11.1. Maremarnueckuii anmapatr SHAP (Shapley Additive exPlanations) ..........cccccvvvenee. 70
11.2. Metpuku Feature Importance B APEBOBUIHBIX AHCAMOIIAX .....vvvverrvveesureesireeseneesnenes 71
11.3. ®usnuecku napopmupoBanHoe MauHaoe ooyuenue (Physics-Informed ML) ....... 72

12 OrpaHU4eHHS CYIIECTBYIOMIUX TIOJTXOIOB ..cuuvveestreessrreessteesssseeessseesssseessssessssseesssseesnsnessnes 73

12.1. HenoctaTtok 3KCepUMEHTANbHBIX JaHHBIX U Ipo0ieMa "myOnuKalnoHHOro caBura”

.............................................................................................................................................. 73
12.2. IIpobnema nepenoca mozenel (Transferability) U SKCTPANONALNH ......coevvevvernveennnns 74
12.3. MonenupoBaHue METacTaOUIBHBIX (a3 U KOHPUTYPALUOHHON SHTPOIHH ............... 75

12.4. MacmtaGHbIi pa3pbIB: YUeT pealbHbIX 1e()EeKTOB, TeTePOCTPYKTYP U TPaHUI] 3€PEH

13.1. Self-driving laboratories (Camoympasisiemsie 1abopatopun) u UM -opkectparms ... 79
13.2. Autonomous synthesis (ABTOHOMHBIN pOOOTU3UPOBAHHBIN CHHTE3)....ccvvveveerureeennns 79

13.3. Ilucpossie nBoiinuku Matepuainos (Digital Twins) u MHOromacmradHoe
MOJIETTIPOBAHIIE .......veeaveeenreeseeeasseesseeasseessneasseeaseeasneesseeasseease e e sneease e e teenmeeesneeabeeanneennneeneennnean 80

13.4. CxBo3Hnas unTerpauus UM u operando-AHATHOCTUKH .........oocveereerreenieenneenieeaneeninens 81
14. Keiic-ctaau npuMeHEHHUs MAIIMHHOTO O0YYEHHUs JJIs TIOMCKa MIPOTOHITPOBOISIIETO

AMEKTPOITATA BAZIT() 4SC0603-5 «vevveenreerireiiieiiiiaitie st ettt ettt ettt ettt n e 82

14.1. TlocTraHOBKA MAaTEPHATOBETICCKOM BATIATM .....vvveenrreesurreessreesssneesssseessnneesssseesseeesnsns 82

3



14.2. Dxcnpecc-CKpUHUHT U TEHEPALIUS JECKPHUIITOPOB. ....ccuviererisriesiersriessessseesiessneessnnas 82

14.3. GunbTpanus CypporaTHbIMUA MOJACIISAMHU U PETPECCUOHHBIN QHATMMS ......eeenvveernveeenneee 83
14.4. DxcnepuMeHTalIbHAs BaJIUALNS U CBOMCTBA OTKPBITOTO MATEPHAIIA ....vvrveeereeniesss 84
14.5. BoiBox my1si ClOSEd-100P KOHBEHEPA ....cvveveiiieniiiiie ittt 85

15. BerurciuTenbHbINA IPUMEP MHBEPCHOTO JIM3aliHa KaTOAHOTO MaTepHualia Co CTPYKTYpOil

Pannnecnena—Ilonmepa Bag.g5Cap.05C€0.50Z10.30 Y 0.10SC0.10035 vveevrerrrvreriiirrmmiriesiiiessnineesiineens 86

15.1. ITOMIATOBBIA ITYTD TIOMCKR .....vvevriesreeairiesseessreessesssneessesssreessesssneesnesssneesnessnneesneesnneennenas 86
160, BAKITEOUCHIIEC ...t estee st aie et e st e e e s s et e e s e et e nme e e b e e e be e et e e e ee e e b e e e be e e nn e e nneeanneennneas 91
CIHUCOK JIUTEPATYPDL ...ttt 94



AHHOTAIUA

B nacrosmem 0630pe cucTeMaTH4eckK pPacCCMOTPEHBI COBPEMEHHBIE MOIXO0bl K MHTErPAIlH
MAaIIMHHOTO 00YYEHHs U XMUMHHU TBEPJOTO TeJa JJIsl HAIPaBJICHHOTO AU3aiiHa M YCKOPEHHOTO
MOUCKA AIIEKTPOXUMHUYECKHUX MATEPUAIIOB JIJIsl TBEPIOOKCUIHBIX TOIUIMBHBIX 3JIEMEHTOB,
TBEPAOOKCUIHBIX JIEKTPOJIU3HBIX SUEeEK U 00PATHMBIX TBEPJOOKCHUIHBIX CUCTEM.
OO6cyxaensl pyHIaMeHTaIbHBIE KPUCTAIUIOXUMUYECKUE U TePEKTHO-XUMUYECKUE (PaKTOPHI,
OIPEEIISIONINE HOHHBII TPAHCIIOPT, HPOTOHHYIO M KHCIOPOHYIO TPOBOUMOCTb,
XUMHAYECKYIO CTA0MIIBHOCTD M 3JIEKTPOKATATUTHYECKYIO AaKTUBHOCTh MaTEpPHAJIOB.
[Tpoananu3upoBaHbl BO3MOKHOCTH IPUMEHEHHS KPYITHBIX BEIYUCIUTENBHBIX 0a3 TaHHBIX
MaTepuaioBeneHus, Bkiaodas Materials Project, OQMD, AFLOW, NOMAD u Open
Catalyst Project, B kauecTBe OCHOBBI [UIsl [IOCTPOCHHS MOJIEIICH MAIIMHHOTO O0Y4YCHUS U
BBICOKOTIPOU3BOJUTEIHHOTO CKPUHUHTA.

PaccmoTpena 3BoIToIIMS. METO/IOB IPOTHO3UPOBAHUS CBOMCTB — OT PETYJISIPU30BaHHBIX
perpeccuonHbix Mojenei, Random Forest, XGBoost u MeTo10B ONOPHBIX BEKTOPOB JI0
riybokoro o0yuenusi, rpadosbsix HelipoHHbIX ceTeit CGCNN, MEGNet, ALIGNN u
apXHUTEKTYp Ha OCHOBE MEXaHW3MOB BHIUMaHUs. Oco00e BHUMaHKE YeNIeHO PEACTABICHUIO
KPUCTAJUTUYECKUX CTPYKTYP C UCIIOIB30BAHUEM JIECKPUIITOPOB COCTaBa, CTPYKTYPHBIX U
TeOMETPHUYECKUX JIecKpunTopoB, popmanuzma SOAP, momsapoB BopoHoro u rpadoBbIx
npencrasieHuit. O6o01mens! crpateruu uaTerpaunu DFT-pacueToB ¢ MammmHHBIM
oOydeHneM, aKTUBHBIM 00y4YeHHEM, 0alieCOBCKOM ONTUMHU3ANMEH U aBTOHOMHBIM TIOUCKOM
MaTepHAaJIOB.

OTnenpHO pacCMOTPEHBI BO3MOKHOCTH F€HEPATUBHOIO HCKYCCTBEHHOI'O MHTEIIEKTA U

1 Py3MOHHBIX MOJIEIEH TSI ”HBEPCHOTO AM3aifHa HOBBIX KPUCTAIIMUYECKUX MaTepHalioB, a
TaKXe METO/Ibl HHTEPIPETUPYEMOCTH MO/IeIel U pU3NUecKu HHPOPMUPOBAHHOTO
MamuHHOTO 00y4yeHus. [Ipoanann3upoBaHbl MPUKIIAAHBIE HATIPABICHUS UCTIONb30BAHUS
HCKYCCTBEHHOI'O MHTEIIEKTA JJIs1 ONTUMHU3ALUU DJIEKTPOJIUTOB, KATOL0B, AHOJ0B U
JNEKTPOKATAIM3aTOPOB TOIUIMBHBIX JJIEMEHTOB M JIEKTPOoNIHU3epoB. Ha ocHOBE paccMOTpeHHs
CKBO3HBIX IIPUMEPOB IOUCKA MPOTOHIIPOBOAALIUX IEKTPOJIUTOB ITIOKa3aHa BO3SMOXKHOCTb
repexoa OT TPAAUIMOHHOIO IUKJIA «CUHTE3—XapaKTepU3alusai—ONTHMHU3ALUD) K 3aMKHYThIM
BBIYUCIIUTEIIBHO-OKCIIEPUMEHTAIbHBIM KOHBEHEepaM. BBIABIEHBI KIIOYEBBIEC OTPAHUYECHUS
COBPEMEHHBIX MOJXO0B, CBA3aHHbIE C NEPUIIUTOM IKCIIEPUMEHTAIbHBIX IaHHBIX,
MIEPEHOCUMOCTBIO MOJIeNel, SKCTpanosAIMel, OMMCAHNEM METacTa0MIbHBIX (a3, peaabHbIX
ne(eKTOB, TPaHUL] 3epeH U reTepocTpyKTyp. OOCYXIeHbI IEPCIIEKTUBBI Pa3BUTHUS
caMOyIIpaBiIsieMbIX JJa0OpaTOPHii, aBTOHOMHOT'O CHHTE3a, IU(PPOBBIX JBOWHUKOB MaTEPUAIOB
Y MHTETPaIMi KCKYCCTBEHHOTO UHTEIJICKTa ¢ Operando-1uarHocTHKOii.

KuroueBrble cjioBa: ManmHHOE 00y4eHUE; UICKYCCTBEHHBII MHTEIJUIEKT; MH(pOpMaTHKa
MaTepuasoB; XUMUs TBEPAOIO TeNa; JIEKTPOXUMUYECKUE MAaTEPUAIIbl; TBEPAOOKCUIHBIE
TOIUIMBHBIE 3JIEMEHTHI; TBEPAOOKCHIHBIE IIEKTPOIN3HBIC TYEHKH; IPOTOHHBIE TPOBOIHUKH;
KHUCJIOPOAHbIE BaKaHCUH; rpad)oBble HEHPOHHBIE CETH; BBICOKOIIPOU3BOAUTENbHBIN
CKPUHHUHT; T€HEPATUBHBIA HCKYCCTBEHHBIM MHTEIVIEKT; NHBEPCHBIN AU3aliH MaTEpHAJIOB;
BOJOPOJHAs DHEPreTUKA.

This review provides a systematic analysis of modern approaches to integrating machine
learning with solid-state chemistry for the targeted design and accelerated discovery of
electrochemical materials for solid oxide fuel cells, solid oxide electrolysis cells, and



reversible solid oxide systems. The fundamental crystallochemical and defect-chemical
factors governing ionic transport, protonic and oxygen-ion conductivity, chemical stability,
and electrocatalytic activity are discussed. The potential of large computational materials
databases, including the Materials Project, the Open Quantum Materials Database, AFLOW,
NOMAD, and the Open Catalyst Project, as foundations for machine-learning models and
high-throughput materials screening is analyzed.

The evolution of predictive approaches is reviewed, ranging from regularized regression
models, Random Forest, XGBoost, and support vector methods to deep learning, crystal
graph neural networks, including CGCNN, MEGNet, ALIGNN, and attention-based
architectures. Particular attention is given to the representation of crystal structures using
composition-based, structural, and geometric descriptors, the Smooth Overlap of Atomic
Positions (SOAP) formalism, Voronoi-based descriptors, and graph representations.
Strategies for integrating density functional theory calculations with machine learning, active
learning, Bayesian optimization, and autonomous materials discovery are summarized.

The capabilities of generative artificial intelligence and diffusion-based models for the
inverse design of novel crystalline materials are also considered, together with approaches to
model interpretability and physics-informed machine learning. Applications of artificial
intelligence to the optimization of electrolytes, cathodes, anodes, and electrocatalysts for fuel
cells and electrolyzers are reviewed. Based on representative end-to-end examples of proton-
conducting electrolyte discovery, the potential transition from the conventional “synthesis—
characterization—optimization” cycle toward closed-loop computational-experimental
workflows is demonstrated. Key limitations of current approaches are identified, including
the scarcity of experimental data, limited model transferability, extrapolation challenges, and
difficulties in describing metastable phases, realistic defects, grain boundaries, and
heterostructures. Future directions involving self-driving laboratories, autonomous synthesis,
materials digital twins, and the integration of artificial intelligence with operando diagnostics
are discussed.

Keywords: machine learning; artificial intelligence; materials informatics; solid-state
chemistry; electrochemical materials; solid oxide fuel cells; solid oxide electrolysis cells;
proton conductors; oxygen vacancies; graph neural networks; high-throughput screening;
generative artificial intelligence; inverse materials design; hydrogen energy.



1. BBenenune
1.1. Poab MaTepuaioB B pa3BUTHH BOJAOPOAHOI IHEPIreTHKH

[Tepexon k yriiepoaqHO-HEUTPAIbHOW S3KOHOMUKE U MUHUMU3ALUS aHTPOIIOTEHHOTO
BO3JICUCTBUS Ha KIIMMAT TPEOYIOT paJiKaaIbHOM MEPEeCTPONKHU TII00aTHHOTO
AHEPTEeTUYECKOr0 ceKTopa. B 3Toi TexHOMOrn4Yeckoit TpancopmMaluu BoJOpO HAS
OHCPICTUKA 3aHUMACT HCHTPAJIbHOC MECTO, BLICTYIIAA B KAYCCTBC YHUBCPCAJIIBHOT'O
HEPTOHOCUTEIIS, CIOCOOHOTO CBSI3aTh BO30OHOBIsIeMble HCTOYHHUKH dHeprun (BUD) ¢

KOHCYHBIMH HOTpe6I/ITCHHMI/I.

KittoueBbIME TEXHOJIOTUYECKUMU Y3J1aMU BOJIOPOJIHOTO ITUKJIA SBJISFOTCS MIPOIECCHI
BbICOK03()(DEeKTUBHOI IreHepaluy BOJIOPOJIa U €ro MOCIEAYIOIIeH KOHBEPCHH B
ANEKTPUYECKYIO U TEIUIOBYIO SJHEPTHIO. DTY 3a7a4y PElIaloT TBEPA0OKCHIHbIE TOMIUBHBIE
snemenTsl (TOTI, SOFC) u TBepaookcHIHbIE dJIeKTpou3HbIe siueiiku (TOJ, SOEC),
BKutouas ooparumelie cucteMsl (ISOC). Kak oTmedarot B cBoeil pyHIaMeHTalIbHOI 0030pHOMA
pa6orte S. Skinner, J. Kilner u coaBropsI [1], 3¢ dekTuBHOCTD, peCypc 1 KOMMEpUYECKast
KHU3HECIIOCOOHOCTh IAHHBIX YCTPOUCTB HAIIPSIMYIO OTIPEICIISTIOTCSI CBOMCTBAMU

HCIIOJIB3YCMBIX q)yHKIII/IOHaJII)HBIX MaTCpUAJIOB: SJICKTPOJIUTOB, AaHOJOB U KaTOAOB.

CoBpeMeHHBIH Tan pa3BUTHS XMMUW TBEPAOTO TeJla HAllPaBJIeH HA CO3JJaHNE MaTEepPHajIOB
HOBOT'O ITOKOJIEHHUS, CHOCOOHBIX CTAOMIIBHO (DYHKIIMOHUPOBATh B CPEAHETEMIIEPATYPHOM
nuanazone (500-700 °C Bmecto TpaaunnoHHbx 800—1000 °C). CHmxkeHmne padboueit
TeMIIepaTypbl KpUTHUECKH Ba)KHO ISl IPEAOTBPALLCHUs Aerpadaluu UHTepdeicos,
MOJIABJICHUS] HEXKENATELHOTO MEK()a3HOTO B3aMMOICHCTBHS U UCTIONIB30BaHUs Ooiee

JOCTYIHBIX KOHCTPYKIIMOHHBIX MaTepHalIoB (Harpumep, GeppuUTHBIX CTaJEH).

OpHako mepexo/ B CpelHeTEMIIEPATypHYIO 00J1aCTh CYILIECTBEHHO MOBBIIIAET TPEOOBAHUS K

KHHETHUKE IICPCHOCA 3apsa. I[J'Iﬂ 9TOro HeO6XO,Z[I/IMLIZ

e HHHOBAaNMOHHBbIE JIEKTPOJHUTBI: MATEPHAIIBI C YIBTPAHU3KUM COIIPOTHUBIEHUEM
MOHHOMY (KHCJIOPOITHOMY WJIM MPOTOHHOMY) TPAHCIIOPTY U MPEHEOPEKUMO MaJIoi
AJIEKTPOHHON TPOBOAUMOCTHIO. I[T0o1poOHBIi pa3dop MeXaHM3MOB UX
¢bynkuroHnupoBanus npejacrasieH B Pasaene 2.3 (KucnopoaHsie BakaHcun) U
Pa3nese 2.4 (IlpotonHas npoBoauMOCTh). [IprMepsl HX YCKOPEHHOT O TOUCKa

METOZaMHU UCKYCCTBEHHOI'O MHTEJUIEKTa onrcansl B Pa3znene 8.3 u Pa3znese 9.2, a



CKBO3HOM MOUIAroBbIN MPUMEP OTKPBITHS BBICOKOCTAOMIBHOTO IPOTOHITPOBOASIIIETO
AJICKTPOJIUTA JETAIBHO pa3oOpan B Pa3nese 14.
¢ BpicOKOAKTHBHBIE 3JIEKTPO/AbI: CMEIIAHHBIE HOHHO-AJIEKTPOHHbIE MPOBOIHUKH
(MIEC) co cTabuiibHOM HAHOCTPYKTYPOii, 00ECIICUNBAIOIINE BBICOKYIO CKOPOCTh
peakuuii BoccranoBieHusi/okuciaenus kucinoponaa (ORR/OER) u
okuciacHus/BoiaeaeHus Bogopoaa (HOR/HER). ApxutekTypa # METOIbI
ONTUMHU3ALMU JAHHBIX CUCTEM C MOMOIIbI0 anroputMoB M npoananuzupoBaHsl B
Pasnenax 8.1, 8.2 (st TOTO) u Paznenax 9.3, 9.4 (nns TOD). [IpakTuueckuit
TMOIIIATOBBIN MPUMEP HHBEPCHOTO TU3aliHa BEICOKOAKTUBHOTO OE3CTPOHIIUEBOTO
KaTOAHOT0 MaTepuaia BoiHeceH B Pa3nen 15.
Taxum o6pazom, UMEHHO IIporpecc B 001acTu (HyHAaMEHTATBHOTO MaTepUaIoBEICHUS
SIBJISICTCS TJIABHBIM JTUMUTHPYIOIIHM (DAKTOPOM U OJTHOBPEMEHHO JIBIIKYIIEH CHIION

pa3BUTHUS BOJOPOIHBIX TEXHOJIOTUI.
1.2. OrpanuyeHus TPAAUIHOHHOIO MOAX01a KCHHTE3—XaPAKTEePU3ANUA—ON THMHU3ALHS)

Kitaccnueckas mapaaurma pa3paboTKH HOBBIX HEOPTaHUYECKUX COEIUHEHHI B XUMHHU
TBEPJIOTO TEJIa Ha MPOTHKEHUHU JIECATHIIETHI Oa3upoBaiach Ha JJMHEHHOM SMITHPUYECKOM
[IUKJIE: «CHHTE3 — XapaKTepHu3amust — ONTHMHU3AIUSA CBOMCTB». DTOT MOAXO0 OMUPAETCS
Ha MHTYHUIIUIO MCCeIoBaTesst, MeTo 1 mpod u omuboxk (trial-and-error), a Taxxe Ha
MOCTEMEHHYIO XMMUYECKYI0 MOAMMDUKAIHIO (JIOMUPOBAHUE) yXKE U3BECTHBIX 0a30BbIX
CTPYKTYPHBIX MaTPHII, TAKMX KaK MEPOBCKUT, (DIFOOPUT WIIA MHUPOXIIOPHI, YTO MOAPOOHO

paccMaTpruBaACTCA B KOHTCKCTC KPUCTATNIOXUMHUYCCKUX ITPHUHIUIIOB B Pa3)1e.11e 2.1.

B crathe A. Jain, S. P. Ong, G. Hautier u coaBTopos [2] moguepkuBaeTcs, 4T0

Tpa)II/IHI/IOHHI:Jﬁ moaAXO0d CTOJIKHYJICA CO CIICAYIOIIUMH KCCTKHUMU OTPaHUYCHUAMMU:

e Hu3kas CKOPOCTH M BBICOKasi CTOUMOCTD: IToaHBIN UK OT TECOPCTUICCKOTO
000CHOBaHUS A0 na6opaTopHor0 CHUHTC34a, pCHTTCHOCTPYKTYPHOI'O aHaJIn3a,
HU3MCEPCHUA DJICKTPOXUMHUYCCKUX CBOMCTB METOJaMH I/IMHGI[aHCHOI\/'I CIICKTPOCKOIINHA 1
TECTUPOBAHUA HA JOJITOBPEMCHHYIO CcTaOMILHOCTH OJHOI'0 CJIOXHOI'O OKCHJa
3aHUMACT OT HCCKOJIbKUX MCCALICB 10 HCCKOJIBKUX JICT. HapaCTaIOH_II/Iﬁ I[e(i)I/ILII/IT
OKCIICPUMCHTAJIbHBIX JAHHBIX JJISA O6y‘-ICHI/I$I COBPCMCHHBIX NMPECAUKTUBHBIX Mozeaen

KoHcTaTupyercs B Paznmesie 12.1.



e ¥Y30cTh HCCIEAYeMOro NPOCTPAHCTBA: XUMUYECKOE MPOCTPAHCTBO
HEOPraHUYECKUX KPUCTAIIOB KOJIOCCAIBHO (110 oieHKaM, 6osee 10'° BO3MOKHBIX
CTaOWJIBHBIX YETBEPHBIX M O0JIee CIOXKHBIX cucTeM). UenmoBeueckuit hakTop
OTpaHUYMBACT MOUCK Y3KMMHU U XOPOIIO U3YYEHHBIMHU KJIACCAMU COCUHEHUH,
OCTaBJIsis 32 PaMKaMH BHUMAaHUS IIPUHITUITHAIEHO HOBBIE KpUCTAILIOTpaguuecKue
($hazel. MeToapl IPEOI0JICHHS 3TON TTPOOJIEMBI ¢ TOMOIIBIO TeHepaTuBHOro M
npuBoasTcs B Paznese 10.

e UM30,1MpOBAHHOCTD (KHETATHBHBIX») Pe3yJbTATOB: JKCIIEPUMEHTAIbHbBIC HEYAaU1
(Hampumep, Korja CHHTe3upoBaHHas ¢aza okazajgach HeCTAOMIBLHOM WUIIH MOKa3ala
HU3KYIO POBOJUMOCTD) MPAKTHYECKU HUKOTIa HE MyOIMKYIOTCS B HAYYHOU
nepuoauke. [IporcxoauT norepss KPUTHISCKU BaXKHBIX TAaHHBIX, & IPYTHE HAYJHBIC
TPYMIBl HOBTOPHO COBEPIIAIOT TE€ KE OMIMOKH.

e BpruuciauTe/bHbIA TYNIHK KBAHTOBOW XUMHH: PacueTsl U3 NepBbIX NPUHIUIIOB
(Ab initio / DFT) coBepuiniy peBOIOLUIO B MATEPHATIOBEAYECTBE, OJHAKO TOUYHOE
MOJIETTUPOBAaHUE MAKPOCKOMUYECKINX KUHETUYECKUX CBOMCTB (HApUMep, SHEPTHH
axtuBanmu 1 dy3un nepexToB, TemrnepaTypHbIx KO3 UIIMEHTOB PacIIUPEHUS)
JUTSI CJIOKHBIX Pa3yMopsiIOUCHHBIX CUCTEM TPEOyeT OrPOMHBIX CYNEPKOMIBIOTEPHBIX
PECYPCOB U HE MacIITabHpyeTcs Ha MIILTHOHBI coeauHenuii. Orpanuuenus DFT-
MOJIETTUPOBAHUS IPU yUeTe peanbHbIX 1e(hDeKTOB U TpaHUI] 3epeH pa3o0paHbl B
Paznene 12.4.

B ycrnoBusix, korjia KimMaThyeckas moBecTka TpedyeT hopCcupoOBaHHOTO BHEIPEHUS
BOJOPOJHBIX TEXHOJIOTUH, TPAAUIIMOHHAS TPUAJa «CUHTE3—XapaKTepu3alusa—ONTUMU3AIIHS)
MpeBpalaeTcs B y3Koe TOPIBIIIKO, 3aMeIISoNIee TTI00aTbHbIA TEXHOIOTUYECKUH TpaHcdep,
4TO JIeTAILHO apryMeHTHpytoT J. Gomes, B. Meredig u coaBTOpBI B CBOCH MPOrpaMMHOMN

pa6ore [3].
1.3. Konuenuusa Materials Informatics

J1J1st IpeoI0NCHHST OTPAHUYCHUH SMITUPUIECKOTO0 1moaxo/a B Hadane XX| Beka
copmupoBaIach HOBast MEXKTUCIMILTHHAPHAS 001aCTh 3HAHUS — WH(OPMATHKA
matepuaios (Materials Informatics). Kak ¢popmynupyer B cBoeM KitacCHUeCKOM 0030pe
K. Rajan [4], nanHoe HampaBJeHUE MPECTaBIAET COOO0M MTyOOKYIO HHTETPAIIMIO XHMHUH
TBEPJIOTO Tela, PU3MKK KOHJACHCUPOBAHHOTO COCTOSTHUS, 00sbiuX AaHHbIX (Big Data) u

HCKYCCTBCHHOI'O MHTCIIJICKTA (BKJ'IIO‘IEUI MAalIMHHOC U FHYGOKOG 06yquI/Ie). I/IH(bOpMaTI/IKa



MaTepHAJIOB PACCMaTPUBACTCS MUPOBBIM COOOIIIECTBOM KaK «9aCcTO PacCMaTpUBAETCS Kak
YyeTBepTas NapaJuryMa HayqHbIX UCCIICAOBAHUI (TTOCIIE SMITUPUUIECKON, TEOPETHUECKON U

BBIYUCIIUTEIILHON).

Bmecro nociieoBatenbHOr0 U3y4eHus eAMHUYHBIX 00pasuo Materials Informatics
OINEPHUPYET KOHIICIINEH MHOTOIIOTOYHBIX HU(PPOBBIX UCCIIEA0BaHMA. B (hyHIaMeHTAIEHOM
0630pe J. Schmidt, L. Himanen u coaBTopoB [5] BEIAEIAIOTCS TPH CTOJIIIA, HA KOTOPBIX

0a3upyeTcs NaHHbBIN TOIXO0I:

e Iludposas penpe3eHTanusi BelecTBa: NpeoOpa3oBaHUE CIOKHON TPEXMEPHOH
KPUCTAJUTMIECKOM CTPYKTYPBI, paclpeieICHUs JIEKTPOHHOH IJIOTHOCTH U 1e(heKTOB
B MaTeMaTHYECKUE BEKTOPBI, IECKPUIITOPBI COCTaBa U rpadbl, MPUTOTHBIC TS
00pabOTKH KOMITBIOTEPHBIMHU aJrOpUTMaMH. MaTeMaTHYeCKui 0a3uc IeCKPUIITOPOB
1 TpadOBBIX MPEACTABICHUH IeTalbHO pa3BepHYT B Pa3iene 5 u Pazaede 6.

e Data-driven qu3aiin: u3BJicuCHHE CKPBITHIX, HETMHEHHBIX 3aBUCUMOCTEH
«CTPYKTYypa—CBOMCTBOY» M3 TUTAHTCKUX MAaCCUBOB HAKOIUICHHBIX JTAHHBIX 0e3
HEOO0XOMMOCTH TPEABAPUTEIHHOTO IETATLHOTO aHATMTHYECKOTO BBIBO/IA
dusnueckux ypaBHenuii. Kimrouesbie 6a3b1 nannbix (Materials Project, OQMD,
AFLOW, NOMAD, Open Catalyst), BeicTynatomue pynaamentom s data-driven
nojxoja, onucansl B Pa3nesne 3. Maremarudeckuii anmapar anroputmoB (ot Random
Forest 1o Deep Learning) npencrasien B Pazaesne 4.

e BupryajabHblii BICOKONPOU3BOAUTEIbHBIN CKPUHUHT: TIPEIBAPUTEIBHBINA 0TOOP
MHIJUTMOHOB BUPTYaJIbHBIX XUMUYECKUX COCTABOB C IIOMOIIBIO0 00Y4YEHHBIX
CTaTHCTHYECKHX (CYppOraTHBIX) MOJENeil. TO TO3BOJISET CYIIECTBEHHO COKPATUTh
YHCIIO KAHAUIATOB, TPEOYIOIIMX TOPOTOCTOSIIMX PACYETOB HIIM SKCIICPUMEHTAIBHOI
MPOBEPKH €IIIe JI0 HavaJla peabHbIX BHIYMCICHUN WM CHHTE3a. MEeTOIOJIOTHsl TAKOTO
ckpununra (coueranue DFT + ML, anroputmer Active Learning u Bayesian
Optimization) npusencua B Paznesne 7.

Wudopmarrka MatepuanoB cMmemiaeT Gokyc paboThl HCCIASIOBATENS C PYyTUHHOTO
71a00paTOPHOTO MOKCKA Ha YIIPABICHHE HHTEIUICKTYaIbHBIMU aJITOPUTMAMHU, KOTOPHIC
CaMOCTOSITENIFHO OCYIIECTBIISIOT HABUTAIIMIO B MHOTOMEPHBIX XUMUYECKHX MTPOCTPAHCTBAX,

TpaHc(hOPMHUPYSCh B IEPCHEKTHBE B MOJHOCTHIO aBTOHOMHBIE JlabopaTopuu (cMm. Paznen

13.1u 13.2).
1.4. Lean u 3ax1aum 0630pa
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eabr0 HacTOAIET0 0030pa SABIIACTCS CUCTEMATUYECKUN U KPUTUYECKHUI aHATU3
COBPEMEHHOT'0 COCTOSIHUSA, METOJOJIOTUYECKUX OCHOB, JOCTUKEHHI U KIIIOYEBBIX BHI30BOB B
O6HaCTI/I HHTCrpalliyi MallIMHHOT'O O6y‘1€HI/I$I 1 XUMHU TBEPAOIro TCJIa IJId HAIIPpABJICHHOT'O
JU3aifHa U YCKOPEHHOTO TTOMCKA MIEKTPOXUMUUYECKUX MATEPUAIIOB (JIEKTPOIUTOB, KaTOAOB,

aHOI[OB) AJI TOINIMBHBIX 3JIEMCHTOB U 3JICKTPOJIMN3CPOB.
HJ’I?I JOCTHIKXCHHUA IMOCTaBJICHHOU eI B paMKax o63opa pelIaroTCs ClIeayIoIue 3aJa4m:

1. PaccmoTtpeTh pyHIaMEHTATBHBIC KPUCTAUIOXMMAYECKHUE TIPUHITUITBI U 3aKOHBI
neGeKTHON XMMHH OKCHIIOB, ()OPMHPYIOIIUE [IEIEBhIC CBOMCTBA IIEKTPOXUMUICCKUX
MaTepHaoB (IPOTOHHYIO ¥ KUCIOPOJHYIO IIPOBOJUMOCTb, CTaOMiIbHOCTD) (Pa3nen
2).

2. [IlpoaHamu3upoBaTh CYIIECTBYIONIYIO HHPPACTPYKTYPY OOJBIINX TaHHBIX B
MaTepUATIOBEICHUH, BKJIFOUAsl KJIFOUEBbIC OTKPHITHIC 0a3bl JAHHBIX PACUCTHBIX U
IKCIIEPUMEHTAIBHBIX CBONCTB Heopranuveckux ¢as (Pasmes 3).

3. CucremMaTu3upoBaTh MaTEMATUYECKHE MOIXOIBI K MPEICTABICHUIO KPUCTAIUTMYECKIX
cTpykTyp ainst anroputmo MU, yaenus oco6oe BHUIMaHKE IECKPUIITOPOCTPOCHHIO U
rpadoBbeIM npeactaieHusm (Pasmen 5).

4. OueHUTh IBOIIOIHUIO APXUTEKTYP MAIIMHHOTO O0YUEHHSI: OT KIIACCHYECKHX
PETPECCHOHHBIX MOJETICH 10 COBpeMeHHBIX rpadoBeix HepoHHBIX ceTeld (GNN) u
Mo/IeIel TeHepaTHBHOTO HCKycCcTBeHHOTO nHTeIIekTa (Generative Al) (Pasznea 4,
Paznen 6, Pasgen 10).

5. Onucatb METOAOIOTUH BBICOKOITPOU3BOAUTEIBHOTO MOUCKA MaTEPHAJIOB C
3aMKHYTBIM 1ukiIoM (Active Learning, Bayesian Optimization, Autonomous
Materials Discovery) (Pa3nex 7).

6. O0600ImUTH NPUKIAAHBIE pe3yabTaThl npuMeneHust MW s ontumuzanuu
KOHKpETHBIX (pyHKIHOHANBHBIX ctoeB TOTD, TOD u rSOC (Pa3aen 8, Pazaen 9).

7. OueHHuTh NOIXObI K HHTEPIPETUPYEMOCTH TIOTYIaeMBIX MOIETICH MAIIMHHOTO
oboyuenus (SHAP, Feature Importance) u kormenmu Gpu3ndecKu
uHpopmuposanHoro MU (Pa3zgen 11).

8. BrLBUTH pyHIaMEHTAIbHBIE OTPAHUYEHUS CYIIECTBYIOIUX MOIX0A0B MAITUHHOTO
00y4YeHHS U OTPEEIUTh TOITOCPOUHBIE TIEPCTIEKTHBEI Pa3BUTHS TAHHOK
MEKIUCIHUTUIMHAPHOM o0mactu (Pa3men 12, Pazmen 13).

9. IIpoaeMOHCTPUPOBATH CKBO3HBIE MOIIArOBbIE IPUMEPHI YCIIEITHOTO YCKOPEHHOTO

MOMCKa HOBBIX MATCPUAJIOB: XUMHWYCCKU CTaOUIIBLHOTO BBICOKOIIPOBOJAICTO

11



poToHHOro 3tekTposuta (Pazaen 14) U BEICOKOAKTHBHOTO KaTo/1a CO CTPYKTYPOi

Pagmnecnena-ITommepa (Pasmen 15).

O0630p OpUEHTHPOBAH KaK Ha CIICIIHATUCTOB B 00JIACTH XUMHUU TBEPAOTO TN, CTPEMSIIIUXCS
BHEIPUTH METOJIbl HCKYCCTBEHHOTO MHTEIICKTA B CBOIO UCCIIEIOBATEIBCKYO MPAKTHKY, TaK
U Ha CICIMAIMCTOB M0 aHanu3y naHHbiX (Data Scientists), paboraronux Haj co3gaHneM

HOBBIX (pM3NYECKH NH(POPMHUPOBAHHBIX AJITOPUTMOB IS MATEPHATIOBEICHHUS.

2. XuMHUsl TBEPOI0 Tejia KaK 0CHOBA MPOEKTHPOBAHUS

JJNICEKTPOXUMHUYECCKUX MATECPHUATIOB
2.1. KpucraajgoxumMuyeckue MPUHIIMIBI M TeOMETPUYECKHE TECKPUIITOPbI

®dyH1aMeHTaIbHON OCHOBOM HANIPABICHHOTO IMOMCKA BHICOKOMPOBOISIINX U CTAOMIBHBIX
TBEPABIX JICKTPOIUTOB U JIEKTPOJIOB SIBISICTCS KPUCTAIUIOXUMHS, OTIPEISIISIFOIIIasT
MIPOCTPAHCTBEHHOE PACTIONIOKEHUE aTOMOB, TEOMETPHIO KOOPAMHANMOHHBIX ITOJIMAPOB U
MyTH MUTPAIlU¥ HOHHBIX HOCUTENCH 3apsia. B KOHTEKCTe cpeTHeTeMIIepaTypHbBIX
TBEPAOOKCUAHBIX TOIUIUBHBIX 31eMeHTOB (TOTD) u anexrponuzepos (TOI)
JOMHHHUPYIOIICE TIOJI0KEHHE 3aHUMAIOT TPU CTPYKTYPHBIX Kilacca: mepoBckuThl (ABO3),

(¢rooputsl (A03) u nupoxJopsl (A, B,07).

Kaxk nmoapo6no onmuckiBatoT J. B. Goodenough u coaBTopsl B CBOEH Kitaccu4eckoil pabote
[6], reomerpuueckas cTaOMIBHOCTH CTPYKTYpBI IepoBckuTa AB O3 eCTKO TUMHUTUPYETCS

(dakTopom TosepanTHocTH Nobammuara (t):

t = T4 + To
V2(rg +10)

T/I€ Ty, Ty Ul T9g — UOHHBIC PAJNYChl KATUOHOB MO3UIIMNA A (KOOPIMHAIIMOHHOE YHCIIO

CN = 12), B (CN = 6) u aHuOHa KHCJIOPO/ia COOTBETCTBEHHO.

e [lpu 3nauenusix 0.9 < t < 1.0 popmupyercs naeanbHas Kyondeckasi CTpyKTypa
(mpoctpancTBeHHas rpynna Pm3m), obecreunBaromas H30TPOIHbIH TpeXMepHbIi

TPAHCIIOPT HOHOB.

e CuHmxenue ¢akropa TojepanTHOCTH (t < 0.9) MPUBOAUT K KOONIEPATUBHOMY HAKJIOHY

1 TIOBOPOTY OKTa’aApoB B0, BbI3bIBas pomOuueckue (Pbnm) unu poMOosapuueckue
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(R3c) ucka)eHHUs, 4TO YBEIMYMBAET SHEPTUIO AKTHBAIIUM MUTPALIUH HOHOB M CYKaeT

KaHaJIbl IPOBOJUMOCTH.

s ctpykryp tuna durooputa (Hanpumep, Ce0,, Zr0, KPpUTHYECKUM JECKPUITOPOM
BBICTYIIaeT KpUTHUECKHi paauyc pomanta. J. A. Kilner B crarbe [7] mokasai, 4ro
MHHHAMHU3AIIHS SHEPTHHU JIOKAJIBHOTO YIIPYTOro HCKaKEHUS PEIICTKH MIPU 3aMEICHUH
MaTpuyHoro katuona A** nomanrom M3* obecneunBaeT MaKCUMAIbHYIO IIOABUKHOCTD
KMCJIOPOJHBIX BakaHcuit. CTenenb paccoriacoBanus paauycoB (AT = |Tmatrix — Tdopant|)
BBICTYIIAET KJIFOYEBBIM JIMHEHHBIM IPU3HAKOM IS KITACCHYECKUX MOJICIICH MAITHHHOTO

o0OydeHusl.
2.2. Tepmogunamuka aedexrooopazoBanus B Hotanuu Kpérepa—Bunka

DNEeKTpOXUMHUUYECKHE CBOMCTBA (PYHKLIMOHATIBHBIX MAaTEPHAJIOB B XMMUHU TBEPAOIO Teja
ONPEIEIAIOTCS HE TOJIBKO UX HI€ATbHON KPUCTALNIMYECKON MAaTPULIEH, HO U TUIIOM, A TaK)Ke
KOHIICHTpanuei Toueunbix aedexkroB. Onucanne neekroodpazoBaHus U
TEPMOIMHAMHUYECKOTO PABHOBECHSI TBEPI0(A3HBIX CUCTEM OCYILIECTBISETCSA CTPOro B PaMKax

Hotaunu Kpérepa—Bunka.

bazoBbIM TiporieccoM, HHAYIUPYIOITIM HOHHYIO IPOBOIUMOCTD B TBEPIBIX AICKTPOIUTAX
IIPH TETEPOBAICHTHOM aKIICIITOPHOM JOMUPOBAHUH (HAPUMED, TUOKCHIA ITUPKOHUS
OKCHJIOM UTTpHs, Y SZ, unu uepata 6apust okcugom uttpus, BCY), apnsercs
KBa3UXHMHUECKas peakius pacTBopenus npumecu. s ¢paroopurosoii MaTpuiibl AO:,

JTONHMPOBAHHOM aKIenTOpHBIM okcuaoM M.Os, ypaBHEeHNE UMeeT BU:

A0,
M,0; — 2My + 305 + V'
! v
rne M, — KaTHOH JI0NaHTa B y3JIe KaTHoHa MaTpulbl A, obsagaronuii 3¢ hekTuBHEIM
OTPHULIATENBLHBIM 3apAIOM -1 OTHOCHTENBHO penieTky, O — MOH KHCIOPO/Ia B CBOEM Y3JIE C

HeHTpalbHBIM AP GEKTUBHBIM 3apsAaoM, a V5" — ABaKbl MOJT0KUTENBHO 3apsKeHHas

BaKaHCUA KUCJIOPOAa, BRICTYIIAROIAass OCHOBHBIM HOCUTCIIEM 3aps/ia.

B cirydae snexTporHO-HOHHBIX TIPoBOgHUKOB (MIEC), ncnonp3yemMbIX B KauecTBE KaToI0B
TOTO (manpumep, La,_,S1,Co,_, Fe, 05_s — LSCF), konuenTpauus naepexron
CTaHOBUTCS CHJILHO 3aBUCUMOM OT NAaplMAIbHOTO JABJICHUs KMCIOPOAa (Po,) OKPYKaKoIehH

ra3oBOM CpeJibl U TEMIEPATYPhI, YTO OMUCHIBAETCS peakinel oOMeHa ¢ ra3om:
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1
502 +Vy* = 05 + 2h°

rae h® — ayeKTpoHHas! IbIpKa (TOJ0KUTENbHBIN 3JIEKTPOHHBIM HOCUTENb 3apsiia).
[IpuMeHeHue 3aKoHa ACHCTBYIOMIMX MACC K IAHHOMY PaBHOBECHIO MTO3BOJISIET PACCUUTATD

KOHCTAHTY XUMHWYCCKOI'0 paBHOBCCHUA Kox:
X °]2
[0o] - [1°]

Kox = 1/2
Vsl po.

Kak moxpo6no usznoskeno H. L. Tuller u coaBropamu B monorpaduu [8], pemenue
ypaBHEHUH DJIEKTPOHEHTPATBHOCTH COBMECTHO C BhIpaxkeHueM st K, mo3Bossier
MaTeMaTHYECKH [IPOTHO3MPOBATH MPOQHIIH 3JIEKTPOHHON U HOHHOM COCTABIIAIOIICH

IMPOBOAVMOCTH IIPU PA3JINYHBIX TCXHOJIOITHYCCKHUX PEIKHUMAX (1)yHKIII/IOHI/IpOBaHI/I$I

TOTO/TOD.

2.3. MexaHu3Mbl MUI'PpallMid 1 TEPMOAUHAMHUKA 6.1101mp013a}mﬂ KHCJIOPOAHBIX

BaKaHCH

Tpaucniopt nonoB kuciopoaa (O?7) B TBEpIBIX TENAX MPOTEKAET 10 BAKAHCHOHHOMY
MEXaHHU3MY, IPH KOTOPOM HOH COBEPIIACT MPBDKOK U3 3alIOJTHCHHOTO y3JIa PEIIETKU B
cocenHroro Bakancuto V. KoaddummeHt napiuaibHOl HOHHOH IPOBOAUMOCTH (0;)
MOIYUHSETCS KIIACCHYECKOMY TeMIIepaTypHOMY ypaBHEHUIO AppeHuyca:

Op Ea
a=7ew(~5%)
B

I71€ Go — IPEIIKCIOHEHIINAIBHBIA MHOXKHUTEINb, IPONIOPLHHUOHAIBHBIA KOHIICHTPALUH
HOCHUTEJIEN M 4aCTOTE MOIBITOK NPBIKKA, E, — IMOIHAs SKCIIEPUMEHTaIbHAs DHEPT U

aKTUBAIIMY IPOBOJUMOCTH, a kg — KOoHcTaHTa bonbiimana.

9Hepr1/151 AKTUBAUU NPCACTABIIACT coboit CYMMY ABYX TCPpMOAUHAMUYCCKHUX BCIINYHH,

JIeTaIbHO TPOaHATHM3MPOBaHHbBIX B pabore M. Saiful Islam [9]:

Eq = AHggsoc + AHmigr

* AHp,;4 (3HTANBLINS MUTPAIMHA): SHEPTETUYECKUI Oapbep, KOTOPBIA HOH JIOJIKEH

MIPEOJI0NIETh MPU MPOXOKACHUH YE€PE3 KPUTUUECKOE «Y3KOE TOPJIBIIIKO
(chopMHupoBaHHOE KATHOHAMHU PEIIETKH) B CEUIOBYIO TOUKY TIEPEXOTHOTO

COCTOsSIHHA.
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o AH ;o OHTANBbINSA acconuanum 1e¢eKTOB): SHEPTUS CBS3U, 00YCIOBICHHAS
KYJIOHOBCKHM HPUTAKCHUCM MCKAY ITPOTUBOIIOJIOKHO 3apPSA’KECHHBIMHA TOYCYHBIMU

nedexraMu, HalrpuMep, aKLIENTOPOM U BaKaHCHEH:
My+V5 =M, =V5']
[Tpu BBICOKMX KOHIIEHTPALMAX JOMAHTa BAKAHCHH OJIOKHPYIOTCS B TAKHX
AJIEKTPOCTATUYECKHX KJIACTepax, 4To MPUBOAMT K HAOIIOIaEMOMY SKCIIEPUMEHTAIBHO
[1a/IEHUI0 POBOAMMOCTH IIPU U30BITOYHOM JIETHPOBaHUHM. MoJiesin MallMHHOTO 00y4eHUs Ha

OCHOBE KBAHTOBO-XMMHUYECKHUX JIAaHHBIX HalleJIeHbl HAa MUHUMU3ANIO AH ;460 TIyTEM

1o100pa CO0MAHTOB.
2.4. OU3UKOXUMHUS MPOTOHHOI0 TPAHCIOPTA: YPaBHEHUS THAPATALUMA

B xnacce BBICOKOTCMIICPATYPHBIX NPOTOHHBIX IPOBOJHUKOB HA OCHOBEC IICPOBCKHUTOB
coctaBa A**B**O; (manpumep, BaZrOs, BaCeOs) TpancnopT HocuTenei 3apsaa CymecTBeHHO
OTJINYAETCS OT BaKAHCHOHHOTO nepeHoca O?. BHepeHue MpOTOHOB B CTPYKTYPY OKCHIA
MPOKMCXOAUT MyTEM TEPMOMHAMHYCCKHA 00OpATUMON peaKkiMy THAPATAIMH, TPOTEKAOIICH

BO BJIAXKHOU arMocdepe npu temmeparypax 300--600 °C:

H,0 (ra3) + V" + 05 = 20H,,

rne OHy nipencraBiisier coO0i MPOTOH, JTOKAIN30BaHHBIN HAa THOPUIHOM OpOUTAIH

MOCTHKOBOT'O aTOMa KHCIIopoia pemeTku (edekT ¢ 3¢ heKTUBHBIM 3apsaoM +1).

@yH/1TaMEHTAIIBHBINA MEXaHU3M TPAHCIIOPTA IPOTOHOB, U3BECTHBIN Kak MexaHu3M I'porryca
(3cTadeTHBIA MeXaHM3M), BKIFOYAET JIBE NOCIEA0BATEIbHbBIC CTA/IUH, IETAIBHO ONMKMCAHHBIE

K.-D. Kreuer B 0630pe [10]:

1. Poranus (BpamieHue): ObICTpOE BpallaTeIbHOE JBMKEHNE TPOTOHA BOKPYT sipa
KHUCJIOPO/a, XapaKTepu3yroleecs HU3KUM dHepreTruueckum dapbepom (< 0.1 3B).

2. Ilepeckok (TpaHCAsALUsI): IEPEHOC IPOTOHA OT OJHOTO HOHA KHUCIOPOJa K
COCEIHEMY BJI0JIb BOJIOPOJHOMN CBSA3H. DTa CTaus JMMUTHPYET OOLIYI0 CKOPOCTh
muddy3un u TpedyeT JOKaTLHOTO CONMKEHUS] aTOMOB KHCIIOPO/Ia 32 CYET TETUIOBBIX
KosiebaHui pereTku (POHOHHBIX MOJ).

Ouranenud ruapatanuu (AH SABIACTCS KIIOYEBBIM TEPMOJNHAMUYCCKUM
hydr
ACCKPUIITOPOM: CIIMIIKOM OTPULATCIBbHBIC 3HAYCHUA AH hydr 3aTPYHHAIOT ACTUIpATalndIo, HO

MOTYT CHU3UTDb NOABHUKHOCTD 3a CUCT CHJIbHOH JIOKaJIN3alluu IpoOTOHA, 4YTO ACJIACT ITOUCK
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ONTUMAIBHOTO OajlaHCa KPUTHICCKU BAKHON MaTEPHAIOBETICCKOMN 3a1aduei.
2.5. CBsI3b CTPYKTYPHI U CBOIICTB

[IpsiMast 3aBUCIMOCTD M@Ky KPUCTAJUINYECKON CTPYKTYPOH, 1e(hEKTHBIM COCTOSIHUEM U
MaKPOCKOIMYECKHUMH AJIEKTPOXUMUYECKHUMHU CBOWCTBAMH (DOPMUPYET CIO0KHBIH, CHIIBHO
HeJIMHEeHHbIN nanamadT, BU3yanu3anus 1 MaTeMaTHYeCKoe OITUCAHUE KOTOPOTro
CTaHJapPTHBIMU AaHAJIMTUYECKMMH METOIaMU 4acTO 3aXOIAT B TYNHUK.BiMsiHUE CTPYKTYpHBIX

(akTOpOB HA PYHKIIMOHAIBHBIE TAPAMETPhI WITIOCTPUPYET CIEAYIOIAs CXeMa:

Pucynok 2.1. B3auMocBs3b MeXAy CTPYKTYPHBIMU (haKTOPaMHU, XapaKTEPHUCTUKAMHU

peuieTky U QyHKIMOHAIBHBIMU [TapaMeTpaMi MaTepUaioB

XuMHUeCcKHIT COCTaB
H IONMHPOBAHUE

['eomeTpus pereTku
(PakTop TONEPAHTHOCTH 1)

VAR

HMckaxeHnsa nonusapos DHTanBMHA yIpyroi
1 cBOOOOHBII 00BEM nethopmannu
JuHaMika KpucTamInieckoil DHeprus accolnanm
pettetkn (DOHOHEI) nedektos (AH, )

N/

DHeprus MUTpPaLHH

HocuTeneil (AHmigr)

MaxpocKomiieckas mpoBOANMOCTE
u (pazopas cTaOUIIEHOCTE
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Kak momuepkuBaior T. S. Oh u coaBTopsI B CBOEH MeTo10/10rHUecKoi pabore [11],
MaJieiIIie U3MEHEHUs1 00beMa SJIEMEHTAapPHOM SYeHKH UK yria cBsisu B — O — B criocoOHBI
M3MEHATh HOHHYIO IPOBOAMMOCTD U KOHCTAHTY CKOPOCTH ITOBEPXHOCTHOIO 0OMeHa

KHCJIOpPOJa Ha HCCKOJILKO IMOPAIKOB.

Bbonee TOI'0, BBICOKAA MOHHAA IMPOBOJUMOCTDL 4aCTO BCTYIIACT B TCPMOJUHAMUYCCKOC
MPOTHBOPEUYHE C XUMUYECKOH CTaOMIIBHOCTBIO MaTepuaia. Hampumep, mepoBCKUTHI HA
ocHoBe BaCeO0; 06manatoT NpeBOCX0IHON NIPOTOHHON MPOBOIUMOCTBIO, HO JIETKO
paspymarotcs B atmocdepe, conepxkamieit CO, u H,0, ¢ o0pazoBaHHEM HUHIUBUIYaTbHBIX

KapOOHATOB U OKCHJIOB:
BaCeO3; + CO, = BaCO03 + CeO,

TpaauIMoHHbIM HHTYUTHUBHBIN MOUCK HE cIoco0eH 3G (HEKTUBHO pa3pelInTh STOT Ayalnu3M
«CTaOMITBHOCTh—TIPOBOIUMOCTEY». IMEHHO CII0’)KHOCTH, MHOTO(AKTOPHOCTh U HEJTMHEHHOCTh
B3alMOCBS3€H THUIIA «CTPYKTYpa—1e(eKT—CBOMCTBO» JIEIAI0T XUMHIO TBEPJIOTO Teja
UJealbHOM apeHoi 1 pa3BepThIBaHUS HHCTPYMEHTOB HH(GOPMATUKUA MAaTEPUaJIOB U
MalIMHHOTO 00yUYeHUsl, CIOCOOHBIX BBISBIISATH CKPBIThIE 3aKOHOMEPHOCTH B MHOTOMEPHBIX

IIPOCTPAHCTBAX MPU3HAKOB.
3. ba3nl HJAHHBIX /I MAaTEPHAJTOBCICHUA

3.1. Materials Project u marepgeiic MAPI

WNudpactpykTypa cCOBpeMEHHBIX HCCIEA0BaHUN B 007aCTH HH()OPMATUKH MaTEPUATIOB
OIIMPAETCs Ha BHICOKOTIPON3BOANTEIBHBIE BEIUNCIUTENLHBIC 0a3bl NaHHBIX. KpynHeiimei n
HanboJiee aBTOPUTETHOM cpe/in HUX siBisiercs mardopma Materials Project, cosnannas noa
srunoit HannonansHoit nabopatopun um. Jloyperca B bepknu (LBNL) u Maccauycerckoro
texHojoruueckoro nHctutyta (MIT). Kak oTmMeuaroT B cBoelt ocHoBomonararomieii craree A.
Jain, S. P. Ong, G. Ceder u coaBTOpoB [2], MpoeKT co3aBasicsi Kak OTKPbITast IKOCHCTEMA

1S peanu3anuu kKoHenuu « eHoma marepuanos» (Materials Genome Initiative).

ITo cocrostauto Ha ceroausmHui neHb Materials Project akkymynupyer KBaHTOBO-
XMMHUYECKHE PacueTHbIC JaHHbIE (TIOyYeHHbIE METOJaMU (PYHKIOHAaa uioTHocTH — DFT)
st 6onee ueM 150 000 HeopraHuyeckux coeAMHEeHUH. [l moucka MaTepuaioB TOMTMBHBIX
3JIEMEHTOB U IEKTPOJIN3EPOB KITI0OUEBOE 3HAYEHNE UMEIOT CIIeTYIOIINEe MOIYIH 0a3bl

NAHHBIX:
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e ®a3zoBas cradmiabHocTh (Phase Diagrams): mocrpoeHne MHOTOKOMITOHEHTHBIX
JyarpamMM COCTOSIHUS U PacyeT SHEPruu HaX0KJIeHUs HaJl IIIOCKOCTHIO
TEPMOAMHAMHYECKOHN cTaOUMITBHOCTH (E pope hutr)- SHAYCHHS Eqpope nuny = 03B/aTom
YKa3bIBalOT HA TEPMOJIMHAMUYECKH CTa0MIbHYIO (ha3y, Tor/a Kak 3Ha4eHUs 10
0.05- 0.1 3B/aTOoM MapKupyrOT NOTCHIIMAIBHO CHHTE3UPYEMbIC METaCTa0OUIbHBIE

¢ba3bl.

e DJIeKTPOHHAsS CTPYKTYPA: TOYHBIE MPO(UIN TUIOTHOCTH AJIEKTPOHHBIX COCTOSIHUN
(DOS) u 30HHOI CTPYKTYpPHI, HO3BOJISIFOLIME MTHOBEHHO OTCEUBATh H30JISITOPHI IIPH
MOMCKE CMEIIaHHBIX MOHHO-3JIEKTPOHHBIX MTPoBOIHUKOB (MIEC) st amekTpo1oB.

e Elasticity & Piezoelectricity: TeH30psl ynpyrocTH, KpUTHUECKH BaKHBIC JUISI
MIPOTHO3UPOBaHMS KO3 uumeHToB Tepmuieckoro pacmupenus (KTP) u ynpyrux

HaNpsHKCHUN Ha HHTEpdeicax «dIeKTPOIUT/FIEKTPOIN.

[IporpamMHBIii JOCTYN K PEMO3UTOPUIO OCYILECTBIIAECTCS YEPE3 CTAHIAPTU3UPOBAHHBIN
untepdeiic mpukiagHoro nporpammuposanus Materials Application Programming
Interface (MAPI) nmocpencrBom 6ubnmorexu pymatgen ua si3pike Python. Dto mosBosser
UCCIIeIOBATENSIM aBTOMATU3UPOBATh BBITPY3KY COTEH ThICAY KPUCTAIUIOrpadhuIeCcKuX
crpykryp (B popmare CIF) mo 3aganabM xumudeckuM GuinbTpam (Harpumep, "sviepysumeo

8ce codeparcawue bapuil u YyupKorutl neposckunot”).

3.2. OQMD (Open Quantum Materials Database): OnnopoaHbie pacyeTHbIe JaAHHbIE

AJIsl MaTepuaIoBeeHHs

Bropbim 1o maciirady riio6aibHBIM PECypcoM T BBICOKOTIPOU3BOAUTEIBHOTO CKPUHHHTA
ssisietcs Open Quantum Materials Database (OQMD), pa3suBaemas B CeBepo-3anagnom
yauBepcutete (Northwestern University) rpymmoii npodeccopa K. Posenna. Cornacto
nporpammuoit nmyonukanuu J. E. Saal, S. Kirklin, C. Wolverton u coasropos [12], OQMD
cokycrpoBaHa Ha CHCTEMATHYECKOM PacieTe TEPMOJMHAMUYECKIX CBONCTB
KpHcTaumdeckux cTpyktyp u3 6a3er ICSD (Inorganic Crystal Structure Database), a Taxxe
Ha OI[CHKE OTPOMHOT0 MAacCHBA TUIIOTETHYECKUX COEAMHCHHUH, CO3IaHHBIX METOIOM

3aMCIICHUA 3JICMCHTOB.

Texymas Bepcus OQMD conepxut pacuetrnsie gannsle i 6onee uem 1 000 000
komno3uuuii. ['maBHoe npeumymectso OQMD nepen aHanoramu 3akr04aeTcst B CTPOroi

YHU(pUKALUK TapaMeTpoB pacueToB. Bce BhIUMCIEeHUS TPOBOAATCA € UCHOIb30BAHUEM
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¢IMHOTO MaKeTa KBAaHTOBO-XUMuYeckoro moaeauposanus VASP (Vienna Ab initio
Simulation Package) B pamkax ¢yukuunonaisa PBE (Perdew-Burke-Ernzerhof) ¢
UJCHTUYHBIMU TTapaMeTpamMu 00pe3aHus SHEPTUH IUIOCKHUX BOJIH (energy cutoff) u

IUIOTHOCTHU CETKH K-TOYEK.

Taxoit ypoBens crannaprusarmu nenaetr OQMD upeanbHbIM HCTOYHUKOM OJHOPOTHBIX
obyuyarommux BeIOOPOK (training sets) st aaropuTMOB KJIaCCHYECKOI0 MAITMHHOIO 00yYeHHUS
(manpumep, Random Forest uiu Gradient Boosting). Mopenu, 00ydeHHbBIC Ha JaHHBIX
OQMD, cBO6OAHBI OT CUCTEMATHYECKUX MTOTPEITHOCTEH, BOSHUKAIOIIUX TP CMEITNBAHUU

AAaHHBIX, paCCYNTAHHLIX HAa PA3JIMYHBIX BHIYHUCIUTCIbHBIX Oasucax.
3.3. AFLOW (Automatic Flow for Materials Discovery)

baza nanaeix AFLOW npencrasnser coboii HEe TPOCTO CTATHYECKUH PEMO3UTOPHUH, a
r7100ambHYI0 aBTOMAaTU3UPOBAHHYIO TUIaT(HOPMY /1JIsi BEICOKOIIPOU3BOIUTENBLHBIX PACUETOB U3
MIEPBBIX IPUHIIUIIOB, CO3aHHYIO KOHCOPIIMYMOM HCCIIEIOBATENeH MOJI PYKOBOACTBOM S.
Curtarolo. ApxuTeKTypa CHCTEMBI B METOIOJIOTHSI YITPABIICHHUS IIOTOKAMU BBIYHCIICHHIA

moApoOHO omrcansl B padore [13].

B konTekcre npoektupoBanus TOTI/TOD kmtoueBoit nennoctoto AFLOW sBnsiercs

FJIY6OKa$[ HHTCIrpanus CriciuaJIu3upOBaHHbIX BBIYHUCIIUTCIbHBIX MOI[y.]'IeI‘/‘H

e AFLOW-CHULL: anroput™ asist mperi3nOHHOTO ONPEIEICHUS BBITYKIION
oboouku (convex hull) cTabuIbHOCTH MHOTOKOMITOHEHTHBIX CHCTEM,

y‘{I/ITBIBaIOH_II/Iﬁ 3HTpOl'IPII>iHLII>i BKJIaZ ITPU MOBBIIICHHBIX TCMIICPATYpaAX.

e AFLOW-AEL (AFLOW Elastic Library) m AFLOW-AGL (AFLOW GIBBS
Library): aBromaTu3upoBaHHbIC MOYJIH JUISl pacueTa MaKPOCKOIMIECKUX
TEPMOIMHAMHYECKHMX CBOMCTB MaTepuanos (Temrepatypsl Jlebas, Temnoemkoctu C,
u C,, K0O3(PPHUIMESHTOB TETJIOBOTO PACIIUPEHHS) HA OCHOBE KBa3UTAPMOHHYECKOTO

npubmmkenus Jledas.

baza nanapix AFLOW He3zameHnMa Ipu TIOMCKE MaTepUalioB, paboTaroMuX B
HKCTPEMAJIBHBIX YCIIOBHSIX CPEAHE- M BBICOKOTEMIIEPATYypPHOro 3J1eKTposin3a. OHa m03BOJISET
MIPOBOAUTH MEPBUYHBIN OTCEB KaHIUAAaTOB He npu Temreparype 0 K (uto sBnsercs
orpannuyeHuem crangaptaoro DFT), a ¢ yuerom TemmnepatypHbIX TEPMOIUHAMUYECKUX

IIOTCHIMAJIOB.
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3.4. NOMAD (Novel Materials Discovery): HudpacTpykTypa cTaHIapTH3AIMA U

XPaHCHHUS BbIYUCIUTECIbHBIX JAHHBIX

B T0 Bpems kak Materials Project, OQMD u AFLOW co3patoT coOCTBEHHbIE
CTaH/IapTU3UPOBAHHBIC MACCUBBI IaHHBIX, eBponeiickuii koHcopimym NOMAD Laboratory
(Novel Materials Discovery) perraer NpUHIHMITHAILHO HHYIO 33[a4y — arperaiuio,
JOJITOCPOYHOE XPAaHEHUE U CHCTEMATH3ALUIO BCEX CYIIECTBYIOIIUX B MUPE KBAHTOBO-
XHMHUYECKHX pacueToB. B cBoeii kiroueBoit mybnukanuu M. Scheffler, C. Draxl u
coaBTopoB [14] nozunmonupyror NOMAD kak yHUBepcallbHBII CyIep-perno3uToOpuit

OTKpBITHIX JaHHBIX (Open Data).

NOMAD conepsxur 6onee 100 MIILITHOHOB OT/IEIBHBIX pAaCUETHBIX (hANIIOB, 3arPyKEHHBIX
YUYCHBIMH M3 ThICSY JJA0OPATOPHii 110 BceMy MUpPY. [ JTaBHBIM BBI30BOM JIJIsl TAKOW CHCTEMBI
SIBJIICTCS T€TEPOreHHOCTh JAHHBIX: BBIYMCICHUS MOTYT OBITh BBIIIOJTHEHBI B COTHSX
pasnuuHbIX porpamMHubix maketoB (VASP, Quantum ESPRESSO, WIEN2k, CP2K,
Gaussian) ¢ ucrons3oBanreM pasHbix npudamkenuii (LDA, GGA, rubpuaHbie

bynkiroHasl, Metoabl GW).

Jlst mpeononenus 3toit mpoosiembl B NOMAD peannzoBaHa pa3BuTas cucTeMa rmapcepoB
(parsers) u Hopmasnuszaropos (normalizers). Ouu epeBOASAT ChIPbIE BHIXOIHBIC (DaiiIbI
T000T0 KBAHTOBO-XMMHUYECKOTO KOJIa B €JMHBII, HE3aBUCHUMBIH OT MMPOTPaMMHOTO
obecnieuenus popmar metaganabsix (NOMAD Metainfo). tor HOpMaIM30BaHHBIN MacCHB
ABIsIETCA OeclpelieZIeHTHRIM 110 00beMy (pyHIaMEHTOM Il O0Y4YEHUs CBEpXIITYOOKUX
HeHpOoCeTeBbIX APXUTEKTYP U T€HEPATUBHBIX MOJIENeH, TPEOYIOIUX Il HAaCTPOUKH

MHJUTMOHOB BECOB dKCTpEeMalIbHO OoJbIuX BeIOOpOK (Big Data).
3.5. Open Catalyst Project (OCP): benumapKkuHTr aJcOPOLIMOHHBIX MPOIECCOB

CneunguuecknM 1 HanboJee TMHAMUYHO Pa3BUBAIOIIMMCS PETTO3UTOPHEM JIaHHBIX,
UMEIOLIMM TPSMOE MPHUKIIATHOE 3HAYCHUE IS pa3padOTKH KaTaIu3aTOPOB PACIIEIUICHHS
BojibI 1 anekTpooB ISOC, seasiercss Open Catalyst Project (OCP). Dtot npoekT 3amyiieH
B KQUeCTBE COBMECTHON MHHUIIMATHBBI HCCIIEIOBATEILCKON IPYIIIbI IO UCKYCCTBEHHOMY
unteiuiekty komnanuu Meta Al (FAIR) u Yuausepcurtera Kapuern — Memiona (CMU). Kak
JeTaIbHO M3JI0KEeHO B mporpamMmmHoM Manugecre L. Zitnick, C. L. Zitnick, J. Giri u
coaBTopoB [15], mpoeKT HampaBIieH Ha MPEOI0JICHUE BEIYUCIUTEIBHOTO Oapbepa mpH

MOACIIMPOBAHUHN T'€TCPOIrCHHOT'O KaTajln3a.
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OCP npencrapnser coboi CrienMaT3UPOBAHHBIA MACCUB JAHHBIX, cojAepKaIiuii 6omnee 1.2
MUJUIMOHA YHUKAIbHBIX MOJIEKYJISIPHBIX pellakcalnii (4To 3KBUBajeHTHO Oosiee uem 200
MUJUTHOHAM OTAenbHBIX DFT-pacueroB). ba3a maHHBIX CTPYKTYpUpOBaHA BOKPYT TPeX

(byHIaMEHTANIBHBIX 33124 B3aUMOCUCTBHS aicopOaTa ¢ MOBEPXHOCTHIO KaTall3aTopa:

1. S2EF (Structure-to-Energy-and-Forces): npeacka3anue o0IIeii 3HEPTUH CUCTEMBI
Y CWJI, IEUCTBYIOIIMX Ha KaXKbI aTOM, 110 3aJJaHHOM MPOCTPAHCTBEHHOMN
KOH(UTYpaIIH.

2. IS2RE (Initial-Structure-to-Relaxed-Energy): mpsiMoe npor{o3upoBaHue
(UHATBHON YHEPTHH PEIIAKCHPOBAHHOTO COCTOSHUSI HA OCHOBE MCXOJTHOM
(HepenakCHUpOBaHHOI) TEOMETPUH aICOPOLIMOHHOTIO KOMILIEKCA.

3. IS2RS (Initial-Structure-to-Relaxed-Structure): npenckazanue TpaeKTOpHH U
(UHATBHBIX KOOPJIUHAT BCEX aTOMOB TIOCJIC PEITAKCAIIHH.

B pentozutopun OCP coOpaHnbl JaHHBIE TIO aICOPOLINN KITFOUEBBIX MPOMEKYTOUHBIX MOJIEKYJT
BOJIOPOJTHOTO U KHCIopoaHoro mukiioB (H*, 0%, OH*, OOH™) Ha MOBEPXHOCTSIX IIIHPOKOTO
CIEKTpa MAaTEPHAJIOB: OT YHCTHIX MIEPEXOAHBIX METAIIOB JI0 CJIOKHBIX HHTEPMETAIIIUIOB,
MHOTOKOMIIOHEHTHBIX CILIAaBOB M OKCUJIOB. [laHHBIN MacCHB BBICTYIAET TTIABHBIM MUPOBBIM
OeHUYMapKOM (TECTOBBIM MOJIUTOHOM) JJIsi OOyUeHUS ¥ BAJIUJAINH [TEPEIOBIX Ipad)OBBIX
HerponHbIx ceteid (GNN) 1 HelipoceTeBBIX MOTEHITUAIOB MEKATOMHOTO B3aUMOICHCTBUS

(Machine Learning Potentials), 3amemiaronux kiaccuueckoe DFT-monenupoBanue.
4. MeTobl MAIIMHHOTO 00y4YeHHsI B MATEPUAJIOBEIEHU U

4.1. PerynsipuzoBannbie perpeccuonnbie moaenu: L1 u L2 cenexnus

[IpuMeHeHne METOI0B MAIIMHHOTO OOYUEHUSI K TPOTHO3UPOBAHUIO CBOWCTB
3IEKTPOXUMHUUYECKUX MAaTEPUAJIOB 3BOJIOLMOHUPOBAIIO OT MPOCTHIX CTATUCTUUECKUX
MOAXOJ0B K CBEPXCIIOKHBIM HEMPOCETEBBIM apXUTEKTypaM. ba30BbIM 371€MEHTOM 3TOU
SBOJTIOIIUU SBJISIFOTCSI perpeccuoHHble MoAe . B MaTepuaioBeiennn TuHeHHas perpeccus
B YHCTOM BHUJIE IPUMEHSETCS PEIKO M3-3a BHIPAKCHHOM HETMHEWHOCTH (PU3HKO-XUMHYECKUX
B3aMMOJICHCTBUI (HampUMep, SKCIIOHEHITHAILHON TeMIlepaTypHOH 3aBUCUMOCTH
npoBoguMocTH). OTHaKO peryisipu3oBaHHbIe BapuaHThl — Ridge-perpeccus (L2-
peryasipuzauus) u Lasso-perpeccusi (L1-peryasipu3anus) — aKTHBHO UCIIOJIB3YIOTCS TSI

MIOCTPOCHUS UHTEPIPETUPYEMBIX (PU3NUECKUX YPABHEHUH.
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Kak mokassiBarot G. Pilania, T. Lookman u coaBTops B cBoeii padote [16], Lasso-
perpeccus sBIISIETCS] MOIIHBIM HHCTPYMEHTOM JIsi 0TOOopa npusHakoB (feature selection).
MuHuMU3HpYs GYHKIMOHAT OMMOKY ¢ Jo0aBieHrueM mrpada 3a abCONIOTHRIE 3HAYCHUS

BCECOB.

m

n
. 1
miny, %Z(yi -wlx;))? + az | wil
i1

j=1

Lasso 3anynser ko3 PUIIMEeHTHI epe/l MaT03HAYMMBIMH JIECKPUIITOPAMHU. ITO MO3BOJISIET
HCCJIEIOBATEIIO BEIIBUTEH 0a30BbIe (U3UUYECKUE IECKPUTITOPHI (HATIPUMED, PA3HUILY
3JEKTPOOTPULIATEILHOCTEN UM CPEIHUIM MOHHBIN paauyc), BHOCAIME MAKCUMATbHBIN BKJIA
B II€JIEBOE CBOMCTBO (HApUMeEp, B SHTAIBIINIO 00pa3oBaHus NepoBcKUTa). OCHOBHBIM
OTpaHUYEHUEM JIMHEHHBIX PEryJISIPU30BaHHBIX MOJIEIEH OCTaeTCsa UX HECTIOCOOHOCTh
YIJIaBIIMBATh NIEPEKPECTHBIC Y(HEKTHI M CII0KHBIC TOTIOJIOTHIECKHE OCOOCHHOCTH
KPUCTAJUTMYECKUX PEUIETOK 0€3 MPeABAPUTEIILHOIO PYYHOTO KOHCTPYUPOBAHUS

NOJIMHOMHUAIIBHBIX TIPU3HAKOB.
4.2. Random Forest (Ciryuaiinblii jiec): AHCAaMOJIMpOBaHNe HA Ta0JUYHBIX PU3HAKAX

JInst MOZIETMpPOBaHUS CII0KHBIX HEIMHEHHBIX 3aBUCHMOCTEH 0€3 KECTKUX alpHOPHBIX
MPENOI0KEHUH 0 popMe HYHKIMH paciipenesieHus B uH(HOpMaTUKE MAaTEPHAIOB ITHPOKO
npumensieTcs anroputv Random Forest (RF). Metoa ocHoBaH Ha aHCaMOJIMPOBAaHUN
(Oarrunre) 601bIIOrO KOJINYECTBA HE3aBUCUMBIX JIEPEBbEB PELICHUH, KaXKJ0€ U3 KOTOPBIX

o6yqaeT05{ Ha CHy‘IaI\/’IHOI\/’I HO,Z[BLI60pKe 00BEKTOB H CJ'Iy‘IS.fIHOM MMOAMHOKECTBEC IIPU3HAKOB.

B dynnamentansHom uccienoBanuu B. Meredig, C. Wolverton u coastopos [17]
poieMOHCTpHPOBaHo, uTo Random Forest o0s1aiaeT yHUKaIbHOW YCTOWIHMBOCTHIO K
nepeobyuenuro (Overfitting) u oTauyHO crpaBisieTcst ¢ TAOMUYHBIMU JAHHBIMU BBICOKOM

PasMEPHOCTH, COACPKAIUMU CUIIBHBIC KOPPEIIAINN MCKAY NCCKPUIITOpAMU.

B 3amauax moucka matepuaios s TOT3/TOD Random Forest wacto ucnons3yercst st
KIaccu(UKalUK COSTUHEHUH Ha CTaOUIbHBIE/HeCTAOUITBLHBIC WITH JIJIs1 OBICTPOI
PETPECCHOHHOM OIIEHKH MOJyJIel YIIPyrocTy U TeMrepaTyp miaBieHus. KiroueBoe
MaTeMaTHYeCKoe MpenMyInecTBo RF 3akimouaeTcsi B BO3MOKHOCTH €CTECTBEHHOTO
BBIUMCIICHHS] BHYTpeHHENW MeTpuku Feature Importance (BamHocTh NPU3HAKOB), KOTOpast

MO3BOJIACT PAHXKXUPOBATHL XUMUUCCKHUC (baKTOpLI M0 UX BIMSHUIO HA HOHHBIM TPAHCIIOPT UJIA
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KaTaJIMTUYCCKYIO aKTUBHOCTD. I'naBHBIM HEAOCTATOK aJlrOpUT™Ma — HECITOCOOHOCTH K
OKCTPAIoJIAInn: RF ne moxert npeacKa3aTb 3HAYCHHUC CBOﬁCTBa, BBIXOAIICE 3a MPCACIIbI

JMana3oHa LEJIEBbIX METOK B 00y4aroliel BBIOOpKe.
4.3. XGBoost (AxkcTpemanbHbIi IPaJiieHTHbIN OYCTHHT)

Bonee MomHO#N anbTepHATUBOM CITydaliHOMY JIeCy, CMECTHBIIIEH OajlaHC B CTOPOHY
BBICOKOTOYHBIX MPEAUKTUBHBIX MojieeH, cran aaroputm XGBoost (eXtreme Gradient
Boosting). B otinume ot RF, riae aepeBbs CTpOsSTCS HE3aBUCUMO M MapaJUICIbHO, B
IpaJiieHTHOM OYCTHHTE AEPEBhs CO3AI0TCA NocieaoBarenbHo. Kaxnoe nocnenyromee
JIEPEeBO 00yUYaeTcs MPeACKa3bIBaTh OCTATKH (OITMOKH ) IPEIBLAYIIETO aHCaMOI,

ontuMusupys nuddepeHpyemMyo QyHKINIO MOTEPh ¢ TOMOIIBIO TPaIuEHTHOTO CITyCKa.

D¢ (hekTUBHOCTh TPUMEHEHUS TPAIMEHTHOTO OYCTHHTA JIJIsl BRICOKOIIPOM3BOUTEIHLHOTO
CKPMHHHIa HEOpraHudeckux (as aeranbsHo odocHoBana B pabore L. Ward, C. Wolverton u
coaBtopoB [18]. Ilenesas pyukius ontumuzaiuu XGBOOSt Ha miare t BKJIro4aeT wieH
perynsapuzauuu (f;), mrpadyomui CI0KHOCTh AepeBa:

n

10 = Sl s ) 00

i=1
XGBoost BxirouaeT BcrpoeHHyto L1 u L2 perynspusanuto 1ieneBoit GyHKIHH, 9TO
3¢ PexTUBHO MPeAOTBpaIIAeT NepeodyueHre Jaxe Ha OTHOCUTEILHO HEOOIBIIINX
HKCHEPUMEHTAIbHBIX BEIOOPKAX, XapaKTepHBIX /Ul XUMUU TBEPAOTo Tena. Mojenu Ha 6aze
XGBoost neMOHCTpUPYIOT HAMBBICIIYIO TOYHOCTh CPE/IN BCEX KIACCUUYECKUX (HE
HEHpPOCETEeBBIX) METO/I0B MAIIIMHHOTO 00Yy4€HUs IPU MTPOrHO3UPOBAHUH IIUPHUHBI
3aMpenieHHON 30Hbl, INIOTHOCTH COCTOSIHUM Ha ypoBHE DepMuU U SHEPIUM 00pa30BaHuUs
1e(QEKTOB B CIOKHBIX OKCUAHBIX cucTeMax. OCHOBHBIM JJUMUTHPYIOIIUM (HaKTOPOM
aJITOPUTMA SIBJIIETCSI €70 BBICOKAsi YyBCTBUTENILHOCTD K TUIIEpIIapaMeTpaM (CKOpOCTh
oOydeHwus1, TIyOuHa IepeBbEB, CYOCEMIUIMHT), TpeOyIoIas MPoBEACHUS TPYI0EMKOM Kpocc-

BaJIMJAIIMN U OaleCOBCKOM ONTHUMH3AIUK HA TATe HACTPOUKH MOJIEIH.
4.4. Support Vector Machine (MeTo1 0IOpHBIX BEKTOPOB) U SIAPOBbIN TPIOK

Support Vector Machine (SVM), oco6eHHO B CBOC# perpecCHOHHOM uoctacu — Support
Vector Regression (SVR), 3anumaet cienin()uuecKyro HUITY B MAaTepPHaIOBEICHHH

Onarojaps Tak Ha3biBaeMoMy «siipoBomy TpIoky» (kernel trick). Anroputm otoGpaxaer
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HCXO/IHbIE AECKPUITOPHI COCTABA MJIU CTPYKTYPhl B MHOTOMEpPHOE (B 001IEM ciydae —
0ECKOHEUHOMEPHOE) IPOCTPAHCTBO MIPU3HAKOB, TJI€ CBA3b MEX/y ITapaMeTpaMi CTAHOBUTCS
nuHeWHoW. B xaduecTBe QyHKIMM sapa HanboJee YacTo MpUMEHETCS paIualibHO-0a3ucHas

¢ynkuus (RBF kernel):

K(x;,x;) = exp(—y Il x; — x; II?)

B craree Y. Liu, T. Lookman u coaBropos [19] moka3zano, uto SVR paboraer
UCKJIIOYHUTENILHO 3()(HEKTHBHO B YCIOBHUSIX JKECTKOTO AepUIIUTa 00YYAIOIINX JaHHBIX (Majbie
BBIOOPKH 00BHEMOM OT HECKOJBKHUX JIECITKOB JI0 COTEH TOYEK). DTO KPUTHUECKH BAKHO IS
AIIEKTPOXHUMHUH TBEPJIOTO TEJA, IJI€ MOJyYCHNE TOYHBIX SKCIIEPUMEHTAIBHBIX 3HAUCHUI
(mammpumep, K03 (HUITMEHTOB MOBEPXHOCTHOTO 0OOMEeHa Kuciopoaa k™ MerogaMu BTOpUIHO-

MOHHOHN Macc-criekTpomeTpun SIMS) siBsieTcst kpaiiHe TPYA0EMKHUM ITPOLIECCOM.

Mogens SVR cTpouT oNTUMaIbHYIO pa3aelIsoLIyI0 THIIEPIIIOCKOCTh, MAKCUMU3HUPYS 330D
(margin) Mex 1y ONOPHBIMH BEKTOPaMH, YTO 00ECIIEYNBACT XOPOLIYI0 0000IIAI0NIYIO
criocoOHocTh. O/IHAKO NP YBETUUeHUN 00beMa BIOOpKH 10 MaciuTaboB Materials Project
i OQMD BeruucnuTensHas caoxHOCTh SVM pacTer KBagpaTHUHO, UTO JENACT alrOPUTM

HeadexTrBHBIM It 06paboTku Big Data.
4.5. I'myookoe o0yuyenue (Deep Learning) u npeacraBjieHHe NOTEHIHAIOB

[lepexon oT Ki1accuyeckoro MamMHHOTro o0OyueHus k I'imydokomy o0yuenuro (Deep
Learning, DL) o3namenoBan gyHaamMeHTaIbHbIH ciBUT napanurmel B Materials Informatics:
OTKa3 OT py4HOro KOHcTpyupoBanus npusnakos (hand-crafted features) B mosb3y
aBTOMATHYEeCKOI0 U3BJIeUeHHs npeacrapiaenuii (representation learning). I'my6okue
MHOTOCJIONHBIE HCKYCCTBEHHBIE HelipoHHBIE ceT (moHocBs3HBIe MLP, cBepTounsie CNN u
pexyppentabsie RNN) criocoOHBI caMOCTOSTENHHO BRICTpAauBaTh UEPAPXUIO a0CTPAKIIHA,

Hp606p33yﬂ MNEPBUYIHBIC TAHHBIC O BEIIECCTBE B CJIOKHBIC BBICOKOYPOBHCBBIC ITPHU3HAKH.

Kak momuepkusator K. T. Butler, A. Walsh u coaBrops! B cBoeM KOHIIENTyaIbHOM 0030pe
[21], rmaBHBIM mipenmytiecTBOM DL-apXuTekTyp SIBIAsSCTCS HX BBICOKAsi MACIITAOMPYEMOCTh

U CIIOCOOHOCTH AIMPOKCUMHUPOBATL CKOJIb YTOJAHO CJIOKHBIC MHOT'OMEPHBIC TOIIOJIOTHUH.

B MaTCpUAJIOBCACHUHN TOIINIMBHBIX 3JICMCHTOB I‘J'IY6OKI/IC HeﬁPOCCTH MMPUMCHAIOTCS B IBYX

KIIIOYCBBIX HITOCTACAX:
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e Cypporarabie Moaesm (Surrogate models): cBepxObicTpoe npecKa3zaHue
MaKpOCKOIMYECKUX CBOWCTB HEMOCPEACTBEHHO 110 XUMHUYECKOH (hopMyIie HiTH

KpuctajuiorpaduyecKkoi MaTpuile, 3ameHsroniee Muuinonsl DFT-pacueTos.

1. HeiipoceTeBble MOTEHIMALI MeKATOMHOr0 B3aumoeiicteust (Machine
Learning Potentials — MLPS): ueiipocet 00y4daroTcs mpeacKa3piBaTh
MOTEHIMATBHYIO SHEPIHIO CUCTEMBI Eyy4 1 IOKaNbHBIE cHitbl F;, neficTByromue Ha

Ka)KI[BIﬁ aToOM, Ha OCHOBC KOH(bI/Il"ypaI_[I/II/I HX JJOKaJIBHOT'O XUMHUYCCKOI'0O OKPYXCHUS.

MareMaTH4eCcKUi arnrmapar 1noCTpo€HUsA TaKUX IIOTCHIIUAJIOB 633preTC${ Ha pa3JIOKCHUU

0611_[6171 OHCPIUuun KpHCT&J’IJ’IH‘ICCKOfI PEHICTKHU Ha CYMMY JIOKAJIBHBIX aTOMHBIX BKJIa/10B:

N
Frotat = ) Fi (R)
i=1

rae R; — NeCKpUNTOp JIOKATHHOW aTOMHOUM KOH(HUTypaIuu B Ipeieiax 3alaHHOTO pajryca
otcedku R, (mogpobHo onucanusiii yepes popmanuzmer SOAP B Pa3nedte 5.3). ['myGokas
HeipoceTs (Hanpumep, apxurektypsl Behler-Parrinello wiu TensorMol) Beictymaer B posiu
YHHUBEpPCAJIbHOTO ammpokcumaropa pynkuuu E;. Cuiibl, JeHCTBYIOIIME HA [ — U aTOM,
U3BJICKAIOTCS IIyTEM CTPOTOr0 aHATUTHYECKOTO AuddepeHnpoBanus MpeacKka3aHHOro
HHEPTreTUIECKOTO IOJIS IO IKAPTOBBIM KOOPAWHATAM Ij:

% OR;

é OR; or;

F; = _VriEtotal = -

Kak moka3zano B pabote A. Shapeev u coaropos [21], ucronb30BaHKe TaKUX MOTECHIIMATIOB
(mampumep, Moment Tensor Potentials — MTP, unu Neural Network Potentials — NNP),
00yueHHBIX Ha KOPOTKHX ab initio TpaekTOpusIX, TO3BOJISIET MPOBOIUTH KIIACCHUECKOE
MoJieKyisipHO-TuHamuueckoe (MD) MonenupoBaHue Ha BpeMEHHBIX MHTEpBaiax A0 COTEH
HAHOCEKYH/I JUTS TPOCTPAHCTBEHHBIX MACIITA00B B MIJUTHOHBI aTOMOB. JTO MO3BOJISET
MO/JIEJINPOBATh KOOMEPATUBHYIO TP (Y30 KUCIOPOJHBIX BAKAHCUI UM IPOTOHOB C
TOYHOCTBIO, MPUOIHIKAIOIICHCS K YPOBHIO UCIIOIB3yeMbIX ab initio maHHBIX B mpeaenax
00JTaCTH MPUMEHUMOCTH 00YYEHHOT'0 TTOTEHIINANa, IPU CYIIECTBEHHO MEHBIIHX

BBIYHCIIUTENBHBIX 3aTpaTax Mo CPAaBHEHMIO C MpsMbIMU pacueTamu DFT.

HecMoTps Ha KotoccanbHBIN MPEIUKTHBHBIN MOTEHIIUAN, TITyOOKOe 00ydeHHE UMEET JIBa
(yHIIaMEHTAIbHBIX OTPAaHUYEHUS: YKCTPEMATLHO BBICOKYIO MOTPEOHOCTh B 00BeMax
o0yJaronux BIOOPOK U MOJIHYIO TIOTEPI0 HHTEPIPETUPYEMOCTH, U3-3a uero DL-moxenu
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94acTO HA3bIBAIOT «uepHbIMHU sAiukaMm» (black boxes), uro moapo6HO aHamU3UpyeTCs B

Pazpene 11.

5. [IpeacrapiieHne KPUCTATIMYECKUX CTPYKTYP AJIsl MAIIMHHOTO 00y4YeHusI
5.1. leckpunTopsbl cocTaBa

JI71st TOro 9TOOBI AITOPUTMBI MAITHHHOTO 00YYEHHsI MOTJIH 00pabaThBaTh XUMUYECKYIO
nH(pOpMaINIO, MaTepPHATIOBEAUYECKUE 0OBEKTH HE0OX0AMMO TPeoOpa30BaTh B UUCIOBBIE
BEKTOPBI PUKCHUPOBAHHOM pa3mepHOocTU. Hanboiee MpOCThIM M BBIYUCIUTEILHO JCIICBBIM
[IOJIXO/IOM SIBIIIETCSI KOHCTPYHPOBAHKE AeCKPUIITOPOB cocTaBa (Composition-based
descriptors), KoTopblie U3BICKAIOT MPU3HAKKA UCKITIOYUTEIBHO U3 XMMUUYECKOM (hOPMYIIBI

BCIICCTBA, ITOJHOCTBIO UTHOPUPYA MPOCTPAHCTBEHHOC PACIIOIIOKCHHUEC aTOMOB.

KnaccnyeckuM nmpuMepoM Takoil pernpe3eHTannu siBiiseTcst OndanoTeka npuzHakos Magpie
(Materials Agnostic Platform for Materials Informatics), pazpaoraunnas L. Ward u
coaBTopamu B pabote [18]. Maremaruueckuii Bektop Magpie ¢popmupyercst myrem
BBIYHCIICHHS CTATUCTUYECKUX METPUK (CpeIHEB3BEIICHHOE 3HAUCHHE, MOJIa, TUCIIEPCHUS,
MUHUMATBHOE M MAKCUMAIILHOE 3HAYCHUS) ISl QyHIaMEHTAILHBIX CBOMCTB BXOISIINX B

COCTaB 3J1eMeHTOB. K 3TUM cBOiCTBaM OTHOCSTCS:

e ATOMHBIN HOMEp, aTOMHBII Bec U nepuoA B Tabiuie MeHeneesa.

e DIeKTpooTpHlIaTenbHOCTh N0 [TonuHry.
e KonuuecTBo BaJIeHTHBIX 3JIEKTPOHOB (S-, p-, d-, f-opOuTann).
e loHHBIE U KOBAJIEHTHBIE PaINYChl, aTOMHBIH 0OBEM.

JleCKpUNTOPHI COCTaBa IEMOHCTPUPYIOT BBICOKYIO 3(()EeKTUBHOCTh MPH IKCIPECC-CKPUHUHTE
cTabuibHOCTHU (a3 (HanpuMmep, NpH KiIaccu(PUKalUU CTPYKTYphl IEPOBCKUTA HA
KyOudeckyro/opTopomOndeckyro). OHaKO OHM MPUHIUITUATIEHO HECTIOCOOHBI pa3inyaTh
noJuMopQHbIe MOU(UKAIMH BelllecTBa (HApUMep, pyTWII, aHaTtas u Opykut s Ti0,),
KOTOpBIE 00J1a/1al0T UIEHTUYHBIM COCTABOM, HO KapAMHAIBHO Pa3IMYyaroTCs MO JIEKTPOHHON

1 HOHHOH MMpOBOANMOCTHU.

5.2. CTpyKTYypHBI€ 1eCKPUNITOPBI
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Jlst mpeooNieHrst OrpaHUYeHUH, CBA3aHHBIX C TTOTepEel TPOCTPAaHCTBEHHON WH(OpMaInu, B
MaTepHaoBeTYECKY0 MH(POPMATUKY ObLIM BHEAPEHB! CTPYKTYPHBIE 1eCKPHUIITOPBI
(structure-based descriptors). OHu KOIUPYIOT TOYHBIC TPEXMEPHBIC KOOPIMHATHI ATOMOB,
IapamMeTpsl AIEMEHTAPHON SYEHKU U T€OMETPHUIO0 XUMUYECKUX CBA3EH, TOIy4CHHBIEC U3

nudpakMOHHBIX dkcniepuMeHToB Wi DFT-penakcanun.

OHHMM M3 TIEPBBIX YCHENIHBIX MATEMAaTHYECKUX (POPMATIM3MOB B 3TOM 00JIaCTH CTaa
matpuna Kymona (Coulomb Matrix), npemnoxennas M. Rupp, O. A. von Lilienfeld u

coaBTOpamH B cTaThe [23].

OnemenTsl MaTpuibl Kysnona M;; paccunthiBaroTcs 1m0 Gpopmyie:

0.5Z** mpui=j

M;; = ZiZ;

—|1"—1"| npu i # j
P

T€ Z; U Z; — 3apsjibl AJIep aTOMOB, a |I; — Ij| — NpOCTPaHCTBEHHOE PACCTOSHUE MEXKITY
HUMHU. J{naroHanbHbIE 3JIEMEHTHI allPOKCUMUPYIOT NOTEHLIUATIBHYIO SHEPTUIO
M30JIMPOBAaHHBIX ATOMOB, @ BHEAMArOHAJIbHBIE — KYJIOHOBCKOE OTTAJIKUBAHUE MEXKIY

SIIpaMH.

JI51st OECKOHEYHBIX KPUCTAUIMYECKUX PEIIETOK, XapaKTEPHbIX [Tl XHUMUH TBEPOTO Tela,
marpuna Kymnona Obiia Moguduuupoana B MaTpuny JBaiabaa (Ewald Matrix), kotopas
KOPPEKTHO YYHUTHIBACT AaJbHOICHCTBYIOIHME JICKTPOCTATUUCCKIE B3aUMO/ICHCTBUS B
NEePUOAMYECKAX TPAaHUYHBIX YCIOBHUSIX 32 CYET CYMMHPOBAHHMS 110 OOpaTHOMN peIleTKe.
Hcnonp30BaHue TaKMX MATPUI] TO3BOJISET MPEUU3UOHHO Pa3AeiATh MOJIUMOP(BI, OTHAKO
Pa3MEpHOCTh PEMPE3CHTAIIMHU JKECTKO 3aBUCUT OT KOJMYECTBA aTOMOB B STYCHKE, YTO

3aTPYAHSIET CpaBHEHUE CTPYKTYP C Pa3HBIM MACIITA0OM CYIEephsUYCeK.
5.3. SOAP (Smooth Overlap of Atomic Positions)

[TepenoBbIM CTaHAAPTOM JIOKABHBIX CTPYKTYPHBIX JIECKPHIITOPOB, 00CCIICUHBAFOIINM
MaTeMaTHYEeCKH CTPOroe HHBAPUAHTHOE MPE/ICTABICHUE aTOMHOTO OKPYXKEHHSI, CTall
dopmanuzm SOAP (Smooth Overlap of Atomic Positions). Paspatoranusiii A. P. Bartok,
G. Csanyi u coaBtopamu B padote [23], SOAP mpeobpasyer TUCKPETHBIE KOOPIUHATHI

ATOMOB B HCTIPCPBIBHOC PACHIPCACICHUC JIOKaJIbHOI aTOMHOM INIOTHOCTH.

MaremaTnyecku JOKaabHas IIOTHOCTD P, (T') BOKPYT HEHTPATLHOTO aToMa JUls
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XHUMHYECKOT0 COpTa Y alMpOKCUMHUPYETCS CYMMOM CyNepro3nuiiuil TpeXMEepHBIX (PyHKITHI

l"aycca:

2
p,(r) = z exp | — u
X . 202
i€y

[Tonmy4yennast GyHKIMS TUIOTHOCTH PACKIIAIBIBAETCS B P 10 0a3uCy ChepruIecKuX rapMOHUK
Y;m (F) 1 opTOroHaNbHBIX paguanbHeIX QyHKIUH g, (7). IHBapHaHTHOCTH IECKpUITOpA
SOAP k TpaHCIALUSAM, pOTAIHsIM (IOBOPOTAM) U TIEPECTAHOBKAM TOXKIECTBEHHBIX aTOMOB
JOCTUraeTcs MyTeM BBIYUCIICHHUS CIIEKTpa MOIIHOCTH (POWET Spectrum) kosdduuueHToB

Pa3I0XKCHUA:

l
X _ X X *
Pon'1 = Z Chim (Cn'lm)

m=-—1

Heckpunropsr SOAP dhopmupytot rnaakoe u quddepeHuupyeMoe MHOTOMEPHOE
MIPOCTPAHCTBO MPU3HAKOB. DTO JIeJaeT UX HE3aMECHUMBIMHU TIPU CO3AaHUH HEHPOCETEBBIX
MTOTCHIIMAJIOB MEKATOMHOTO B3aWMOJICHCTBHUS, IPETHA3HAYCHHBIX JUISI MOJACTUPOBAHUS
JMHAMUKA MOHHOTO TpaHcnopra. SOAP-1eCKpUITOPhI MOTYT UCIIOJIB30BAThHCS IS
MOCTPOSHHSI MAIIIMHHO-00y4aeMbIX MEKATOMHBIX IOTCHIIMAIOB, 00YUECHHBIX Ha JIaHHBIX
KBaHTOBO-XMMHUYECKUX PACUETOB, YTO MO3BOJISICT MOJICIIMPOBATH ATOMHYIO TMHAMUKY H
MIPOLIECCHI MOHHOT'O TPAHCIIOPTA C TOYHOCTHIO, 3aBUCSIICH OT KauecTBa 00y4JaroIel BRIOOPKU

U apXUTEKTYPbl MOJEIH.
5.4. Voronoi descriptors (leckpunTopbl Ha 0CHOBe M01U31poB Boponoro)

B ¢u3ukoxuMun TBEpOro Teaa BaKHEHIIYIO POJIb HTPaeT KOOPIHHAIIMOHHOE OKPYKECHHE
KaTHOHOB U CBOOOAHBIN 00BbEM KPUCTAININYECKON peleTKu. [ cTpororo reoMeTpu4eckoro
OMHCAHUS 3THX (DAKTOPOB MPUMEHSIOTCS JeCKPHIITOPHI HA OCHOBE pa3oueHusi BopoHoro
(Voronoi tessellation descriptors). MeTox 3akro4aeTcsi B reOMETPUIECKOM Pa3IeICHUN
TPEXMEPHOT0 MPOCTPAHCTBA KPUCTAIIA HA TIOMU3APHI (siueiikn) BopoHoro, rae kaxmast

siueiiKa OrpaHNYMBAET 00J1acTh, Oosiee OJIU3KYIO K JAHHOMY aTOMYy, YeM K JTI000MY JIpyromy.

Brenpenue u Banmuaamnus 1eCKpunTopoB BopoHOTo /7151 TPEAMKTUBHOTO MOACITUPOBAHUS
Heopranudeckux (a3 aeraapbHO onucansl B uccneaosanuu L. Ward, C. Wolverton u

coaBTOpoB [24].
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Ha ocHoBe reomeTpuu nosiudapoB BopoHOro paccUnThIBAETCS MIMUPOKUN CIIEKTP JOKATbHBIX

JECKPUITOPOB:

e AOGcomoTHBINH 00BbeM sueliku BopoHOro (Mepa JI0KanbHOTO CBOOOAHOTO 00BeMa
PEIICeTKN).
e DddeKkTUBHBIE KOOPAUHAIMOHHBIE YMCIa KATHOHOB U aHWOHOB, BBIUMCIISIEMbBIE HA
OCHOBE ILIONIaJCH IpaHell MoNIMAApa.
e CreneHb chepUUHOCTH U UCKAKEHUS KOOPAUHALMOHHOT'O MHOTOTPaHHHKA.
J1J1 IPOTOHHBIX U KUCTIOPOIMPOBOISIINX OKCHJIOB IeCKpUNITOPEI BOpoHOT0o MMEIOT mpsiMoe
¢dusnueckoe 3HaueHne. OOBEM MOTUAIPa AHHOHA KUCIOPOIa HATIPSMYIO KOPPEIUPYET C
JIOKAJIBbHOM 3JIEKTPOHHOM MIIOTHOCTHIO U MOJISIPU3YEMOCTBIO, a MMapaMeTPhbl UCKAKEHUS
KATHUOHHBIX MMOJIU3IPOB MO3BOJIAIOT OLEHUBATh YIPYTHe HAPSDKEHUS, TUMUTHPYIOIINE

SHTAIBIUIO MUTPALUK (AH y;5)) HOHHBIX HOCHTENEH 3apsa.

BoJiee noapodHo: B pU3MKOXUMHUU TBEPIIOTO Tela JIOKAIbHAsI TONOJIOTHUS, CBOOOIHBIN 00beM
1 KOOPJMHAIIMOHHOE OKPYXEHNE KATHOHOB U aHUOHOB SIBJISIFOTCS ONPECIISIIONTUMU
(dhakTopaMu HOHHOTO TpaHCIIOPTA. J[JIs1 CTPOroro KOJTUYEeCTBEHHOTO OMUCAHUS ITUX
MapaMeTpoB B MaTepHAIOBEAUECKYI0 HH(OPMATUKY HHTETPUPOBAH METO/1 pa30ueHust

Boponoro (Voronoi tessellation).

Maremartudeckuii popmasan3m pazouenus

[TycTp 3a1aHO MHOXKECTBO IIEHTPOB (aTOMOB) Kpuctamia P = {pq, Py, ..., Pn} B TPEXMEPHOM
eBKJIMI0BOM TIpocTpaHcTBe R3 ¢ ydeToM neproanyeckux rpaHUYHBIX YCIOBHUii (BEKTOPOB
pemetku L). [lommsapom (staeiikoit) Boponoro V (p;) ans atoma p; Ha3pIBaeTCs 3aMKHYTasI
o0J1acTh MPOCTPAHCTBA, BCE TOUKU KOTOPOU HAaXOATCS OJIMIKE K P;, YEM K JIFOOOMY Apyromy

aTomy pj:
Vip) ={x eR® lll x —p; ISl x — p; II,Vj # i}

Matemaruuecku noausap BopoHoro npeacraBisieT coO0i BBIMYKIIbIM MHOTOIPaHHUK,
00pa30BaHHBIH MepecedeHrneM MOIYIPOCTPAHCTB, OTPAHUYEHHBIX TNIOCKOCTSIMH, KOTOpPbIE
HPOXOJIST Yepe3 CePEIUHBI OTPE3KOB MEK/TY IIEHTPAIBHBIM aTOMOM P; U €0 COCCIISIMU P

NEPUCHAUKYIIIPHO 3TUM OTPC3KaAM.
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Pucynok 5.1. Maremarnaecku nonudip Boponoro

. pi (Central atom)

m=m= \oronoi polyhedron
Y%  Midpoint

Pj,1

OP/‘; 4

Onucanue 3J1eMEHTOB CXeMbI

e IlenTpanbhbiii aToM (p;): O603HAaYEH KPYITHBIM YEPHBIM KPYTrOM B IIEHTPE.
[IpencraBiseT coboit uccneayeMblii 0a30BbIi aTOM, ISl KOTOPOTO PACCUUTHIBACTCS
JIOKAJIbHOE OKPY>KEHUE.

e Cocennne aTombl (p;): O603Ha4eHbI OETBIMU KPYraMH ¢ YEPHBIM KOHTYPOM.
[IpencraBasioT aTOMBI IEPBOM (MK ONMKHUX ) KOOPJAUHAIIMOHHBIX cdep,
(bopMUPYIOLTUX OKPYKEHUE IIEHTPAIBHOTO y37a.

e IlyHkTHpHBIE JUHHUHN: BEKTOPHI MEKATOMHBIX CBSA3€H, COSIMHSIONINE [ICHTPAITbHBIN
aToM p; C COCETHUMH aTOMaMHU P;.

e 3Bé3nouku (x): ['eoMeTprUECKHE CEPeIUHBI COOTBETCTBYIOIIUX MEKATOMHBIX
oTpe3KkoB. IMEHHO Yepe3 3TU TOUKHU MPOXOIST Pa3IESIONINe II0CKOCTH.

e Toueunblie muHuu: Clieapl IIIOCKOCTEN (OTYPOCTPAHCTB) B ABYMEPHON MPOCKIIUU.
OHU pOXOAAT Yepe3 3BE3/I0UKH CTPOTro MEPIEHAUKYISIPHO TYHKTUPHBIM JINHUSIM
CBSI3EH.

e [loam>ap Boponoro (urpuxoBanHasi 00J1acTh): BeIMyKIibIii MHOTOIpaHHUK,
c(hOpMHUPOBAHHBIN B pE3yNIbTaTe MEPECEUEHUS BCEX OIPaHUYNBAIOIINX
nmoTynpocTpancTs. JIto0ast Touka BHYTpU 3TOM 007aCTH HAXOIUTCS OJIMKE K aTOMY
Di, YeM K JII0O00OMY JPYyromy y3i1y KpUCTAJUTMUECKON pelIeTKH.
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KoncTpyupoBanue ¢pusnuecKux 1eCKpUNTOpoOB

Ha ocHOBe reomeTpuiecKkux XapakTepUCTHK IOJYYEHHBIX OIU3poB BopoHoro anropurm

(dbopMupyeT BEKTOp MPU3HAKOB (PMKCUPOBAHHON Pa3MEPHOCTHU:

1. AGCONIOTHBIH H OTHOCUTEJILHBIH 00beM stueiiku (Ve ): Xapakrepusyer
JIOKaJIbHOE TPOCTPAHCTBEHHOE CTECHEHUE aToMa. JIJIsl KHCIOpOATIPOBOIAIINX

OKCHU OB BEIMYHNHA CBO6OI[HOFO o0beMa aHHOHA:

AViree = V(po) — Vion(oz_)

MPSIMO MPOIIOPIIMOHAIBHA JIOKATEHOU TOJISPU3YEMOCTH U 00paTHO MPOIOPLUOHATIbHA

SHTaNbIUK Murpauu AHp,er [10.1103/PhysRevMaterials.1.033801].

2. DddexTuBnoe koopmunanuonHoe ynciao (ECN): Bmecro xxecTkoro paguyca
OTCEYKH CBsI3eH KOOPIMHALMOHHBIN BKIIAJ KaXKI0# rpanu f momudapa Boponoro

B3BEIIMBAETCS IPOIMOPLIUOHAIBHO €€ MIOWAAN Sy

S dig \°
ECN; = z , - exp 1—( lk)

Ao
keFaces(V) max mimn

rae d;;, — paccTosiHue 10 cocelia, 0opasyrouiero rpasb k, a dy,i, — Kparuaiiiiee

MC)KAaTOMHOC paCCTOSHHUC.

3. Huaekc chepuunoctu (Sphericity W) u uckaxenusi: OlieHHBaeT CTEIEHb

OTKJIOHCHHA KOOPAUHAIIMOHHOTO MHOTOT'paHHUKA OT HjacaabHON reomMeTpuun (Ky6a,

OKTa’/Apa):
1 2
_ 7T3(6Vce11)3
Acell
1€ Ace) — MOJHAs MJIOMIAb TOBEPXHOCTH o3 apa BopoHoro.

B nporonnpooadmux neposckurax BaCe;_,Zr, 03 neckpunropsl BopoHOro no3sossror
KOJIMYECTBEHHO OMKMCATh aHM30TPOIHUIO JIOKAJBHOTO OKPYXKEeHHUs KUcaopoa [24].
AcummeTpust TToIaael rpaneit S, Bokpyr y3ia O yKa3slBaeT Ha JIOKAIbHBIE HAKIIOHBI
okTa3ipoB BOg, 4TO KOppEnnpyeT co CHUKEHUEM 4acTOThl POTALlMOHHBIX MOJ IIPOTOHA 10

MexaHnusmy ['porryca.

5.5. Graph representations (I'pagoBbie npeacTaBeHus)
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Haunbonee peBOMIOIMOHHBIM U €CTECTBEHHBIM IIATOM B 3BOJIIOIIMHU JECKPUITOPOCTPOCHUS
CTaJl IePeXo0/] K MPE/ICTABICHUIO KPUCTAIUTMYECKUX CTPYKTYP B BHJIC MATeMAaTHUYECKUX
rpagoB (Crystal Graphs). Kpucrami ¢ nepuojudeckumMu rpaHAYHBIMUA YCIIOBHSIMHU
otoOpaxaercs B Buze Myibturpada G = (V, £), KOTOPbIi HHBApHAHTEH K TPAHCISLUAM U
POTAIHSM 10 CBOCH IPHPOAE U IOJHOCTHIO HCKITI0YaeT He0OXOJMMOCTh PyYHOTO TT0100pa

(bU3MYECKUX MPU3HAKOB.

Kak chopmynauposano B nmuonepckoii padore T. Xie, J. C. Grossman [25], kogupoBanue

CTPYKTYpPHI B rpad) OCYIIECTBISIETCS IO CIAEAYIONIEMY aITOPUTMY:

1. V3asl rpada (V): npeacTaBisioT COO0H HHIUBUIYAIbHBIC aTOMBI 3JICMEHTAPHOM
stuerku. Kaxaplid y3ea THUIUaIU3upyeTcs BEKTOPOM MIEPBUYHBIX aTOMHBIX CBOMCTB

(aTOMHBIN HOMEp, 3JIEKTPOOTPULIATENBHOCTh, BAJIEGHTHOCTB ).

2. Peopa rpada (£): COOTBETCTBYIOT XMMUYCCKHM CBS3SIM WJIHA TIPOCTPAHCTBEHHBIM
MEXAaTOMHBIM PacCTOSIHUSM B IIPeJIeNax 3aJJaHHOrO pajnyca OTCEUKU (OOBIUHO
Ryt = 4-6 A). PeGpa kogupyroTcst BEKTOpaMu, COJEPKaIMMU HHPOPMAIIHIO O
PAcCTOSTHUU MEXAYy aToMaMu (4acTo pa3iokeHHOM 1o 6a3ucy ['ayccoBbix GyHKIIMIMA

17151 00eCTIeYeHus TIaIKOCTH).
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Pucynok 5.2. Cxema KOIUPOBaHUS KPUCTALIIMYECKON CTPYKTYpPbI IIEPOBCKUTA B
MaremMatuieckuil kpucraumdeckuit rpad G=(V, E) st rpadoBbIX cCBEpTOYHBIX HEHPOHHBIX
cereii (CGCNN).

Kpucraninyeckas pemerka MaremaTuueckuii rpag kpucraiia
(ITepoBckuT) G=(V,E)

Vien (A)
BexkTop v;

Pebpo (e;5)

Bekrop
paccTosHHA PeGpo
(< Rew) (ei;)

Pebpo

Yien (0) (e) Yien (B)

Bexrop v; BexTop v;

\ /

Yien (0) Vien (0)
Bextop v; BekTop v;

©) ©)

I'padoBoe npencTaBieHE MO3BOISET COXPAHUTH MOJIHYIO TOTIOJIOTUIECKYIO M XUMHUYECKYIO
CBSI3HOCTb TPEXMEPHOU CTPYKTYpbl. OHO BBICTYIAET B KAUE€CTBE BXOJHOTO MaTeMaTH4YECKOIO
TEH30pa JUIsl CHIEeLHATM3UPOBAHHBIX TTIYOOKHUX HEeHpoceTel, CTOCOOHBIX OCYILECTBIISATh
CBEPTOYHBIE OIlEpaLU HEITOCPEACTBEHHO HAJl KPUCTAJUIMYECKOU TOIOJIOTUEH, UTO
OTKPBIBAET MyTh K OECHpPEIeIEHTHO TOYHOMY ITPOTHO3UPOBAHUIO XaPAaKTEPUCTUK

AJIEKTPOXMUMUYECKHX MaTepUasoB (moapooHo paccMoTpeHo B Pasiele 6).
6. 'pacdoBbie HelipoHHBbIE CETH

6.1. CGCNN (Crystal Graph Convolutional Neural Networks)

Pazpabotka apxurextypet CGCNN (Crystal Graph Convolutional Neural Network) crana
MOBOPOTHOM TOYKO# B MH(OPMATHKE MAaTEPHAIIOB, TO3BOJIMB OCYIIECTBIISATH CBEPTOYHBIC
olepaly HeMOCPEACTBEHHO Ha/l TPEXMEPHOH MEePUOTUIECKON CTPYKTYPOil KpUCcTaLIa.
Coznannas T. Xie u J. C. Grossman [25] HelipoceTs HCKITFOUMIIA 3Tall PYYHOTO
KOHCTPYHPOBAHHUS MPU3HAKOB, TPE0Opa3yst TOMOJIOTUIO PEIIETKH B HHBAPHAHTHOE

HEeMpephIBHOE TPU3HAKOBOE MTPOCTPAHCTBO.
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Maremarnueckwnii 6a3uc apxurektrypsl CGCNN npencraBiser co6oii peann3anuro

MPOCTPAHCTBEHHOW CBEPTKU Ha MEPUOANYECKOM MysbTUrpade kpucramuia G. Ha mare ¢

t o o
COCTOSIHME KaXKJI0T0 y37a (aroma) vi( ) € RF o6HoBIsIETCS IIyT€M HEIMHEWHOU arperainuu

MIPHU3HAKOB U3 ero Oymxkaiimero okpyxeHust N (i), OTpaHHYCHHOTO PaJInyCOM OTCEUKH R ;.

@opManbHOE YpaBHEHHME CBEPTKU UMEET BUJL:

i

rac:

pED = © Z 0([Vi(t) I vj(t) I el.j]qu) + b}Et)) Oy ([”i(t) I vj(t) [ eij]VVS(t) + bﬁt))

JEND)

[l — omeparusi KOHKaTEHAIIMKU BEKTOPOB, (hopMupyroias 00beAMHEHHbIN TEH30D

npU3HAKoB Z;; € R*F+Fe,

e € RFe — pexTop pedpa, MOMYYEHHBIH TyTeM Pa3I0KEeHUs EBKINI0BA PACCTOSHUS

d;; Mmexny aromamu i u j o 6asucy us F, pynkunii ['aycca:

2
ek = exp|— (dij — )
U 202

e [ — PAaBHOMEPHO paclipe/elIeHHbIe IeHTPHI B nuana3zone [0, Ry, a 09 —
HIMPHUHA 11ara.

1
1+e—*

o(x) = — 3JIeMeHTHBIE BopoTa (gating mechanism), perymupyroriue

MHTCHCUBHOCTD I/IHq)OpMaI_H/IOHHOI‘O IIOTOKa OT pe6pa.

g(x) =In(1 + e*) — rmaakas pyukiusa akrusanuu (SOftplus), obecrneunBaromas

HCMIPECPBIBHOCTE MPOU3BOAHBIX, UYTO KPUTHUYHO JJIA pacyceTa CHUJIL.

m(t), WO € REFHFXF b;t), b € RF — oGyuaeMble MATPHIIBI BECOB U BEKTOPBI

CMELIeHUs t-10 CI0A.

Ilocne T cnoes CBCPTKU MAKpPOCKOIINYICCKOC CBOICTBO KpHuCTaJllla IIPpEACKA3bIBACTCA YCPE3

OTIEPAIIMIO TJIOO0AILHOTO MyJIUHTA (YCPETHEHUS 10 y3JIaM STU€UKH) U TTOTHOCBS3HBIN

MHOTrOoCI0MHbIH neprentpon (MLP):

N

1 T
Ay = MLP szf )

i=1

B 3zanauax quzaitna TOTO/TOD apxurexktypa CGCNN npoaemMoHCTpupoBaia BHICOKYIO
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TOYHOCTH TIPH MPEICKa3aHUHU SHEPTHH 00pa30BaHUs KPUCTAUTHYECKHUX (a3 ¥ IIHPUHBI
3anpemeHHol 30061, OnHako 6azoBast cBepTka CGCNN y4uThIBaeT TOJIBKO pajnalibHbIC
paccTOsSHUS MEXY aTOMaMH, IMOJTHOCTHIO UTHOPHUPYSI YTIIOBBIC XapaKTEPUCTHKHU
XUMHYECKHUX CBSI3CH, UYTO CHIKAET TOYHOCTh MOJICITMPOBAHUS AaHU30TPOITHBIX WJIH CHIIBHO

HMCKa)XCHHBIX PEIICTOK (HalpuMep, OPTOPOMOMIECKUX MIEPOBCKUTOR).
6.2. MEGNet (Molecular Crystal Graph Networks)

B apxurexkrype MEGNet rpad pacmmpen go crpykrypsl G = (V, €,u), rie u € Rfv —
BEKTOp T00ansHoro cocrosuus. Oqun monusiii 610k rpadosoi cetu (GN block) cocrout us
TPEX MOCIICA0BATENILHBIX IIAr0B OOHOBJICHUS, YIIPABISIEMbIX HHIUBUIYaTbHBIMU

TIOJIHOCBSI3BHBIMU QYHKIMSIMH P, Py, U Dy,
ar 1: O6noBneHue pedep

Kaxmoe pebpo e;; 0OOHOBIIAETCS HAa OCHOBE COCTOSHMI MHIMIECHTHBIX EMY y3JIOB U

JI00aJIbHOTO BEKTOPA:

e ™ = el + ¢ ([v0 12 1 el 1u®])

[ar 2: O6HOBIIEHUE Y3JI0B

Z[J'ISI KaxKa0ro ysJjia [ cHa4daja BBIYMCISACTCS arperHPOBaHHLIﬁ BCKTOP BXOAAIINUX

—(1+1) 1 Z (1+1)
i : ij
IN{I)l _J'EN{”

I

1+1) f) (1) =(1+1)
o = uf + ¢, ( [L‘l,. e u“?"] )

[Iar 3: OOHOBIEHHUE TJI00ATLHOIO COCTOSHUS
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I'nmo6aneusiii atpuodyT \(\mathbf{u}\) arperupyer nupopmarmro co Bcero rpada gepes

CpeIHue 3HaUeHHUs OOHOBJICHHBIX Y3JI0B U pedep:

N M
41y _ L +1) g _ 1 (t+1)
v = v, ', e = e

u™h = y® 4 (!ju ( [i,(r+lj | glt+1) I u(r}] )

3nech GyHKIUH @, ¢y, ¢, peaU30BaHbI B BUJIE IUIOTHBIX ciioeB (Dense layers) ¢ nuneitHoi

pektudukanueii (ReLU).

Hanmame ckBo3HOTO BEKTOpa U MO3BOJSAET AP(HEKTUBHO TPAHCIUPOBATH MAKPOCKOTMUYECKHIE
IpaHUYHbIE YCIOBUS (HAaIpUMEp, 3a1aHHYI0 TemIiepaTypy T WM napiuajibHOE JaBJIeHHUE

KHUCJIOPOJIa Po,) HA MUKPOYPOBEHD MEKATOMHOIO B3aUMOIEHCTBHS.

Jli1st ipeoioneHust orpanndeHnil panHux rpadoeix apxutekryp C. Chen, S. P. Ong u
coaBTophl pazpadoranu moaeinbr MEGNet (Molecular Crystal Graph Networks),
omucaHHyIo B pabore [26]. ['maBHOe MaTemaTrueckoe HoBmiecTBo MEGNet 3akirouaercs: Bo
BHEJPeHUH TOTaJbHOrO rpadosoro 6moka (Global State Block), koropsrii pacumput
cTpyktypy rpada G = (V, E) no tpoiiku G = (V, €, u), rie 4 — BEKTOP TI00ATHHOTO

COCTOAHHA CUCTCMBI.

BeKTOp U KOUPYET MAKPOCKOMMNMYECKUEC MMapaMETPhI CPEABI NI KpHUCTaJliIa B IICJIOM, TaKHUE
KaK TeMIICpaTypa, AaBJICHUC, SHTPOIIUS UJIIA TPOCTPAHCTBCHHAA I'PYIIIIa CUMMCETPHUHU.

Anroputm o6HoBNeHHst B MEGNEt BKiTrodaeT Tpu mocienoBaTeabHbIe CTaIuu:

1. OGHoBneHue BeKTOpoB pedep (€) ¢ yueToM JOKaIbHBIX Y3JI0B U TEKYILETro

r1100aJIbHOTO COCTOSTHUS.

2. OOGHOBJIeHHE BEKTOPOB y3I10B (V) Ha OCHOBE arpernpoBaHHBIX MOIUMHUITMPOBAHHBIX

pebep u BeKTopa u.
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3. OOHOBJEHHE CaMOT0 BEKTOPA II00aTbHOTO COCTOSHUS (U) IMyTeM IMYJIMHTa

(ycpenHeHus1) COCTOSIHUM BCEX y3J10B B pedep rpada.

Takast ckBO3Hasi apXUTEKTypa 00ecreunBaeT JaIbHOACHCTBYIONIHNIA HH(OPMALIMOHHBIH
O0OMEH MEX]y 2JIEMEHTAMU CTPYKTYPhl, MUHYS KECTKUE OIpaHUUYCHUS PAyca OTCEUKH
JIOKAJIbHOTO OKpYyXeHus. Hamuune BeKTopa U OTKPBUIO BO3MOXKHOCTD IPSIMOTO 00yUeHUs
MOJIEJIEM Ha CBOMCTBA, 3aBUCSIINAE OT BHEIIHUX TEPMOAMHAMMUYECKUX YCIOBHN. B xumun
tBepaoro Tena MEGNet akTuBHO puMeHsieTCs Uit HOCTPOSHUS CyppPOTaTHBIX MOJIENei
€MKOCTH JIBOITHOTO 3JIEKTPUYECKOTO CJI05,  TAKXKE JUIsl IPEACKa3aHus AUIEKTPUUECKON

IIPOHUIACMOCTHU U CBO6OI[HOﬁ SHEPIrun I'n606ca clI0KHBIX OKCHJHBIX CUCTEM.
6.3. ALIGNN (Atomistic Line Graph Neural Network)

[TpUHIIMNIATBHBIM [IATOM B MPELIU3UOHHOM OIMMCAHUH JIOKAJTbHON N€OMETPUN KPUCTAILIIOB
CTaJI0 BHEIPEHHE MHOTOYPOBHEBOTO YTIIOBOTO KOJUPOBAHUS, PEATN30BAHHOTO B
apxutekrype ALIGNN (Atomistic Line Graph Neural Network). Paspa6orannas K.
Choudhary u B. DeCost [27] ceTb periaet ¢pyHIaMEeHTaTbHYO TPOOIEMY TPaJAUIIHOHHBIX
GNN — necnioco6HOCTh MU DHepeHIIMPOBATh CTPYKTYPHI C OAMHAKOBBIMU MEXAaTOMHBIMU

pacCToOAHHUAMU, HO PA3HBIMH BAJICHTHBIMU YTJIaMH.

Marematrueckuii anmapat ALIGNN 6a3upyercst Ha 0THOBPEMEHHOM OOHOBJICHUH JIBYX
COIPSDKEHHBIX I'paoB: KIACCUYECKOT0 KPUCTAIINYECKOro rpada § U IpoU3BOJHOTO

pebeproro rpada (Line Graph) L.
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PucyHnok 6.1. Cxema CONpsHKEHHOTO MTPOCTPAHCTBEHHOT'O OTOOPaKEHHUSI aTOMHBIX CTPYKTY]
B apxutektype ALIGNN: Tpancisnus cBs3eit kpucrammndeckoro rpada G B y31bel pedepHOTro
rpada (Line Graph) L s sBHOro ydeTa BaT€HTHBIX YIIIOB 6 jy .

Kiaaccuueckuii Kpuctamindeckuii rpadg IlpousBonHblii pedepublii rpag
G=(VE) (Line Graph) L = (V,, E)

Pebpo ef, =0

(BekTOp yrna)

Pebpo e;; Pebpo e ¥3en rpada L Viex rpaga L
(aHcTanms) (ancTaHums) (Bona e;;,) (Bonn e;,.)

Vron 0

P T

B pebeprom rpade L yznamu cTaHOBATCA pedpa e;; HCX0AHOTro rpada, a HOBbIE pedpa
COCIMHSIOT T€ Y3JIbl, KOTOPBIE MMEIOT OOIIUI aTOM B UCXOJIHOM pemieTke. Beca 3THX HOBBIX
pebep KOMMPYHOTCS TOYHBIMU 3HAYEHUAMHU TPEXMEPHBIX BAICHTHBIX YTIIOB ;) MEXLY

CBA3sSIMH.

ApPXUTEKTypa OCYIIECTBIIACT MMOCIIE0BaTEeIbHBIC HTEPALINU COOOIIeHUsIME (IMessage passing)
MoNepeMeHHO B 000uX rpadax, rnepeaaBas reOMETpUUECKyr0 HHPOpMAIIHIO 00 yriax Ha
KaTHOHHBIC U aHHOHHBIE y31bl. Ha cerogusmmmii neas ALIGNN ynepkuBaer nuaupyroiue
no3uiuu o TounoctH (State-of-the-Art) Bo mHorHx 6eHuMapkax 6a3bl qanHbIX JARVIS-
DFT, nemoHCTpUpys HENIPEB30IIEHHYIO IPOTHOCTUYECKYIO CIOCOOHOCTh MPHU pacyeTe
TEH30POB YIIPYTOCTH, YHEPTUH PEIICTKH U MTapaMEeTPOB MEKATOMHBIX ITOTCHIIHAJIOB IS

CHJIbHO UCKAKCHHBIX ITPOTOHIIPOBOJANIINX MATPHUILI.

Mogems ALIGNN pemaer mpobiemMy moTepu yriaioBoi CHMMETPUH B IPOCTPAHCTBE
IIPU3HAKOB 3a CUET OJTHOBPEMEHHOTO OOHOBIJIEHUS KJIACCHYECKOro aTOMHOro rpada G u

COIPSDKEHHOT 0 JInHeHoro (pedepHoro) rpada L.

B rpade G y31b1 — 5T0 aTOMBI V;, a pebpa — CBA3M €;;.
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B nuneiinom rpade L yznamu sBisiores pedpa ucxoanoro rpada (v, = e;j), a pebpa zy,,
CBSA3BIBAIOT T€ Napbl pebdep (€;;, €;x ), KOTOpBIE cXoaaTcs B 00meM y3ie i. Beca pebep 2z
VHULMATU3UPYIOTCS YEPE3 TPEXMEPHBIH BAJIEHTHBIH yroi 6y :

C ¢m)2>

Zip = RBF(6;;) = exp (— 202

Onun urepannonubiii ciioit ALIGNN cocTouT u3 IByX MociieoBaTebHBIX OJIOKOB Mepeaadn
coobmienutii (Line-Graph Convolution u Edge-Graph Convolution):
CBepTka Ha JauHeiiHoM rpade (£ - L):

OO6HOBICHHE Y3TI0B JTMHEHHOTO Tpada (KoTopblie (GPU3UIECKHU SBIISIOTCS peOpaMu UCXOTHOTO
rpada):

t+1 t t
ylg ) = COHVL(J’;E )' {yzg )}peN(k)' {ka}peN(k))

CBepTKa Ha KpUCTaLIMYecKoM rpade (G = G):

CunxpoHu3ausi OOHOBJIEHHBIX BEKTOPOB pedep ¢ COCTOSHUSMHU aTOMOB:

(t+1) _ _ (t+1)
ij — Yk

e
(t+1) _ t) t) (t+1)
v, _Convg(vi( ,{Vj( }jeN(i)'{eij }jEN(i))

Maremaruueckas CTpyKTypa 06eux cBepTok Conv 6asupyeTcs Ha apXHUTEKType 3aTBOPHOTO
rpadosoro cios (Gated Graph Conv), onepupyroIiero JHHSHHBIME TpaHCHOPMAIIHSIMH C

nocieayrolei Hopmanusaiueit cioes (LayerNormalization):
h; = LN WOUi + z o (lej + erij) @ (W3U])
JEN(D)

DTO rapaHTHpYeT, YTO TEOMETPUIECKAs HHPOPMALKs O BAICHTHBIX yriiax 6;, HampsAaMyro

HpeﬂonpenenﬂeT HUTOT'OBBIC BJ'IGKTpOHHI)Ie u 3HepFeTI/I'—IeCKI/Ie )IeCKpI/IHTopBI ATOMHBIX y3J’IOB.
6.4. Matformer

IlocmemHUM CIIOBOM B SBOJIIOIINH FJ'I}’6OKOFO 06y‘IeHI/ISI JJId 3aJa4 MaTCpHUATIOBEACHUS CTAJIO

BBITCCHCHHUEC KIIACCUUCCKHUX CBCPTOUYHBIX U rpa(bosblx ceTei APXUTCKTYpaMH Ha OCHOBC
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MeXaHU3MOB yrpasisieMoro BauuManus (Transformers). IlepenoBoit MOIEIbIO JAHHOTO

knacca sBistercs Matformer, npencrasinennas C. Yan, Y. Liu u coaBropamu [28].

Maremarnueckas oruka Matformer npeooneBaer GpyHmaMeHTaIBHBIH HEIOCTATOK
kiaccudyeckoro message passing 8 GNN — npobiemy «repecriaxkuBanusi» (0versmoothing),
[IPU KOTOPOH ¢ YBEJIIMYEHUEM TIIyOUHBI CETH BEKTOPBI COCTOSIHUI BCEX aTOMOB CTAHOBSITCS
NPaKTHIECKH UICHTHYHBIMH, CTUPAst HHIMBHIyaIbHbIE 0COOCHHOCTH CTPpYKTYphl. Matformer
aJlanTHPyeT MeXaHu3M MHororojoBoro camopauManus (Multi-Head Self-Attention) x

TPEXMEPHOM MEPUOTUYCCKON PEIICTKE, PACCUMTHIBASL BECA BHUMAHHUS (;j MEXKY aTOMaMU

TUHAMHYECKU:

_ exp (l/)(QUi, Kvj, eij))
v Yrenc) exp (W(Qui, Kvy, eir))

rae Q (Query) u K (Key) — o0yuaemMbie MaTpHIlbl POSKIINH, a i) — WHBapHaHTHAS
(bYHKIMS, OLICHUBAIOIIAsi TEOMETPHYECKYIO U XUMHUYECKYIO OJIM30CTh OOBEKTOB.
JononuutensHo B Matformer peanu3oBan 010K COXpaHEHHs IPOCTPAHCTBEHHBIX
metananHbix (Periodic Spatial Encoding), KOTOpbIii %KeCTKO (GUKCHPYET IapamMeTphbl

TPAHCIAMOHHON CUMMETPHUH PELIETKH.

Mogaens Matformer 3ameHsieT ®KeCTKO JIOKAIM30BaHHYIO CBEPTKY MEXaHU3MOM
MHoOrorojioBoro camoBaumanus kpuctaiia (Crystalline Multi-Head Self-Attention). J{ist
NpeoTBpaIeHUs POOIeMbI MepecriiaxuBanus rpada (oversmoothing) mpu pacuere

K03()(HUIIMEHTOB BHUMAHUS (t;; YYUTBIBAETCS HE TOJBKO XUMHUYECKOE CXOJICTBO Y3JI0B, HO U

MPOCTPAHCTBEHHBIE MATPHUIIBI TPAHCIALMOHHON NEPUOAUIHOCTH.
MatemaTHudecKuid pacueT JiIs OJJHOU TOJIOBBI BHUMAHUS A BBITJSIIAT CIICTYIOIIMM 00pa3oMm:

1. Bsruncnenue Tenzopos 3anpocos (Q), Kmrouelt (K) u 3nauenutii (V) nns y310B yepes

o0yuaemble MaTpuLbl npoexuuii Wy, Wy, Wy, € RF*dk:
Qi = 'UL'WQ, I(] = ijK’ V] = ijV

2. Pacder MaTpuIbl MPOCTPAHCTBEHHOTO KOAMPOBaHUsA pebpa (R; ), IHBADMaHTHOM K

OpPTOTOHAJLHBIM TIPEOOPA30BAHUSAM, C UCIIOJIH30BAHUEM MTapaMETPOB

MEPUOINYECKOTO CBHUTA IIEMEHTAPHOMN STYEHKMU:
Rij = e;jWg
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h

3. Boluncienue HEeHOPMAIU30BaHHBIX KOIQOUIMEHTOB SHEPTHHU CBA3H €;;,

VUUTHIBAIOIIMX IEPEKPECTHOE IPOM3BEICHIE BEKTOPOB:
n Qi+ R (K +R)"
Vdx

h
4. Pacyer puHAIBHBIX BECOB BHUMAHUA @;; YePe3 IPOCTPAHCTBEHHO-OIPAHIYCHHYIO

¢bynkuro softmax:

N exp(el*)

v Zkezv(i) exp (ei’}()

5. Arperamus Ipu3HAKOB OKPY)KEHHUS C OOHOBIIEHUEM BEKTOpA aToMa:

(t+1) _

v

®) , yH h
v Hllp=q a;; (Vi + Rij) |Wo
JEN(D)
rae II_, o603HavaeT koHKaTeHHpOBaHKE BEIXOAOB BeeX H rosos BHuMaHus, a W, € RHEXF
— (uHanbHAS TMHeHHas npoekuus. Takas cxeMa 03BOJSeT AIrOPUTMY AUHAMUYECKH

nepeCTrpanBaThb BE€Ca CBsA3€H B 3aBUCHMOCTH OT JIOKAJIbHBIX MCKaKECHHI CTPYKTYPHI.

B npukiagHbIx HCClieIOBaHUAX BOJOPOAHON 3HepreTuku Matformer nezamenum npu
KpPYITHOMACIITAOHOM CKPUHHHTE MHOTOKOMITOHEHTHBIX BEICOKOIHTPOIHIHBIX OKCHIOB
(HEO), Tax kak mo3BoJisieT ceTd (pOKYCHPOBATh BHIYMCIUTEIBHBIE PECYPChl Ha Hanboee
KPUTHUYECKHX 3JIEMEHTaX CTPYKTYpbl — JedeKTax, uHTepdeiicax pasneneHus gpas u myTax

MEPKOJIALIMH IIPOTOHHOIO IIEPEHOCA.
7. BbICOKOIPOU3BOUTEIbHBIN MOUCK MATEPHUAJIOB

7.1. DFT + Machine Learning

WNuTerpanus pacueroB ¢pyHkuoHana miotTHocTd (DFT) u anropuTMoB MalmHHOTO
00OyueHus JIEKUT B OCHOBE COBPEMEHHOM MapaJuIrMbl BBICOKOIPOU3BOAUTEIHLHOTO
CKPUHMHTA. B TpaJUIIMOHHBIX BBIUNCIUTEIBHBIX CXEMaX KBAHTOBO-XMMHUECKOE
MOJIETUPOBAHUE CJIOKHBIX OKCUAHBIX CUCTEM (HAIIPUMED, CYNEPbIUEeK IEPOBCKUTOB C
nedeKTaMu) OrpaHNYCHO KECTKUMH BBIYUCITUTENbHBIMUA pamkamu. CBsizka DFT + ML
peliaer 3Ty npobeMy 3a CYeT KOHIIECTILMU CypPPOraTHOro MojieiupoBaHus (surrogate

modeling).
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Kak moxpo6no omuceiaiot B. Meredig, C. Wolverton u coaBtopsl B ctathe [17],

BBIYHCIIUTENbHBIN KOHBEWEp OPraHu3yeTcs 0 HepapXUyecKOMY IPUHIIUITY:

Pucynok 7.1. Cxema uepapXuueckoro BbIUUCIUTEIIBHOTO KOHBEHEepa
BBICOKOITPOU3BOAUTEIILHOTO IMOKMCKA MAaTEPUAJIOB HA OCHOBE CBSI3KH IKCIPECC-CKPUHUHTA
MamuHHOTro o0y4yenus (ML) u nperu3nonHoii KBaHTOBO-XuMuueckoi Bamuaaruu (DFT).

Berunc/InTeILHBIH KOHBeHep CKPHHHHIA MATEPHATIOB
(DFT + Machine Learning)

XMMHYeCKoe MPOCTPAHCTBO
10% runoTeTHYECKNX OKCHIOB

l

DKCITPECC-CKPUHHHTI: Omces 99% coedunenuti
O0yuennas ML-monens == (npocHo3 cmaduibHOCMU U
(Matformer / ALIGNN) NPOBOOUMOCIIU 30 MUANUCEKVHObL)

l

10% mepcmeKTHBHBIX KAHINAATOB
(Eabove_hun < 0.053B)

!

KBAHTOBAA BAJIUJAIIUA: Tounwlii pacuem degexmos
IIpenn3nonnbie pacyeTsbl === (BbiCOKGSA MOYHOCTD,
DFT / Ab Initio BBICOKUE 3amPAmbl pecypcos)

!

Ton-10 cTadUIBHBIX MATEPHATIOB
A1 Ta0OPATOPHOTO CHHTE3a

Ha nepBoM stane ML-mMozienu MrHOBEHHO OLIEHUBAIOT TEPMOJANHAMHUYECKYIO CTAOUIBHOCTD
(Eabove nur) ¥ 30HHYIO CTPYKTYPY MUJTMOHOB BHPTYalIbHBIX coeqrHeHni. Ha BTOpoM dTame
O0TOOpaHHBIE NEPCTIEKTUBHBIE KaHAUAAThI (MeHee 1% OT nCXOoHOTO IyJia) OTHPABIIAIOTCS Ha
tounyto DFT-penakcarmuto mist BepuduKamuu u 1eTaabHOTO pacuera AeheKTHOM XUMHUH 10
Kpérepy—Bunky. 910 cHHXaeT cyMMapHbI€ 3aTpaThl CYyNIePKOMITBIOTEPHOTO BPEMEHU Ha

HECKOJIBKO MOPSIKOB, COXPaHss UTOTOBYIO TOYHOCTH ITOHMCKA.
7.2. Active Learning (AkTHBHOe 00y4eHue)

KOF}Ia JJIsL UCCIICJOBAaHUS BI)I6I/IpaeTC$I NPHUHOHUIIMAJIBHO HOBAA XUMHUYCCKas CUCTEMA,

roToBble oOydaroniue BEIOOPKH B 0a3ax JaHHBIX OTCYTCTBYIOT. B Takux yciaoBHsIX

42



MIPUMEHSETCS CTpATerus akTUBHOTO o0yuenus (Active Learning). DToT moaxo oCHOBaH
Ha UTEPATHBHOM B3aUMOJICHCTBUH MTPEANKTHBHOTO aroput™ma U Banuaatopa (DFT wim
HKCIIEPUMEHTA), TIPH KOTOPOM MOJIEh CAMOCTOSITEILHO ONPEICIISET, KaKie HMEHHO JTaHHbIE

el He0OXOAMMBI JUIsI MUHUMU3AINKU HEONIPECIICHHOCTH CBOUX MPEICKa3aHUM.

MeTo10J10THsl aKTUBHOTO OOYUEHHS /IS TOUCKA HEOPTaHMYECKUX (ha3 JIeTaabHO
dbopmanuzoBana B ucciaeaoBanuu J. Ling, M. Hutchinson u coasropos [29]. [{uka

AKTHUBHOI'O o6yquI/15{ BKJIIOYACT CICAYIOMMNE HIaru:

1. OOyuenue 6a30Boit ML-Momenm Ha MUHUMAJIBHOM CTApTOBOM BBIOOPKE (HAampuMep,
50 U3BECTHBIX OKCHUJIOB).
2. TIporHo3 cBOWCTB sl BCErO HEPA3MEUYEHHOTO MPOCTPAHCTBA TUIIOTETHUECKUX
MaTEepUajIoB C OLIEHKOW JUCTIepCUU (TIOTPEIIHOCTH) MPeICcKa3aHus s Kaxa0i
TOYKH.
3. Bri0op Hanbonee nHGOpPMAaTUBHBIX 0OBEKTOB ¢ MOMOIIBIO PpyHKIIMKU 0TOOpa (Query
Strategy).
4. Ilpoenenue DFT-pacueToB uinu cuHTE3a 1Sl BBIOpaHHBIX O0BEKTOB U JOOABJICHHE
MOJIYYEHHBIX PE3yJIbTaTOB B 00YUYaIOIIYIO BEIOOPKY.
5. TloBTopeHue IUKIA 10 TOCTHXKEHUS 1eJIeBOM TOYHOCTH MOJIEIIH.
AxTuBHOE 00y4YeHHE KapIUHAILHO MEHSET JIOTUKY CKPUHUHTA: BMECTO CITy4allHOTO WIIH
CILTOIITHOTO Tiepedopa crcTeMa IeIeHAPaBICHHO 3aI0IHSET «Oeble MATHAY B
MHOTOMEPHOM IPOCTPAHCTBE MPU3HAKOB, MUHUMHU3UPYS 00IIee YHCIO PECYPCOEMKUX

BBIYMCIICHUM.
7.3. Bayesian Optimization (baiiecoBckas onTumMu3anus U GyHKINH I0JIE3HOCTH)

|. lns 3¢ dexTrBHON HaBUTallMKU B IIUKJIE aKTUBHOTO OOyY€HHUs U TIOUCKa
r1100aJIbHOTO SKCTpEMyMa (HalpUMep, COCTaBa MEPOBCKUTA C MAKCHMAIbHOW TIPOTOHHOMN
MPOBOAMMOCTBIO) UCIIONB3yETCS MaTEMAaTHIECKH anmapat 6aiiecoBCKOil ONTHMHU3au
(Bayesian Optimization). B kauecTBe cypporatHoii MO/ 371eCh Yallle BCEr0 BBICTYIAIOT
I'ayccoBckue mponeccnl (Gaussian Processes, GP), koTopbie almpOKCUMHUPYIOT IIETEBYIO
¢du3rUecKyto QYHKIMIO M BO3BPAIIAIOT MPECKa3aHue B BUJIE BEPOSITHOCTHOTO

pacripesieieHus CO CPEIHUM 3HaueHUeM [ (X) U CTaHIapTHBIM OTKJIOHEHHEM O (X).

bananc Mexx Iy uccaeoBaHHEM Mallon3y4eHHbIX obnmacteii (exploration) u skcryaranueit

yXe U3BECTHBIX onTUMYMOB (exploitation) perynupyercs cnennansHbIME (PYHKIMAMHA
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nosesnoctu (Acquisition Functions), anroputMsl IpUMEHEHHS KOTOPBIX OMUCAHBI B 0030pe

P. Lookman, F. J. Alexander u coastopos [30]:

Expected Improvement (EI): MmakcuMu3upyeT MaTeMaTH4eCcKOe OXKHMIAHHE YIydIICHUS
IEJIEBOM METPUKH OTHOCUTENILHO TEKYIIETO JTYYIIETro 3HAUCHHS.

Upper Confidence Bound (UCB): BeiOupaeT TOUKy, MAKCUMHU3HPYIOIIYIO JTHHSHHYIO
KOMOWHAIIMIO CPETHETO U HEOIPEICIICHHOCTH

aycg(X) = u(x) + k- 0(x)

HapaMeTp K HACTpanuBaACTCA UCCIECAOBATCIICM: BEICOKUEC 3HAUYCHH K 3aCTAaBJIAIOT aJI'OPUTM
HCKAaTb HOBBIC OKCTPEMAJIbHBIC KPUCTATINIMYCCKUC CTPYKTYPhI B HCOIMMCAHHBIX XUMHWYCCKUX
IMPOCTPAaHCTBAX, 4 HU3KHUEC — OIITUMHU3UPOBATH COCTABbI BOJIN3U YiKC HafI[[eHHLIX

() PEKTUBHBIX PEIICHUH.

I1. ITpu noucke 3KCTpeMyMOB B MHOTOMEPHBIX XUMHUYECKUX MIPOCTPAHCTBAX
(HanpuMep, NOUCK ONTUMAIILHOI CTEXHOMETPHHU BHICOKOIHTPOITMITHOTO OKCHA C
MaKCUMAaJIbHOU IPOBOIUMOCTBIO) MIpsiMasi olleHKa 1eneBoi pyHkumu f (X) meromamu DFT
WM SKCIIEPUMEHTOM SIBIISIETCS KpaifHe 1oporocrosieii. baiiecoBckas onTUMU3anys pemaet
3Ty 3aJauy, 3aMmeHss f (X) CypporaTHOM MOJENBIO Ha OCHOBE ['ayCCOBCKHX MpOIieccoB

(Gaussian Processes, GP).

Jl11is 1100601 TOYKH MPOCTPAHCTBA COCTABOB X 'ayccoBCKHiA Mpoliecc BO3BpaIlaeT
MPEANKTUBHOE pacipeiesieHne B BUJIE CPEHETO 3HaueHus (HanboJiee BEpOsITHOTO 3HAUCHUS

cBoifcTBa) u(X) U ucrepcuy (Mepsl HEONpeIeIeHHOCTH MOJIeNH) o2 (X):

p(f(x) 1 x,D) = N (f (x); u(x), 0 (x))
Br16op cnenyromeit ToUku X, 41 A0 npoBeneHus: DFT-pacuera mnu mabopatopHOro cuHTe3a
OCYIIECTBIIAETCS MyTeM MakcuMmu3anuu Gpyaknuu monesnoctu (Acquisition Function) a(x),

KOTOpasA MaTEMAaTUUCCKH PaspCiiacT JUICMMY MCKOY BKCHHyaTaIII/Ieﬁ HN3BCCTHBIX

ontumyMmoB (exploitation) u uccienosanuem 301 Heonpeaenenuoctu (exploration).
dyuxuus noJesnocru Expected Improvement (EI)

qDYHKI_II/ISI OXKNIACMOT'0 YIYUHICHUSA OONCHUBACT MATEMAaTUUCCKOC OKUIaHUC ITPCBBIIICHUA

IEJIEBOTO CBOWCTBA HAJl TEKYLIUM HalIeHHBIM MakcuMyMoM f(XF):

agi(x) = E[max(0, f(x) — f(x™)) | X]

HNHTerpupoBanne TaHHOTO BRIPAKEHUSI TI0 TAYCCOBY PACTIPEICIICHUIO CYPPOTaTHON MOICIN
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MPUBOIUT K 3aMKHYTOW aHAJTUTUIECKOHN dopme:

ag(X) = (ux) — fENP(Z) + c(X)(2)
rae @(-) u ¢(-) — KymynaTuBHas GYHKUUS paclpee]IeHNUs U INIOTHOCTh BEPOSITHOCTH
CTaH/IapTHOTO HOPMAJIBHOTO PAacHpeaeIeHUs] COOTBETCTBEHHO, @ HOPMHUPOBAHHOE
OTKJIOHEHHUE Z BBIYUCIISACTCS KaK:
px) - f(x)

Z= a(x)
0 ecina(x) =0

ecin a(x) >0

IlepBoe caaraemoe (1(X) — f(x7))D(Z) orseuaer 3a exploitation: ono Benuko Tam, rue

MMpEACKA3aHHOC CPEAHCE 3HAUYCHNUEC CYIICCTBCHHO BLIIIC TCKYIICTO PEKOPJAA.

Bropoe ciaraemoe o(x)¢(Z) orBeuaer 3a exploration: oHo mpUHUMAaET MaKCUMaJIbHBIE

3HA4YEeHUs B 00JIACTSIX C BRICOKOI HEONPEIEICHHOCTHIO IPOTHO3a 0 (X). DyHKIHS

®yukuus noJesnoctu Upper Confidence Bound (UCB)

CDYHKI_II/IH BEPXHETO AOBCPUTCIIBHOTO IIPEACIIa UCITOJIB3YCT ONTUMHUCTUYHBIM cueHapHﬁ,

OLICHUBAsl BCPXHIOKO I'PAHUIY JOBCPUTCIBHOI'O MHTEPpBAJIA MIPCACKA3aHUA:

ayce(X) = u(x) + k- 0(x)
riae k > 0 — runepnapamerp, perynupyromuuii crpareruto M-arenra [30]:

Ipu nu3kux 3HaveHusix K (k — 0) anmropuT™ NMepexoutT B peskum xkectkoro exploitation,
BBIOMpAsi COCTABbI HCKIIFOUUTEIILHO B Y3KOI OKPECTHOCTH U3BECTHOTO MaKCHMyMa

MPOBOAUMOCTH. IT0 3((HEKTUBHO /Il TOHKOH JOBOJKH COCTaBa.

Ipu BbicOKUX 3Ha4YeHusX K (k = 3) nomunupyet wien exploration. UM uraopupyet
npecKa3anHoe cpenHee U (X) U HapaBsieT pOOOTH3UPOBAHHBIE CHCTEMbI HA CHHTE3
COEIMHEHUH U3 a0CONIOTHO HEU3YYSHHBIX XUMUYECKUX KIIACCOB, TE AUCTepcus o (X)
MaKCHUMalbHa. DTO MO3BOJSIET COBEPIIATH MIPOPBIBHBIC OTKPBITHS MPUHIIMIHATEHO HOBBIX

KpUCTAIIINYECKUX (a3.

I[J'ISI JUHAMHUYECKOM ONTUMM3AIINU B paMKax aKTUBHOI'O 06y"-ICHI/I}I napaMeTp K 4aCcTo

MAaCIITAGHPYIOT IO BPEMEHHU UTepalun t Kak Ky = + 2In(t4/2+212/38,), rne d —
Pa3MepHOCTh MPU3HAKOBOTO MPOCTPAHCTBA, a 8y € (0,1), 4TO rapaHTUPYET CXOTUMOCTh

0afleCOBCKOT0 MOKCKa K r1odaibHOMY (pusuueckomy Makcumymy [30].
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7.4. Autonomous Materials Discovery (ABTOHOMHBIii MOMCK MATEPHAJIOB)

Beicmieit Toukoit pa3BuTHsi HHOOPMATHKH MAaTEPUAIIOB SIBIISICTCS KOHIICTIIINS MOJTHOCTHIO
aBTOHOMHOTO moucka (Autonomous Materials Discovery). DToT H0X0/1 UCKITIOUaCT
YeIIOBEYECKHI (PaKTOp U3 PYTHHHBIX 3TAMOB I'eHEPALUU THITOTE3, TNIAHUPOBAHUS PACUETOB U
MEPBUYHOTO aHaIHM3a. YTIPaBICHUE UCCIIC0BATEIILCKAM POIIECCOM TIepeIaeTCsl
cnenuanusupoBanusiM M-arentam (Al Orchestrators), koTopsie OnepupyoT B 3aMKHYTOM

ke (closed-loop discovery).

B ¢pynnamenransHoMm Tpyzne A. Aspuru-Guzik, K. Persson u coaBropos [31] onucana

APXUTCKTYypa TAKUX aBTOHOMHBIX CUCTCM:

Pucynok 7.2. Apxurektypa 3amkaytoro ukia (closed-loop discovery) aBToHomHOro0
noncka (yHKIMOHAIBHBIX MaTepuasioB, oobseaunstonias UH-opkecrparop,
aBTOMATH3MPOBAHHBIEC BEIYUCIICHHS] KBAHTOBOW XUMHUH, POOOTHU3UPOBAHHBIA CHHTE3 U
MacirTabupyemyro 0asy 3HaHUH.

ApPXMTEKTYPa aBTOHOMHOIO NIOHCKA MATEPHAJIOB
(IMapagurma cucrem ¢ 3aMKHYThIM LHKT0M — Closed-Loop)

Jadauu na
KEAHMOGble PAcHembl

HH-OPKECTPATOP (AGENT) — > BBIYUCIHUTEJIBHBINA KJIACTEP

« Hapuranus B XiM. POCTPAHCTBE * ABTOMATHYCCKHE KBAHTOBBIC PACHETHI
« QuriaMH3aIHA (yHKIHI H0J1e3H0CTH » Bricokonponspomurespuptit DFT-ckpununr
« [enepanus BUPT. CTPYKTYP « Monexynspras ansamuka Ab Initio
« AkTHBHOE DafiecoBcKoe 00yHeHne » Peiakcais KpHCTALIHIECKOH PEMETKH

Joobyuaiowue Hepcnexmusivte

GHIOOPKU OaHHBIX Kanoudanivl
BA3A 3HAHHH (DB) POBOTHU3UPOBAHHASA JIABOPATOPHU S

+ OGHoBICHHE NPEIHKTHBHEIX MOJIECH * ABTOHOMHBIIT TBepIoDa3HEI CHHTE3
» Yuusepcansneni cGop aannerx (Data Harvesting) * ABTOMATH3HPOBAHHBII 30/1b-T'€JIb METON
» COOp YCIeHBIX H HEraTHBHBIX JAHHBIX =] + Dxcopecc-xapaxrepnsamis (a3
« Jlooby4eHne HellpoceTel B PEAIEHOM BPEMCHH « CKpHHHHI HMIICJAHCa B peknme 24/7

ODkenepumenmansisie daruie
(Hunedaie / uppaxmoepammot)
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NU-arent ananu3upyeT TepadaiiTel nHGOpMaryy u3 0a3 TaHHBIX, TEHEPUPYET BUPTYaIbHbIC
KPHCTAJUINYECKUE CTPYKTYPBI OKCHIOB, 3anmyckaeT ux DFT-Bamunanmio Ha
CYNEPKOMIBIOTEPHBIX KJIACTEPax M MepeaaeT HHCTPYKIUN POOOTU3UPOBAHHBIM
71a00paTOPHBIM KOMILIEKCAM Ul IIPOBEACHUS TBEPA0(a3HOTO UM 30JIb-TeJIb CUHTE3A.
[ToydeHHbIE SKCTIEPUMEHTABHBIC PE3YIIbTaThl (BKIIOYAs IEKTPOXUMHYECKUI UMIIEJAaHC U
nudpakTorpaMmbl) B peXKMME peabHOr0 BPEMEHH BO3BpalIaloTcs B 0a3y 3HaHUiL, 1000ydas
HeipoceTu. Takue KOMIUIEKCHI CITIOCOOHBI HENPEPHIBHO (DYHKIIMOHUPOBATH B pexkume 24/7,
MOTEHIMAJIFHO COKpAIasi MPOJODKUTEIBHOCTD OTAEIBHBIX ATANOB IMOMCKA U ONTUMH3AINN

MaTcpuraioB.
8. MamuHHoOe oﬁyqeﬂne AJIA TBEPAOOKCHIHBIX TOIVIMBHBLIX 3JICMEHTOB

8.1. Karoaubie MmaTepuaJbl

Pa3paboTtka BbICOKO?(D(PEKTUBHBIX KATOJIOB JJISl CPEAHETEMIIEPATYPHBIX TBEPIAOOKCHUIHBIX
ToruuBHBIX 1eMeHTOB (TOTD) chokycupoBaHa Ha MOMCKE MaTEPHAIIOB CO CMEIIAHHOM
MOHHO-3JIEKTpOHHOU poBoAMOCThI0 (MIEC) 1 ynpTpaHU3KUM 3HAUYEHUEM
MOJISIPU3ALMOHHOTO COMPOTUBJICHUSI. OCHOBHBIM JIMMHTHPYIOIIUM IPOIIECCOM Ha KaTo/ie
SIBJISICTCS peakius BocctaHoBeHus kucioposa (ORR). TpagunimonHbie KOOAIBTUTHI U
(eppuTh NEPOBCKUTHON CTPYKTYpHI (Hanpumep, La,_,S1Coy_, Fe, 05_5 — LSCF)
JEMOHCTPHUPYIOT BBICOKYIO aKTUBHOCTb, HO CTPAJIal0T OT OBICTPOM Aerpaiallii, BEI3BAaHHOU

cerperauHeITI CTPpOHIHA HA MOBEPXHOCTHU.

Kak moxkassiBatot Y. Zhang, |. Tanaka u coaBtops! B crathe [32], alropuT™MbI MAIIIMHHOTO
00y4eHHS TTO3BOJISIOT MMPOBOUTH MHOTOKPHUTEPHUATBHBIIN IMOMCK KATOIHBIX MaTEPUAIIOB.
Monenu Ha 6a3e SKCTpeManbHOro rpagueHTHoro oyctuHra (XGBoost) u rpadoBsix ceteit
oOyuaroTcs Ha IpeJCcKa3aHne SHTAIBIIMU 00pa3oBaHMsl BakaHCHM kuciopoaa (AH,) u

OHEPIrun ):[ecop6u1/m.

DTO TO3BOJISIET BBISIBUTH HOBBIE 0€3CTPOHIIMEBBIC IEPOBCKUTHI HA OCHOBE HUKEJISITOB
(LnyNiOy4, 5) v nBOMHBIX TepOBCKUTOB (AA'B,0g_s), y KOTOPBIX pacueTHasi CKOPOCTh
MMOBEPXHOCTHOTO OOMeHa Kuciopoa (k™) Ha Ba MOpsAKa MPEBHIIIAeT MOKa3aTeNln

knmaccnyeckoro LSCF mpu remnepatypax 550--600 °C.

OcHoBHoi1 3a1a4eii anropurMoB MU nipu npoekTHpOBaHUH KaTOI0B
cpenneremnepaTypHblx TOTO sBisgercs MakcMMU3anus CKOPOCTH PEAKIIMA BOCCTAHOBIIEHUS

kuciopoaa (ORR):
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0, (ra3) + 2V§" + 4e’ = 205

Tpanuuonnsii 6azoBeii katox La;_,Sr,Co;_yFe,, 0;5_5 (LSCF, Tunuunblii coctan
LagSrp.4Cog,Feqg05_s) moasepikeH nerpamganuu u3-3a 1udPpy3uu KaTHOHOB CTPOHIIUS K
MMOBEPXHOCTHU:

nr

Sri, + 05 — SrO (moBepxHocTHast cerperanus) + Vi,
YTO MPUBOJUT K IACCHBALIMYU KaTATUTUYCCKU aKTUBHBIX IIeHTpoB Co/Fe [32].

C ucnonbs3oBanueM rpadoBbIX HelipoceTel ObLI MPOBEIEH CKPUHUHT OE3CTPOHIIMEBBIX
CIIOMCTBIX HUKEIISITOB CO CTPYKTypoit Pamnnecnena-Ilonmepa cocraa Ln,NiOy, s (Ln =
La, Pr,Nd). Mozaenu MamuHHOTO 00y4eHHSI, UCTIONB3YS B KAYECTBE JECKPUIITOPA CPEIHEE
3HAYCHUE BAJICHTHOTO COCTOSIHUS HUKETS (Zyj), ONTUMHU3HPOBAIN KOAPDUITUSHT

M30BITOYHOTO MEXKI0Y3€IILHOTO KUCIOpoa (§), y4aCTBYIOIIETO B MEXKY3€IIbHOM TPAHCIIOPTE:
1 X _\ A ie
502 (ras) + 2Niy; = O; + 2Niy;

Anropurmbl XGBO0OSt BEISIBHIIN ONITUMATBHBIN COCTAB JBOWHOTO MEPOBCKUTA
PrBa;_,Co,_,Fe, 05,5 (x = 0.05,y = 0.2). 3a cueT KOHTPOIUPYEMOTO Pa3yIOPsAIOUECHHUS
KaTHOHOB Ipa3eoanMa u 6apus B uepenyronmxcs miockocTsx [PrOg] u [BaO]
npeJCcKa3aHHOe 3HAUCHHE YHEPTUN aKTHBAIIMU TIOBEPXHOCTHOTO OOMEHA CHU3HIIOCH 10

E, = 0.82 3B, 4T0 N03BONNIO CHU3HUTH NOJIIPU3ALUOHHOE COIIPOTUBIIEHUE KaToaa 10 Ry =

0.024 Q*cm? ipu 600 °C.

151 moJIHOTO Mpeoo/ieHns1 MPodJieMbl IOBEPXHOCTHOM Jerpasanuu 6e3 norepu
KATAJUTHYECKOI aKTUBHOCTH TeHepaTuBHas nuddysnonnas momens (MatterGen, cwm.
Pa3nen 10.2) coBmectHO ¢ mpeaukTrBHO#N apxutekTypoit ALIGNN (cMm. Pa3nen 6.3)
OCYILECTBUJIA UHBEPCHBIN JIM3aifH CIIOMCTHIX HUKEISATOB CO CTPYKTYpo# Pananecnena-

[Mormepa nepsoro wiena (N=1) coctaBa A, B0, s (MpocTpancTBeHHas rpymma l4/mmm).

PesyabTaTom 3Toro UM-nouncka craj npuHUMNIKHAILHO HOBBII 0€3CTPOHLMEBbI

COCTAB:
Lay 40Prp6oNipgoCup2004+5

[TonpoOHee o momaroBoii cxeme norcka Mo>kHo npoudects B Paznedte 15.
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Pucynok 8.1. Cxema kpuctautorpaduaeckoi TOMOJIOTHH B ITYTH MEXI0Y3€JIbHOTO
niepenoca kuciopoa (0;') B 6e3cTpOHIMEBOH (ase CIIOMCTOr0 HUKENSTa
La; 40Prp.60NiggoCug 200446 cO cTpykTypoii Pagnnecnena-Ilomnmepa.

Kpucraniorpadguyeckas Tono10Tus OTKPLITOH (a3bl
Laq.40ProeoNigsoCupo0Qy . 5 (Panaiecaena-Ilonnepa n=1)

Coii nepoBcKkHTA:
Oxrazapst (Ni/Cu)Og

{ MesmnoyseanHplil nepeckok ;
- 10! (B, =0.682B) :

Cioii pok-con:
Irockocrn (La/Pr)O

Buenpenne npazeonuma (Prt) B mosummio A u meau (Cu?*) B mo3urnuio B mo3Bonmio
ONTHMHU3UPOBATH TEPMOIUHAMUKY 00pa3oBaHus MExXy3enbHoro kuciopoaa (0;') mo

peaKLum:
1 = X 14 e
502 (ras) + 2Niy; = 0; + 2Niy;

Hcnonb3oBanue neckpuntopos Boponoro (Pa3nesa 5.4) nonreepauio, uro 3amerienue 30%
JIaHTaHa Ha MPa3e0/IuM YBEJINYMBAET JIOKAIbHBIM CBOOOIHBIA 00bEM KaTHOHHOTO OJIU/IPA,
JIOKAJIBHO pa3/IBUTas CJIOM pelieTku. B pamkax paccMaTpruBaeMoro BBIYUCIUTEIBLHOTO

CIIEHapusl MPOTHO3UPYETCs 3aUKCUPOBATH:

B KBAHTOBO-XUMHYCCKUX pacuCTax (DFT) PEKOPAHOC CHUKCHUC DHCPTUU aKTUBAIIUU I10

MEXaHU3MY MEX/I0y3€JIbHON MUTpanuu kuciopoaa 1o 0.68 3B.

YBEJIMUEHUE TUIOTHOCTH JIEKTPOHHBIX cocTosiHui (DOS) Ha ypoBHE DepmMu 3a cUET CHITBLHOM
rubpuanzamu 3d(Cu/Ni) - 2p(O) opOuTaneii, 4To 00ECICUUT IEKTPOHHYIO IPOBOAUMOCTb

0, > 120 Cm/cM npu 550 °C u mossipu3aliMoOHHOE COPOTUBIIEHUE Beero Ry = 0.045Q-cM?.
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Kak pesynbrar, npeamnosnaraercs 4To JaHHbIN MaTepHrall SBJIsSETCs MePCHEKTUBHBIM

KaHIMJIaTOM JUTSl BBICOKOCTAOMIIBHBIX 3JIEKTPOI0OB HOBOTO TIOKoJIeHus [32].
8.2. AHoHBIEC MaTepHAJIbI

Anon TOTD nomxen obecrieunBaTh BEICOKYIO KaTATUTHYECKYIO aKTUBHOCTh B PEAKIHU
okucnenus Bogopoaa (HOR) wim npsimoro pudopMuHTa yriieBoI0pOIHOTO TOILIINBA,
o0yaaTh pa3BUTOM JIEKTPOHHOU TPOBOIUMOCTHIO H OBITH TEPMOMEXAHHUECKU

COBMCCTHMBIM C 3JICKTPOJIMTOM.

Knaccuueckuii kepmer Ni -- YSZ nerpaaupyet u3-3a ClieKaHUS YaCTUILL HUKEIIS, €0

3ayTiepoKUBaHUS TpU pabOTe HA METAHE U OTPABJICHHSI IIPUMECSIMH CEPBI.

Nurerpanus MW B nu3aiiH aHOJHBIX MaT€pUAJIOB HANPABIICHA HA 3AMEHY METAJUIMYECKOTO
HUKEJIsI CTaOMIIBbHBIMHA OKCHIHBIMU MaTpuiiamu. B uccnenosanuu X. Liu, J. Irvine u
coaBTopoB [33] onucaHo nprUMeHeHHe TITyOOKUX HelpoceTeil Uisi CKpUHUHTA TUTaHATOB
XPOMHTOB CO CTPYKTYpoH aedekTHoro nepoBckuta (S7y_, Y, Ti05_g,

La;_xS1,Cr1_yMn,,05_s).

Mopenu MalMHHOTO 00Y4YeHHSI TPOTHOZUPYIOT TEPMOJUHAMUYECKYIO CTAOUIIBHOCTD ATHX
(a3 B )KECTKUX BOCCTAHOBHUTEIBHBIX aTMOc(epax (BJIaXXHbIA BOJAOPO, CUHTE3-Ta3) Mpu
temreparypax a0 800 °C. AnropuTmMbl akTUBHOTO O0y4YEHUS TTIOMOTIIH ONTUMHU3UPOBATh
KOHIICHTPAIIMIO JI0TIaHTa (HampuMep, MapraHiia Wi HUOOUs ) ISl JOCTHXKEHUS
MaKCUMaJIbHOU AMEeKTPOHHON TpoBoAUMOCTH (> 10 CM/cM B BOCCTaHOBUTENBHOMU CpEJIE) U

npenoTBpalieHus (a3oBoro pacnaga aHoIa.

ITpu nepexoae ot kaaccuyecknx kepmMeToB Ni- Y 1621 401 92 (Ni- YSZ) Kk okcuaHbIM

aHoAaM, yCTOMYMBBIM K 3ayIJIEpOKMBAaHUIO IO peakuuu bynyapa:
2CO — C(kokc) + CO,

U OTPABJICHUIO CEpOil:
Ni + H,S —» NiS + H,

mozenu MU chokycrpoBaHbl Ha TOUCKE IEPOBCKUTOB CO CMELIAHHOW MPOBOAUMOCTBIO,

CTaOMJILHBIX B BOCCTAHOBUTEIBLHBIX YCIIOBUAX.

FJ'IY6OKI/IC HeﬁPOHHBIe CCTU HUCIIOJIb30BAJIUCH JIA ONITUMHU3AallUU TUTAHATOB CTPOHI U CO

cTpyKTypoit nedekrHoro nmepoBckuta Sri_, Y, TiO3_s (SYT). [Ipu nerupoBaniu UTTPUEM B
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TO3UIIMK A PEaKlisi KOMIICHCAIIMH 3apsi/ia B BOCCTAHOBUTENbHOM cpene (P, < 10718 aTtm)

IIPOTCKACT I10 CXEMCE!:

1
Y,05 + 2818 + 2Tif; - 2Y§, + 2510 + 2Tix, +5 0, (ra3)

TosiBienKe 371eKTPOHOB Ha d-opbouTanax tuTana (Tif; skBuBaneHTHO cocTosnuio Tit)
o0ecrneunBaeT JOMUHUPYIONIYIO 3JIEKTPOHHYIO IIPOBOAUMOCTD 110 MEXaHU3MY MPBIKKOBOTO

IIEPCHOCAa MAJIbIX ITOJIIPOHOB.

Cypporartubie Moziesin Ha ocHoBe Random Forest npoBeny CKpHHUHT MHOTOKOMITOHEHTHOM
cucrembl La;_,Sr,Cry_,Mn, 0;_s (LSCM). Mozens npesckasana, 4To COCTaB

Lag 75Sr0.25Crg sMng s03_s oGecrieunBaeT uaeanbHblil 6ananc: karnonsl Cr3* /Cr*t
rapaHTUPYIOT TEPMOAMHAMUYECKYIO CTAOMIBHOCTh KPHCTAIMYECKOH MATPHIIbI IPH
HapIMaabHOM JIABJIEHUH KMCI0poaa BIIOTh 10 10722 atMm, a napa Mn3* /Mn?* B
BOCCTAaHOBHTEILHOH Cpejie FeHepUpyeT JOMOIHUTENbHbIE KUCIOPOAHbIE BakaHcuu V",

MOBBIIIAs KaTATMTUIECKYIO0 aKTHBHOCTh B peakiny okucienus sogoponaa (HOR):

H, (ra3) + 0§ = H,0 (ra3) + V5 + 2¢’
8.3. DiekTpoUTHI

['maBHBIM TpeOOBaHHEM K AIIEKTPONUTY cpeaHeremneparypaoro TOTD sBisercs
MaKCUMH3AIHS YHCTO HOHHOU (KUCIIOPOTHOW WIIM TIPOTOHHOH ) TPOBOIUMOCTH TTPH TTOITHOM
MIOJIABJIEHUH 3JIEKTPOHHOTO MEPEeHO0Cca, KOTOPBIA MPUBOIUT K TOKaM KOPOTKOT'O 3aMbIKaHUS
BHYTpH stueiiku. [lepexon ot quokcuaa nupkonus (YSZ) k cpeHeTeMnepaTypHbIM
AIIEKTPOJIMTAM Ha OCHOBE JOMHPOBAHHOTO qrokcHa repus (Ce,_,Gd,0,_s — GDC)
JIMMHTUPYETCS YaCTUIHBIM BoccTaHoBnenneM Ce*t — Ce3' npu Hu3Kkux mapuuanbHbIX

AABJICHUAX KUCJIOpOAaA.

Jist perieHus 3Toi JuiIeMMbl IPUMEHSETCS] BBICOKOITPOU3BOIUTENbHBIA CKPUHUHT C
ucrosib3oBanueM rpadossix HeiiponHbix cerei (Matformer, ALIGNN). Kak moapo6Ho
u3ioxeHo B padore S. P. Ong, C. Chen u coasropos [34], U-moaenu mo3BONISIOT

CKaHHUpOBAaTh TepaGaﬁTﬁoe KOOPAMHAIUOHHOC MMPOCTPAHCTBO MHOTOKOMIIOHCHTHBIX CUCTCM.

HeiipoceTn ycnemHo npeacka3biBalOT HOHHYIO IPOBOJAUMOCTH HE TOJIBKO JJIsl KJIACCHUECKUX
(bII0OPUTOB, HO U /TS CJIOKHBIX CIOMCTBIX CTPYKTYP ((ha3sl AypuBuiinyca, anaTHTHI,

MCJ'II/IJ'II/ITBI), BBISIBJISIL HOBBIE HEKOOAILTOBEIC U HCUCPUCBLIC KOMITIO3UILIUHA C yHBTpaHHSKOﬁ
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sHeprueit aktuanuu nposoaumoctu (E, < 0.53B) B nuanazone 450--600 °C.

Jmn3aiiH TBepABIX 3JIeKTPOJIUTOB ¢ momoubo MU HanpasiieH Ha ONTUMU3AIUIO
KHCIIOPOANPOBOIAIINX (IIIOOPUTOB U IPOTOHIIPOBOSAIINX MEPOBCKUTOB. [iist prrooputoBoit
Matpuiibl CeO, nonupoBanue okcuaom ragosuaus Gd, 05 (marepuan GDC) onmceiBaeTcs

ypaBHeHueM Kpérepa—Bunka:

CeOz
Gd,0; — 2Gdg, + 305 + V5

Onnako ipu T > 600 °C 1 HU3KOM Pg, IIEKTPOIUT BOCCTAHABIIUBAECTCS:
X X ! oo 1
2Cege + 0g = 2Cece + V5™ + EOZ (ras)

YTO MHYIUPYET MAPasUTHYIO 3EKTPOHHYIO MpoBoauMocTh (Cecyr = Ce3") u camxaer KITJT

STYEUKU.

Jlnst momaBnenus 3toro 3ddekra ¢ momoripio Moaenu Matformer 6611 ocyIecTBICH TOUCK

CONONMPOBAaHHBIX cucteM cocraBa Ceq_y_,, Gd,Pr, 0,_s 1 11epoBCKUTOB cocTaBa

Lal_xerGal_yngO3_az_c_:Ev (LSGM). [lst mepoBckuta LSGM (ontumansHbiii cOCTaB

Lag.gSrp.1GaggMgg.20, g5) Monmens MM MuHuMU3HpOBalia SHEPTHIO aKTUBALIUU
IIPOBOAMMOCTH M 3HEPruio accounanuu aedgexron. [Ipu oqHoBpeMenHOM 3ameleHnu La*t Ha
Sr2* B mo3unmu A u Ga** na Mg?* B nozunuu B hopmupyroTcs 1Ba THIA OTpULIATEIHHO

3apSUKCHHBIX Je(EKTOB:
SrCO3; — Sry, + -+, MgO — Mgg, +

KynoHoBckoe mpUTsKeHNe 3aCTaBIsSeT BAKAHCUH KUCIIOpoa OJIOKHPOBAThCS B KilacTepax
[Sr — V5" — Mg 1™ T'padosbie ceTr moMoriu paccyutarh MpoGIb JOMTHPOBAHHS,
MaKCHMHU3UPYIOLIHHA KOHIEHTPALUIO CBOOOTHOTO, HEACCOIIMMPOBAHHOTO Kuciopoaa V. 3to
MO3BOJIMJIO JOCTHYb HOHHOU nipoBoguMocTH 0; = 0.08 Cm/cM nipu 650 °C, nmonHOCTBIO

WCKJIFOYHB JIEKTPOHHYIO YTEUKY TOKA.
8.4. Ilpencka3zanmne KMCJIOPOAHONH MPOBOAUMOCTH

[IpsimMoii pacueTr TeMriepaTypHO# 3aBUCUMOCTH K03 duninenta qudy3ur HOHOB KHCIOPOIa
(Do) MeTonamu KBaHTOBOM MostekysipHO nuHaMuku (AIMD) Tpedyer koioccaabHbIX
BBIUUCIIUTENILHBIX 3aTpaT. B MHpOpMaTuke MaTepuaioB 3Ta mpobaemMa penaercs myTem

CO3JIaHMsI HEHPOCETEBBIX MOTCHIIMATIOB MEXaTOMHOT0 B3aumoeiictus (Machine Learning

52



Interatomic Potentials — MLIPS).

MGTO,I[OJ'IOFI/IH MMPEUU3NOHHOI'O MOACITIUPOBAHUA KUCIIOPOJHOI'O TPAHCIIOPTA ¢ IIOMOIIBIO 404!

neranpHO onrcana A. Shapeev u coaBropamu B cratbe [21].

HeiipocereBoii moreHnman, o0y4yeHHbIH Ha KOpOTKUX Tpaekropusx DFT, anmpokcumupyer
MHOT'OMEPHYIO [IOBEPXHOCTh NOTEHIIUAIILHOM 3HEPTUU KPUCTAILIA. DTO IO3BOJISAET
CYIIECTBEHHO PACIIUPUTh AOCTYIIHbIE BPEMEHHbIE U IPOCTPAHCTBEHHbBIE MACIITAObI
MOJICKYJISIPHO-IMHAMHYECKOTO MOJICITUPOBAHMUS [10 CPABHEHHUIO C TIPSIMBIMU ab initio

pacueramu. Mozienib C BBICOKOW TOYHOCTBIO YJIaBJIMBAET:

e  DddeKThl KOONEPAaTUBHOTO (CUHXPOHHOT0) MEPECKOKA HECKOJIBKUX HOHOB
KHCIIOpO/Ia.
e Biusnue nokaneHBIX QIyKTyaluii o0beMa 31IeMEeHTapHON SYEHKH Ha BBICOTY

INOTCHIUAJIBHOI'O 6apLepa.
! oo e
e TpaexTopun orubaHust OJIOKUPYIOUINX KaTHOHHBIX KiactepoB [M'y, — V']°.

D10 olecrneunBaeT npeackazaHlue MaKpOCKOMMYECKON MPOBOAUMOCTH O; C MOTPELIHOCTBIO,
HE MPEBBIIIAIONIEH IKCIIEPUMEHTATIBHYIO OIIHOKY H3MEPEHHI METOAOM

QJICKTPOXUMHUYCCKOI'0 UMIICaHCa.

MartemaTn4eckoe NPOorao3upoBanue kodpdunuenta 1udpdy3nu noHos kuciaopona Dy c
MTOMOIIbI0 MAIIMHHOTO 00y4YeHus 6a3upyeTcs Ha pacyeTe TPAeKTOPUU JIBH)KEHUSI aHUOHA
gyepe3 TPEYrolbHOE «y3K0€ TOPJIBIIIKO», 00pa30BaHHOE KaTHOHAMH PELIETKH (Harnpumep,

ABYMA KaTHOHAMU IMO3UITUN An OJHHUM KaTHOHOM ITIO3UIIUHU Bs HepOBCKI/ITe).

HeiipoceTeBbie moTeHnnambsl MexxaroMHoro B3aumoieiictaus (MLIPS), Takue xak
MOTEHIMAJIBI Ha OCHOBE anmpokcumaru MmoMmeHTamu (Moment Tensor Potentials — MTPS),
oOyuaroTcst Ha TeH3ope cui F; 1 BUpruambsHOM TEH30pe HANPSHKEHUM =, U3BIIEKAEMbBIX U3
DFT-pacuetos:

F; = =ViEotal, Zap = T A Tia Fi,ﬁ

P2

2
OOy4eHHast MOJIENb C BBICOKOM TOYHOCTBIO PACCUUTHIBAET MPOGUIb U3MEHEHHUS
HOTEHINAIBLHOW SHEPTHHU BIIOJIb KOOPIUHATHI TIEPEHOCA S. DHTANBINSA MUTpaund AH ;4

OTIPEIEISAETCS KaK Pa3HOCTh DPHEPTUH MEXIY CEJIOBOM TOUKOU (ITEPEX0THOE COCTOSTHUE B

IIJIOCKOCTH KaTUOHHOT'O TPCYTOJIBHI/IKa) 1 0a30BBIM MHWHUMYMOM B Y3JIC pCHICTKH:
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AHmigr = Etotal (Ssaddle) - Etotal(sminimum)

Hcnonp3oBanne 00ydenusix MTP-noTennnanos B Mosekysapaoi nuaamuke (MLMD)
MO3BOJISICT PACCUUTATh cpeaHekBaapaTnyHoe cMemenne (MSD) nonos kucmopoaa s

cynepbsueek o0beMoM Oosiee 5 X 5 X 5 ajieMeHTapHBIX sUeeK:
(Ir(®) —r(0)|?) = 6Dot

Ha ocnoBe ypaBaenus Heprcra—Ditnmreitna UM MmraoBeHHO TpanchopMupyer
paccuntanubiii K03 unment quddyszun Dg B MAKPOCKOMUYECKYIO TPOBOJAUMOCTS O
5, = L-60Po
kgT
I7ie q = 2e — 3apsa] HOCUTEs], a Cg — KOHILIEHTpAIMs BAKaHCUI KUCJIOpOa B €IUHULIE
o0Bema, obecrieunBasi MPEUU3MOHHOE COBMA/ICHUE C SKCIIEPUMEHTAIBHBIMU rojiorpadamu

UMIIE/IaHCa.
8.5. IIpeacka3anue ycTOH4YMBOCTH

Bricokast npoBOIMMOCTb 31EKTPOXMMHUUYECKOTO MaTepuaia He UMEET PaKTUIECKON
LIEHHOCTH, €CJIM COEIUHEHHE pa3pyuiaeTcs B padounx yciaosusx TOTI. Marepuaiisl
JIOJKHBI 00J1aJ1aTh XUMUYECKOM CTAOMIIBHOCTHIO IO OTHOIICHUIO K YTTIEKUCIIOMY Ta3y
(YCTOMYMBOCTD K KapOOHH3AIMH ), TapaM BOJbI (YCTOWYMBOCTD K JIerpafalliy Mpu
TUApPATALNN) U TEPMOMEXaHUUYECKON CTaOMIBHOCTHIO (OTCYTCTBHE (ha30BBIX IEPEXOOB B

paboueM WHTEpBaje TEMIEPATYD).

Buenpenue anroputmon MU 115t mporHo3upoBanus OJATOCPOYHOM CTAOMIBHOCTH OKCHUJIOB

orucano B padore W. S. L. Ju, G. Ceder u coastopos [35].

CypporatHbie MOAETH, UCTIOIB3Ys AECKPUIITOPHI COCTaBa M TEOMETPHUIO PEIIETKH (TaKue Kak
o0beM siueliku Boponoro u a¢¢dextuBHbI 3apsan no baxepy), paccuuThiBaroT cCBOOOIHYIO
sHepruro ['nb6ca peakiuu B3aumoaericTeus okcuzaa ¢ C0, u H, O nipu 3a1aHHBIX
temneparypax. Ha ocHoBe 3Tux skcrpecc-oneHok M cTpouT MHOroMepHbIe JuarpaMMel
CTaOMIIBHOCTHU. DTO MO3BOJISIET MPEBEHTUBHO UCKIIFOYATh U3 SKCIIEPUMEHTAIBHOTO CHHTE3a
COTHHU COCTaBOB, KOTOPbIE CKJIOHHBI K cerperaiuu a3, kapOOHU3aIUH UM HEOOpaTUMOMY

XUMHUYCCKOMY paCIMPCHUIO ITPU MUKIIMYCCKOM U3MCHCHUHN TEMIICPATYPHI.

XuMuueckas Jerpaganusi NPpOTOHIPOBOASIIIUX JJIEKTPOJIUTOB HA OCHOBE LiepaTa dapus

BaCeO3; npotekaer noa Bo3aeiictBueM razos CO, u H,O:
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BaCeO; + CO, = BaCO; + CeO,
BaCeO; + H,0 = Ba(OH), + CeO,

Ouznyecku THPOPMHUPOBAHHBIE MOJIEITH MAITUHHOTO 00Y4YEHHUS UCIIOIB3YIOT
TEPMOJUHAMHUYECKUI TECKPUIITOP — U3MEHEeHHe cBoOoaHOM sHeprun ['nb6ca peakuuu

kapOoHuzanuu (AG.4pp,) IpU paboueii Temrnepatype T

a -a
AGeary (T) = AHZ, 1, — TAS 4Baco; * dce0,

carb car

b + RTln
aBace0; " Pco,

HeifipoceTs 00yuaeTcst mpeacKa3bIBaTh SHTAIBIIHIO 00Pa30BaHMS OKCHIOB AHJQ

HEIIOCPEACTBCHHO I10 IMapaMETpaM pacCipCaAcICHUA 3J'I€KTpOHHOI>i IINIOTHOCTH (SapH,I[BI 110

banepy Qgpader Ha KaTHOHAX Oapusi U LIEpHS).

[Ipu ckpuHUHTE TBEPABIX PACTBOPOB IIEPATOB-IIUPKOHATOB OApUS-UTTPHUS
BaCegg_5Zr, Yy 103_s perpecCHOHHbBIE MOJIENIN YCTAHOBUIIU 3aKOH HEJIMHEIHOTO
MacIITabupoBaHus CTaOUIBLHOCTU. bblI0 MaTeMaTHYECKH JI0KAa3aHO, YTO BBEJICHUE IIUPKOHUS
B KOHIIeHTpauuu X = 0.3 MPUBOAUT K POCTY KOBAJICHTHOCTH CBs3U Zr— O U CMENICHUIO
3JIEKTPOHHOH TUIOTHOCTH, YTO YBEIHMUUBAET Oaphep o0Opa3oBaHus KapOoHaTa Oapust

(AGcarp > 0). DTO MO3BOHIIO AITOPUTMAM 3a(UKCHPOBATH TOYHBIC TPAHUIIBI CTAOMIILHOCTH
coctaBa BaCe ¢Zr 3Y.103_s, CTAaBIIETO HHIYCTPUATBLHBIM CTAaHAAPTOM JJIS

CPCAHCTCMIICPATYPHBIX IPOTOHHBIX SAYCCK.
9. MamuHHOe 00y4eHue IS JIeKTPOJIN3epoB

9.1. SOEC (TBepaooKkcuaHbIe 3JIEKTPOJIU3HbIE STUeiiKN)

TBeprookcuausie anekTponusnbie sueiiku (TOD, SOEC) paboTaroT B HHBEPTUPOBAHHOM I10
otHomeHHI0 K TOTD pexxume, mpeodpasys JIEKTPUUECKYIO SHEPTUIO U BOJSHON map (Win
YTJIEKUCIBIN a3 IpU CO-3JIEKTPOJIN3€E) B BOAOPOA U CHHTE3-Ta3. DKCILTyaTallus CUCTEM B
pexxume SOEC HakmagpiBaeT SKCTpeManbHbIe TPEOOBAaHUS HA MAaTEpHAIIBI M3-32 IPOTEKAHUS
MIPOIIECCOB MPH BBICOKUX IJIOTHOCTSIX TOKA U TMOBBIIICHHBIX MAPIHATbHBIX JaBICHHSIX
KHUCJIOPO/a Ha rpaHulle pa3jena (a3, 4To HepeaKo MPOBOLMPYET paccioeHue nurepdeiica

<<3J'ICKTpOIl/ SJICKTPOJIHAT.

Kak ormeuarot X. Ni, S. P. Jiang u coaBTopsl B ctathe [37], alropuTMBI TITyOOKOTO

ob0yuenus u rpadossie HeiiporHbIe ceT (GNN) HCITONB3YIOTCS T IPOTHO3UPOBAHUS
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JIOKAJIBHOT'O 3JIEKTPOXUMHUYECKOT0 MOTEHIMAIA U CKJIOHHOCTH KHCIOPOJHOIO 3JIEKTPoia K
MEXaHUYECKOMY pa3pyLIeHHI0. Moaeny MaluHHOro o0y4ueHusl, 00y4eHHbIE Ha MacCUBaxX
TEPMOJIMHAMHYECKMX CBOWCTB M JAHHBIX 0 K03((PuimeHTax TepMuIecKoro pacimpeHus
(KTP), mo3BONISAIOT OCYIIECTBIISATH MHOTOKPUTEPUAIBHBIM CKPHHUHT. JTO 00€CTIeYBaET
IIOUCK BBICOKOCTAOMJIBHBIX IIEPOBCKUTHBIX CTPYKTYP (HAaIIpuMep, Ha OCHOBE KOOAIbTUTOB-
(beppuTOB JIaHTaHA-CTPOHLUS, MOAU(UIIMPOBAHHBIX MPA3€0IMMOM HIIM HUOOUEM),
CIOCOOHBIX BbIIEpKUBaTh cBhIe 5000 yacoB HENPEpHIBHOM pabOTHI B peKUMe

WHTEHCUBHOTO AJICKTpOH3a 0€3 MOTepr MEXaHUICCKOM [IETOCTHOCTA KOHTAKTOB.
9.2. IIpoTOHNPOBOASIIIIUE FJIEKTPOJIUTHI

Oco0blif HHTEpEC I CHUKEHHS paboyux Temmepatyp anekrponusepos 10 400-600 °C
MPECTABIISIOT MPOTOHIIPOBOIAIIME TBEPAOOKCH IHBIC deKTposn3nbie stueiiku (P-SOEC).
PazpaboTka MpOTOHIIPOBOISAIINX IEKTPOIUTOB HA OCHOBE LIEPATOB-IIMPKOHATOB Oapust
(BaCeq_x—yZryY,05_5 — BCZY) TpaauuuoHHO ynupaeTcs B HEOOXOUMOCTh IOMCKa
KOMITPOMHCCA MEXKTy BEICOKOIW 00bEMHOM MPOBOJMMOCTBIO U XUMHUYECKON CTA0MIIBHOCTHIO B

aTMOC(l)Cpe YUCTOI'O BOAAHOIO I1apa.

JInst yCKOpEeHHst 3TO# 3a1a4u IPUMEHSIETCS CBsI3Ka akTUBHOTO 00yuenus (Active Learning) u
HEHMpPOCEeTEBBIX MOTEHIUAIOB. B pyHnamentansHoMm uccienoBanuu Y. Liu, B. Huang u
coaBTopoB [37] nmpoaemoncTprpoBana 3GpekTHBHOCTh puMeHeHust apxuTekTypbl ALIGNN

I IPEHU3UOHHOTI0 MOACIIUPOBAaHUA TCPMOAUHAMUKHA T'HApATAI[UH.

Mogenn MU ¢ BHICOKO# TOYHOCTBIO PACCUMTHIBAOT SHTATIBIUIO ruapataiyu (AHy, ) 1
CBOOOJIHYIO PHEPIHUIO aKTUBAIMK Oapbepa I'poTryca A cOTeH BapuaHTOB KATHOHHOTO
nonupoBaHus no3unuit A u B B nepoBckutax. CKpUHUHT TO3BOJINI BBIIBUTD
MEPCIIEKTUBHBIE COCTABbI, IETHPOBAHHbBIE PEAKO3EMEIbHBIMU JIEMEHTAMH (TAaKUMHU KaK
UTTEpOUH, raloIMHUM U CKaHui), y KOTOPBIX MpecKa3aHHas IPOTOHHAs POBOJIUMOCTD
npesbimaet 1072 Cm/cm npu 500 °C npu coxpaHeHnn aOCOIOTHON MHEPTHOCTHU K

TUAPOIIN3Y.
Tepmoaunamuka rugparauuu 1 Mexanu3msl I'porryca

BHenpenue mpoTOHMPOBOISIINX TBEPIOOKCHIHBIX deKTpon3HbIX sueek (P-SOEC) Ha
OCHOBE 1LIepaToB-IIMPKOHaTOB Oapus BaCe;_x_,Zr,Y, 03_s TpeOyeT MpeHM3MOHHOTO
MOJISIIMPOBAHUS JIBYX TTOCIIEAOBATENLHBIX (PH3UKO-XUMUYECKHUX ITPOIIECCOB:

HK30TEepPMHUUECKOM peakuy ruApaTauum (BHeApEHHs HocuTenel 3apaaa) u audgy3umn
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NPOTOHOB N0 Mexanusmy I'porryca.
KBaHTOBO-XHMHYeCKHEe YPABHEHUS] THAPATALMHI

BuenpeHune npoTOHOB B IEPOBCKUTHYIO MATPUILY IIPOUCXOJHUT 3a CUET TEPMOJAUHAMHUYECKOTO
paBHOBECHS MEXly ra30BOi (a30ii BOASHOTO Mapa U JeGeKTaMyu KPUCTAITHIECKOM

PEIICTKU:
H,O0 (ra3) + V5" + 05 = 20H,

rne OH, npeacrasisier coboit 1ehekT — MPOTOH, JTOKATU30BaHHBIN HA
TMOPUIN3MPOBAHHON SP>-0pOUTAIM MOCTHKOBOTO aHMOHA KUcIopoa. Konnenrpanus
HNPOTOHHBIX HocuTelnei 3apsia [OHG | sxecTko IMMUTHPYETCS KOHCTAaHTOW PaBHOBECHS
ruapataui Kpyqr, KOTOpas pacCUMTBIBAETCS MO 3aKOHY JECHCTBYIOIMX Macc:

[OH.O]2 AGl?ydr ASl?ydr AHl?ydr
Khydr = Ty ee < =exp| — = €exp -
[V5'] - [Og] " PH,0 kgT kgT kgT

Anroputmbl MatmmaHOTO 00yueHust (ALIGNN) ncnonp3yroT B KauecTBe 1EIEeBBIX METOK
SHTAJIBIIUIO AH}?ydr 1 SHTPOIIHIO AS}?ydr ruapatanuyi. Monenu npenckasplBaroT, YTO I
JOCTUKEHHS BBICOKOM KOHIIEHTpaluu IpoToHOB nipu Temneparypax 400—600 °C sHTanbnus

JIOJKHA HaXOJUTHCS B Y3KOM sHepreTudeckoM okHe: —60 k/lx/Mousb < AH}?ydr <

—90 k/I>x/Mosb. Eciin 3HaueHME CIIMIIIKOM OTPHIATENILHO (HampumMep, B urictoM BaCeOs),

IMPOTOH CHUJIBHO JIOKAJINU3YCTCS, UYTO CHUIKACT €0 MOABUIKHOCTD.

Muxkpockonudeckuit Mexanusm I'porryca

[Tocne ruaparanny TpaHCIOPT IPOTOHOB MPOTEKAET HE M0 BAKAHCMOHHOMY MEXaHHU3MY, a 110
scradheTHOMY MexaHu3My I'poTryca, KOTOpbIil MaTeMaTHYeCKU KOAUPYETCsl HEHPOCETEBBIMU

notennuanamu (MLIPS) kak aAByxcTaauiiHbIi KonebaTenbHBIN pOIeCC.
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Pucynok 9.1. Cxema 1ByXCTaauitHOTO Kose0aTeapHOro mpoiiecca 3¢cTadeTHOro ImepeHoca
MPOTOHOB 1Mo MexaHu3My ['porryca: Ctaaus 1 — TpaHCISALMOHHBINA EPECKOK BIOJIb
BOJIOPOJTHOM CBSI3U C TUMHUTHPYIOIIUM SKCIIOHEHIIMATBLHBIM Oapbepom; Ctanus 2 — ObIcTpast
BpamarenabHas JuQQy3us IpoToHA BOKPYT aTOMa aKIENTOPHOTO KHCIOPOAA.

Craaus 1: BHyTpHMOJIeKyISIPHBIA NTepecKoK Craaus 2: Porannonnas quddysns
(JInmuTHpYIOWMHIT apbep) (bbicTpas cTaaus)

Pacemoanue do—o \

(Cxcamue o ~2.5 4) Bpawenue \
290" )

: : o1 ()
Enopldo-0) =FEo +7-exp(=f-do-0) Hnmm:py‘cTc(:{ 51;?;,,",.”,.”
Enop £0.4 5B KaT. OKpysKeHHeM

Craaus 1: TpancasiumoHHblit mepeckok (Tunneling / Hopping). IIpoton cosepiiraet
annabaTuvyeckuil mepexo oT JoHOpHOro annoHa kucinopoaa O(1) k akuentopaomy 0(2)
BJIOJIb BOJIOPOJIHOM CBA3M. DHEPreTUUECKuii O6apbep 910 craauu AH o SKCIIOHEHIIMATEHO

3aBHCHUT OT MEXBIJIEPHOTO PACCTOSHUS dg_q:

Ehop(do-0) = Eg +v - exp(—f - do_o)

Monenu MU paccUuTHIBAIOT JUHAMHKY ()OHOHHBIX MOJI PEIIETKH: TEIIOBBIE KOIEOaHHs
xatuoHoB Ba?t u Ce*t /Zr** s d 3.0A
PEMEHHO CKUMAIOT paccTosHue dg_q ¢ ucxoanbix 3.0 A 1o

kputnuecknx 2.5 A, Bpemerno cHimkast Gapbep mepeckoka 10 < 0.4 3B.

Cranus 2: Poraunonnas quggysus. [locne nepeckoka NpoToOH cOBEpILAET ObICTPOE
BpalaTeabHOe IBUKEHHUE BOKPYT sijipa akuenTopHoro kuciopona 0(2) ans opueHTanuu B
CTOPOHY CJIEAYIOIIEro NOTEHIMAIBHOr O cocena. bapsep potannu MunnmaieH (Epq <

0.1 3B) u TumMuUTHpPYETCS TOJIBKO JOKATIbHON CHMMETpHE KaTHOHHOTO OKPY>KEHUSI.

Wuterpanus ALIGNN no3Bonmiia paccuuTarh ONTUMAIBHYIO TOTIOJIOTHIO YTTIOB CBSI3€H

O- B- 0 B tBepabix pactBopax BaCeq 7_,Zr, Yy ,Pry105_s. Monens 3adukcupoBana, 4to

BBesieHne 30% uupkonus (x = 0.3) MUHUMU3UPYET CpeaHee PacCTossHUE dg_g 32 CUET
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KOHTPOJIMPYEMBIX OKTadAPUUYECKIX HAKJIOHOB, O0ECTIeunBasl peKOPIHYIO IPOTOHHYIO

IPOBOIMMOCTD 0, = 1.2 - 1072 Cm/cm npu 450 °C.
I/IHTeraHHﬂ OTKPBITOI0 COCTaBa Bao_95Ca0.05Ceo_50Zr0.30Y0_1OSCOI10 03_5

Bueapenne npoTOHIPOBOSAIINX TBEPIOOKCHAHBIX deKTponn3HbIX stueek (P-SOEC) tpebyer
MPEUU3NOHHOTO MOJICTTMPOBAHUS JIBYX IOCJIEIOBATEIBHBIX (PU3UKO-XUMHYECKHIX POLIECCOB:
9K30TEPMUYECKON peaKkIMy rMApaTanuu (BHEIPEHHs HOCUTENeH 3apsaia) u audey3nn

NMPOTOHOB 10 3cTadpeTHOMY MexaHu3My I'poTryca Bo BiiakHOM aTMocdepe:
H,0 (ra3) + V5" + Og = 20H;

Kitaccuueckue 3meKkTpoMThl Ha OCHOBE IiepaTta-iiupkoHata 6apus (BCZY, 6a30BbIil cocTa
BaCe ;71 2Y.105_s) cTpagatot oT HeoOpaTuMoro (a30BOro pacriaja 1o Bo3AeHCTBHEM

YTJIEKUCIIOTO Ta3a ¢ 00pa30BaHNEM WHAMBUYaIbHOTO KapOoHaTa Oapus

[10.1126/science.aaf6087]:
BaCeO; + CO, = BaCO; + CeO,

JUis pazpereHust 3Toro ayajau3Ma «CTabmiIbHOCTb—IIPOBOJUMOCTbY CypporaTHas MOJIeb
Matformer (cm. Pa3zaen 6.4) B CBsI3Ke ¢ alrTOPUTMOM aKTHBHOTO 00y4eHus (Active
Learning, cm. Pa3nen 7.2) u ¢pynkiueii nonesnoctu Upper Confidence Bound (UCB)
IIPOBENIA CKBO3HOM CKPUHMHI BBICOKOOHTPONIMIHBIX cucteM. Ha ocHOBE
MHOTOKpUTepHansHoro oroopa MM cuHTE3npoBall yHUKAIBHBIN COCTAB AIIEKTPOJIATA C

YIABTPAaHU3KUM OapbepOM MUTpALIUU:

Bay 95Cag 95C€0.502r030Y0.105€0.1003-5

59



Pucynok 9.2. Tpaekropus sctadeTHOTO IIEpeHOca MPOTOHA B OTKPHITOM
BBICOKOHTPOIHMIHOM (hasze AIIEKTPOIHUTA 110 TaHHBIM KBAHTOBOTO MOJICIIMPOBAHUS
(DFT/AIMD): BrusiHHE JUHAMHYECKOIO CIKATHS PacCTOSHUSA d_o TEIUIOBBIMU
KoJIeOaHUSIMHU PEIIETKU Ha CHIKEHUE aKTHBAIIHOHHOTO 0aphepa MepeXxoJHOT0 COCTOSHUS 0

0.3153B.

TpaexTopusi TPaHCIOPTA NPOTOHA B OTKPITOI (aze (DFT / AIMD)
Bag.gsCagos CeosoZros Yoi0Sco 1005 s

o) ) O(1):+ H- - 0(2) 0(2)—— 1

1

I

!

|

: HauansHoe cocjosinne: ﬂepexuuuoe COCTOSIHHE: Koneunoe cocrosinme:
|

| (0.98 A) (F, =0.313B) (0.98 A)

|
|
|
\

~ Daxmop akmusayu REPexeoH020 COCMOANUA

-~ 1 Jlokansnoe pononnoe cocamue paccmosnus do o do 2.5

Beenenue 5% xanwpius (Ca?") B mo3uiuio A u coponupoBanue no3unuu B ckanguem (SC*) u
uttpueM (Y?3") mpuBeno K KOHTPOIUPYEMOMY UCKaKEHUIO TEOMETPUU IEMEHTAPHON SUeHKU

(paxtop TonepantaocTr ["onpammuara t = 0.94, kyouueckas daza Pm3m).

KBanToBbIe pacueTsl pyHkunoHata mioTHocTH (DFT) nokasanu, 4yro TepmoanHaMuka
peakuu KapOOHU3aINU CMECTHIIACH B TTOJIOKHUTEIBHYIO 0051acTh (AGcarp, = +14 k/lK/MOJIb
npu 500 °C), cnenas MaTepual abCOMIOTHO HHEPTHBIM K BO3JIEHCTBHIO KOPPO3HMOHHBIX CPEL

COz u Hzo.

[Ipu 3TOM HelipoceTeBoil moTeHIMall MexxaToMHoro B3aumoeictaus (MTP) 3aduxcuposain,
YTO TEIUIOBbIE KOJIEOAHUS PELIETKHU NEPUOIUUYECKU CKUMAIOT PACCTOSIHUE MEXY COCEIHUMU
aromamu kucioposa (do_g) 10 2.5 A, cauxkas 6apbep TPaHCIAHOHHOTO TTEPECKOKa
npoToHa (repBas cragus mexanusma ['porryca) 1o pexopausix 0.31 3B. Ilpenckazannas
NPOTOHHAsI TIPOBOJIMMOCTh JJOCTHIJIA 3HAYEHUS Oy = 2.1 - 1072 CM/cM 1ipu Temmeparypax
450--500 °C, uro memaet STOT OTKPBITHIN MI-anropurMaMu MaTepran TeXHOJIOTHIECKUM

JHUJEPOM CPETHETEMIIEPATYPHOTO BOJIOPOIHOTO AeKTposu3a [37].
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9.3. DJIeKTPOKATAIM3ATOPbI pacilenJieHus: BOAbI

[ToBeiieHne sHEepreTudeckoi 3(hHEeKTUBHOCTHU NEKTPOIN3a HAMPSAMYIO 3aBUCUT OT
KHHETUKH peakiuu Beiaenenus kucinoponaa (OER) na anone, koTopast xapakTepusyeTcst
BBICOKMMH 3HAUYCHUSIMU TIEpeHaNpsbKeHns. MamuHaHoe 00y4eHne TpanchopMHupyeT MOUCK
anekTpokatanuzatopoB OER, mepeBo/s ero ¢ SMnupuuecKkoro noadopa Ha peabChl TOUHOTO

pacuera JIeCKpUIITOPOB a/IcCOpOIUH.

Hcnonp3oBanue OONBIIMX JTAaHHBIX B ATOI 00J1aCTH TECHO CBSA3aHO C MAaCCHBAaMU MPOEKTA
Open Catalyst Project (OCP). Kak moapo6Ho onucsiBatot J. Rossmeisl, A. Vojvodic u
coaBTopkl B crathe [38], rpadoBric HelipoHHbIe ceTu (Takue kak Matformer) ooy4darorcs
MPELM3UOHHO MPEJCKA3hIBATh SHEPTUU CBA3H MPOMEKYTOUHBIX KATATUTHYECKIX
KoMIUIeKCOB (AEqy+, AEg+, AEgoy*) Ha TOBEPXHOCTSAX OKCUIIOB CO CTPYKTYPOU MEPOBCKUTA,

pyTHJIa U LIITUHENH.

Ausroputmbl UH 103BONSIIOT MTHOBEHHO HAXOAUTh KaTaJIU3aTOPbI, KOTOPBIE Pa3pyLIatOT
KJIaCCHYECKHE JIMHEHHBIE COOTHOIICHHS MaciTabupoBanus (scaling relations) u
MHHHMHU3HPYIOT TEOPETHUECKOE TepEeHANpsiKeHue (1ogR ), BHIBOIS KATATUTHIECKYIO

AKTUBHOCTh CUCTEM Ha IMMMKOBBIC 3HAYCHUS (BEPIINHY «BYJIKAHUYCCKHX 3aBUCHMOCTEH»).
9.4. MatepuaJsl as rSOC (O6paTtumblie TBEPAOOKCHIHbIE TYeiiKN)

Oo6patumbie TBepaookcuanbie stuekiku (rSOC) npencraBisroT coboit Hanboiee THOKHE
HHEPTreTUIECKNE CHCTEMBI, CIIOCOOHBIE IUKIMYECKH TEPEKITI0UAThC MEXTY PEKIMOM
reHepanuu 3ekTposHepruu (pexum TOTI) u pexxuMoM HaKOIJIEHHs SHEPTUU B BUJIE
Bostopozia (pexxuMm TOD). ['naBHBIN BBI30B IPHU IPOEKTUPOBAHUHU MaTepuanoB ais rISOC
3aKJIFOYAETCs B TOM, UTO OJHH U Te k€ (PYHKIIMOHAIIbHBIE CJI0U (0COOEHHO 3JIEKTPOIbI)
JOJDKHBI IEMOHCTPHPOBATH OM(YHKIIMOHAIEHYIO KaTAIMTHYECKYIO aKTUBHOCTB: KaTO]]
TOTD nomxen 3¢ dexTuBHO BoccTaHaBiuBaTh kucinopol (ORR), a mpu nuBepcuu B pexxum

TOD — yckopsts ero Boiaenenue (OER).

[Tpumenenne MU nng ontumMuzanuu 6MpyHKIMOHAIBHBIX 31ekTpo1oB ISOC onmcaHo B

pabdore M. Kubicek, J. Fleig u coasropos [39].

[TpenukTrBHBIE MOAETH MalMHHOTO 00y4ueHus (XGBoost, Random Forest) ucrnonb3yror

MHOTOMEpHBIE BEKTOPHI MPU3HAKOB, BKIIOYAIOIIHE:
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e DHepruro o0pa3oBaHMs BAKAHCHI KUCIOPOAa B OKUCIUTEIHLHOU U
BOCCTAHOBUTEJIBHOM Cpelax.
e [loaBMKHOCTB HOCUTENEH 3apsiAa IPU HUKIUPOBAHUU IIOTCHIMAIIA.
e TepMOMEXaHUYECKYIO CTa0MILHOCTh HHTEP(EHCOB MU PEe3KOW CMEHE MapLUAIbHOTO
JIABJICHUS Ia30B.
Hcnonb3oBanue 6ailecOBCKOM ONTUMU3ALNHN TTO3BOJIUIIO CIIPOEKTUPOBATH HOBBIE CIIOMCTHIE
MIEPOBCKUTHI (HaIlpUMEP, HA OCHOBE HUKEIIATOB ¥ KOOAIBTUTOB OApUs-TaJ0OIMHUSI —
BGDN), koTopble MUHUMHU3HPYIOT CYMMapHOE TMOJISPU3AIHOHHOE COMPOTHBIICHNE KaK B
peXuUMe TeHEPaLluK, TaK U B PEKUME JIEKTPOJIN3a, IPEAOTBPALLAs IPEKACBPEMEHHOE

CTapeHHE | JICTPaIallui0 00paTUMOTO YCTPOMCTRA.
10. I'eHepaTHBHBINA MCKYCCTBEHHBIN HHTE/VICKT

10.1. Diffusion Models ({u¢¢y3nonnnie moaenn)

[TpuMeHeHrEe TeHepaTHBHOI0 HCKYCCTBEHHOTo nHTeIekTa (Generative Al) B xumuu
TBEPJIOrO TeJla 03HAMEHOBAJIO MePeX0/1 OT KJIACCUYECKOIo CKpUHUHTa ((puiabTpanuu
CYILIECTBYIOIIMX 0a3 JaHHBIX) K MHBEPCHOMY JM3aiiHy MarepuaiioB (inverse materials
design). B aToii mapagurme alropuT™ reHepupyeT HOBbIE KPUCTAITMYECKHUE CTPYKTYPHI €
HYJIsl, ODUEHTUPYACH HA 3aJJaHHbIE LieJIeBble cBoiicTBa. Hanbosee MOLTHBIM MaTeMaTUYECKUM
HHCTPYMEHTOM JIJIs pelIeHus 3Tol 3a1a4un ctand auddysnonnnie moxenaun (Diffusion

Models).

Kak noapo6no onmceiBatot T. Xie, J. C. Grossman u coaBTOpsI B CBOCH
ocHoBomojararoriei crarse [40], nuddy3rnoHHbII Mpoliece B MaTepHATIOBEICHHH
aJlalTUPOBAH K MEPUOIMIYECKUM TPEXMEPHBIM MTPOCTPAHCTBEHHBIM KOOpAMHaTaM. Mojens

BKJIIOYACT JABa JTalla:

1. Hpsamas nupdy3us: nocreneHHoe 100aBIeHUE rayccoBa IIyMa K KOOpAMHATaM
aTOMOB, THUIIAM DJIEMEHTOB U IIapaMETPaM 3JIEMEHTAPHOU UYEUKHU PEAIBHOIO
CTaOMJILHOTO KpUCTAJIA /10 TeX TOp, TOKa CTPYKTypa HE MPEBPATUTCS B IOTHOCTHIO
Ppa3ynops,I0YEHHBIN AaTOMHBIH T'as3.

2. Oopatnas qudgy3us: HelipoceTb 00ydaeTcs MpeICKa3bIBaTh J00ABICHHBIN IIyM Ha
Ka)KJIOM 1l1are U MOCJIEI0BATEIbHO YAAIATh €r0, BOCCTAaHABINBAs YIIOPSI0YEHHYIO

KPpUCTATNIMICCKYIO PCIICTKY U3 XaOTUYHOI'O HAYAJIbHOT'O COCTOSTHUA.
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B oTnnume ot renepannu n300paxeHuil, reHepaus KpUCTauIoB TpeOyeT CTPOroro
COOJIOICHUSI 3aKOHOB ITPOCTPAHCTBEHHON CUMMETPHH, IEPUOANUECKUX TPAHUYHBIX YCIOBHIA
Y TIPaBUJI KBAHTOBOXUMHUYECKOTO 3aMpeTa Ha MEPEKPHITUE aTOMHBIX OCTOBOB
(naBapuanTHOCTH K rpynne E(3)). duddy3nonHbie Moienu yCEIHO YIaBIUBAIOT 3TH

OIrpaHUYCHUS, TCHEPUPYS HENPEPHIBHBIE TPACKTOPUU pEIAKCALIUU CTPYKTYP.
10.2. MatterGen

[TepenroMHBIM MOMEHTOM B MacIITAOMPOBAHHUH T€HEPATUBHBIX MOIXOI0B JUIS
MaTepuaIoBeIeHus cTana pa3paborka moaenu MatterGen, npeacraBneHHOM
ucciempoBarensckoit rpymmoit Microsoft Research. B mybnukanuu S. Zhai, C. Gomes u
coaBTopoB [41] onucana yHuBepcanbHas AuHy3HoHHAsS apXUTEKTypa, CIIOCOOHAs
OCYIIECTBIISITH TEHEPAIMIO MATEPHAIIOB C OJHOBPEMEHHOM ONTHMH3AICH MHOKECTBA

neneBbix xapakrepuctuk (multifaceted design).

Pucynok 10.1. Cxema yauBepcanbHoi muddy3nonHon apxutektypsl MatterGen s
MHOTOKPUTEPUATTLHOTO HHBEPCHOTO JN3aiiHa KPUCTAIUTMYECKUX CTPYKTYP C OHOBPEMEHHBIM
KECTKUM OrpaHUYeHHEeM (DYHKIIMOHAIBHBIX CBOMCTB (BBICOKAs MPOBOJIUMOCTb,

cTaOMIILHOCTD B arp€CCHUBHBIX Cp€aax, UCKIIIOYCHUC KPUTHUYICCKOI'O CBIpBSI)

YuusepcanbHadg TupPy3HOHHAN APXHTEKTYPa reHepaui MaTepHaJioB
(IMapagurma MHOTOKpHTepHAILHOTO JH3aiina Microsoft MatterGen)

IIEJIEBBIE CBOMCTBA COEJUHEHMS:
Bbicokasi NPOTOHHAS IPOBOAHMOCTD ([J",) + CrabuiabHocTh K Bo3aeiicTuio CO,

MATPHIA MATTERGEN (IH®®Y3HOHHOE A/1PO)
e AjanTepsl cBOiicTB 11 yes10BHOH renepaunn (Property Conditioners)
o [Tonck cTabnabHoil npocTpancTBernHoii rpynnbl (Multi-Head Attention)
o lnddysnonnasn clopka KOOPAHHAUHMOHHBIX MOJIHIIPOB PEIIETKH

OHHAJTBHASA NNPEJICKASAHHAS CTPYKTYPA:
CraduibHblii 6e3cTpoOHLHEBII 1 6e3K00a1bTOBbII NPOTOHHBII NPOBOIHUK
(Lay 49Pr60Nigs0Cug.2004 4 5)
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MatterGen ncnonb3yeT afanTHPOBaHHBIE MEXaHU3MbI MHOTOT'OJIOBOTO BHUMAHHUS JUIS
OJTHOBPEMEHHOTO TIPE/ICKa3aHMs THIIA aTOMa, €r0 TOYHOTO IMTPOCTPAHCTBEHHOT'O MOJIOKEHHS U
BEKTOPOB KPUCTAJUIMYECKOM SIYEUKU. B cucTeMy BHEIPEHBI CIIELUAIIBHBIE a1alITEPhl CBOWCTB
(property conditioners). HccnenoBaTenb MOXKET 3a/1aTh )KECTKUE TPAHUYHBIC YCIOBHUS:
HaNpHuMep, "ceeHepuposams OKCUO co CMPYKmMypou nNepo8CcKUmd, He COOepICauull
dopozocmosue2o Kobanbma, ¢ 00beMHOU NIOMHOCMbIO 8blude 5 2/CM> U WUPUHOTL
3anpewennot 30nbl bonee 3 3B". MatterGen nactpanaet nuddy3noHHBIE pacTpeieIeHUs
TaKUM 00pa3oM, 4TO BBIXOJHBIE CTPYKTYPBI C BBICOKOM BEPOSTHOCTBIO MONAAIOT B LIEJIEBOE
OKHO ITapaMEeTPOB, TO MO3BOJISIET OCYLIECTBIISATH YCIOBHYIO T€HEPaIHIO0 KPUCTAIUTNIECKUX

CTPYKTYP C YUETOM 3aJJaHHBIX 1[EJIEBBIX CBOMCTB U OTPAHUYCHUH.
10.3. GNoME (Graph Networks for Materials Exploration)

MacmTaGHbIM TPOPBIBOM B 00JIaCTH TPEACKa3aHUsI HOBBIX CTAOMIIBHBIX KPUCTAJUTHYECKIX
CTPYKTYp cTajia paspaborannas Google DeepMind miardpopma GNOME (Graph Networks
for Materials Exploration). Kak usnoskeno B padore A. Merchant, E. Cubuk u coaBropos
[42], GNoME nponeMoHCTpHpOBaia BO3MOXKHOCTh MACIITaOHOTO MPEICKa3aHUsl HOBBIX
MOTEHIMAIFHO CTA0MIIBHBIX KPUCTAJUIMYECKUX CTPYKTYP C UCIIOJIb30BAaHHEM TpadOBbIX

MOJIeeH 1 aKTUBHOT'O O6y‘~IeHI/I$I.

Apxutekrypa GNOME 6a3upyercst Ha KpyrmHOMacITaOHOM aKTHBHOM 00ydenuu (Large-
scale Active Learning). Cucrema rcnonb30Baia iBa HE3aBUCHMBIX T€HEPATHBHBIX

KOHBeHepa:

e CTpyKTYpHBIii reHepaTop: MOAU(UKAIMS CYIIECTBYIOUIUX KpUCTANIMYECKUX (a3
yTeM U30MOP(HOTO 3aMeIIEeHUs 3JIEMEHTOB U BapbUPOBAHUS NTapaMETPOB PEIIECTKH.
e KoMno3unmoHHbIH reHepaTop: npeackazaHue cTabMIbHOCTH aOCOTIOTHO HOBBIX
XUMHUYECKHX COCTaBOB Ha OCHOBE (DOPMYJILHOTO aHaJIn3a 0€3 alpUOPHBIX TaHHBIX O
TFEOMETPHH.
CreHeprpOoBaHHbIE CTPYKTYpPbI OLIEHUBATUCH IITyOOKUMU TpadOBBIMU HEHPOHHBIMHU CETSIMHU
(GNN) Ha mpenmeT 6JIM30CTH K BBITYKJIONH 000JI0YKe TEPMOJMHAMHYECKON CTaOMIIbHOCTH
(Eapove nuir)- Passl, nporeamnire GuibTp, BEpUuYUIMPOBATUCH C TOMOIIBIO MPEIU3UOHHBIX
DFT-pacuetoB, a pe3yabTaThl BIYUCICHUH Bo3Bpataiuch A 1oooydenus GNOME. Cpenun

OTKPBITBIX HHaT(I)OpMOﬁ COeIMHEHUI I/I,Z[CHTI/I(I)I/II_II/IpOBaHBI TBICAYH HOBBIX CJIOXKHBIX
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CJIOUCTBIX OKCHUAOB U IIEPOBCKUTOB, KOTOPBIC BEICTYIIAIOT B KAUCCTBEC IIEPCIICKTUBHBIX

CcTaOMIIBLHBIX MaTpul 411 BBICOKOTEMIIEPATYPHBIX TOIINIMBHBIX 3JICMEHTOB U 3JICKTPOJIN3CPOB

10.4. MaTtematnueckas crpykrypa reneparopoB CDVAE (Crystal Diffusion Variational

Autoencoder)

Bakneiiiieii BexoH, 3aJ10’)KUBIIICH MaTeMaTHuecKuii 6asuc 11t 1 ¢y3noHHBIX TEHEPATOPOB
B XMMHH TBepaoro teia, seisercs apxurekrypa CDVAE (Crystal Diffusion Variational
Autoencoder). Co3znannas T. Xie u coaBropamu [40] Moenb 00beIMHIIA KOHIICIIIHIO

BapHalmoHHOro aBTokoupoBuuka (VAE) u nuddy3snoHHBINH CKOPUHTOBBIN MTOAXO/.

B CDVAE kpucrammdeckas CTpyKTypa CHauana KOAUPYETCs B HEMPEPhIBHOE
HU3KOpa3MepHOe CKpbIToe mpocTpaHcTBo (latent space). B 3ToM 1aTeHTHOM NMPOCTPAHCTBE
KaX/1asi TOYKa COOTBETCTBYET ONpPEIEICHHOMY KPUCTAILTY, a OJIM3KHe 001aCTH KOJUPYIOT
CTPYKTYPBI CO CXOXKHMHU (PU3UKO-XUMHUUECKUMH CBOMCTBaMU. APXUTEKTYpa JeKoepa
CDVAE ycrpoena Tak, 4To OHa ONITUMHU3UPYET CTPYKTYPY rpada KpucTaaia HHBAPHAHTHO K
TpaHCISIIUAM U BpamieHusM. udQy3noHHbIH m1ar npuMeHsIeTCsl HETTOCPEICTBEHHO JITIS
IpeJCKa3aHus TOUHBIX KOOPAMHAT AaTOMOB BHYTPHU 3JIEMEHTAPHOM SUCHKH MTpH
nexoqupoBanur. CDVAE crana nepBoii reHepaTUBHON MOJIEIBIO, CIIOCOOHOW I€HEPHPOBAThH
CTaOMIIbHBIC IEPUOIMYECKUE CTPYKTYPHI, B KOTOPBIX OJHOBPEMEHHO BapbUPYIOTCS KaK THITBI
aTOMOB, TaK M UX YHCJIO U MTAPaMETPbl CHMMETPHH SYEHKH, YTO CIIENANI0 €€ 0a30BbIM

craHnaproM B unaycrpuu MN-nusaiina BeniecTs.

Apxutektypa CDVAE npezacrasisier co60i CKBO3HYIO BEPOSITHOCTHYIO T'€HEPAaTHBHYIO
MO/IeJIb, CIIOCOOHYIO OTOOpaXKaTh JUCKPETHBIE KPUCTAJUIMYECKHE CTPYKTYPHI B HEIIPEPHIBHOE
JIATEHTHOE MPOCTPAHCTBO U MTPOU3BOJUTH OOPATHYIO T€HEPALNIO C OTHOBPEMEHHOM

ONTUMU3ALKMEN COCTaBa, KOOPJAUHAT aTOMOB U TEH30PA IJIEMEHTAPHOU AYEHKHU.
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Pucynok 10.2. CkBo3Hast apXUTEKTypa KPUCTALTHYECKOTO U ()Y3HOHHOTO BapUaIlMOHHOTO
aBrokoauposiuka (CDVAE) ¢ pa3aenbHbIM JEKOIUPOBAHUEM TEH30pA PEIICTKU U

croxactuueckoi nuddysueir MexaTOMHBIX KOOPAMHAT.

BepositHocTHAst ckBo3Has apxuTeKkTypa Mogean CDVAE

JEKOAEP (Yacre 1)
peaukrop cocrasa 1 Aueiixu
* Tunst atomos: A
* Tensop aueliku: i
= Uneno aromos: N

Bxosnoit Kpuerain M
Tpag crpyxryps:: G =(V, E) IHKOJEP Jlarentnoe
« Koopamuater: X € BY*3 —p | ([lepuognueckas MIPOCTPAHCTBO
« Tunst atomos: A € AV Cers GNN) z

« Pemerka: LR

|

! Nepenawa pemersan £, s
l J?l\]lplu"u]"" [POCKIHH
v

JEKOJIEP (acts 2)
Jinthdpy3HoHHEIT CKOPHHT KOOPIHHAT
« JIpoGusrii urym: F, € [0, V=3
* [lpennkrop cagura aroMos

* Bexox: X=F- I3

Maremarnecknii Ga3uc HHBAPHAHTHOTO JCKO/IMPOBAHHA:

1. Kopmporanue nusapuantioro rpada G=(V, ) cersto GNN B HenpephIBHBIL CKPHITHIH BEKTOP 2.

2. TlapannenbHIiT MyNBETHKPHTEPHATBHBI BRIBOJ IAPAMETPOB IEMEHTAPHOI AUEITKH L H XHMIUECKOTO COCTaBa.

3. lomarosoe AIMD/mudidy3snonHoe BOCCTAHOBIICHIE TOYHBIX KOOPAHHAT aToMoB X depes apo0HbIe TpaHcaammH F.

10.4.1. ®opmaau3anus Kpucrauinieckoii pemerku B CDVAE

MareMaTtnuecky NEpUOAUIECKUN KpUcTaul M IIpeACTaBIISIETCS B BUJIE KOPTEXaA TPEX
OCHOBHBIX KOMIIOHEHTOB:

M= (X,A L)
I ne:

o X={xq,..,Xy} E RN*3 MaTpula AeKapTOBBIX KoOpaAuHAT N aTOMOB B

3JIEMEHTApHOU sTYEHKeE.

e A={ay .., a;} € AN — BeKTOp IMCKPETHBIX TUIIOB ATOMOB (ATOMHBIX HOMEPOB) M3

MHOXECTBA JOIMMYCTUMBIX XUMHYCCKUX 3JICMCHTOB

o A.L = (vq,V,v3) € R33 — Marpuna (TeH30p) dIeMEHTapHOMN AYEIHKH, YbH CTPOKH

3aJ1al0T TPU BEKTOpa TPAHCISALUU B TPEXMEPHOM IPOCTPAHCTBE.

JlpoGHble (hpakunonnbie) kKoopauHaTel atoMoB F € [0,1)V*3 cea3anbl ¢ 1ekapTOBBIMH

KOOPAMHATAMU 4€pe3 MATPULLY STUCHUKU:
X=F-L

[Mepuonnueckwmii rpad kpuctamma G = (V, E) crpoutcs TakuM o0pa3oMm, ITO BEPIIUHBI V
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COOTBETCTBYIOT aTOMaM, a pedpa E cBSI3bIBaIOT aTOMBI KaK BHYTPHU UCXOJAHOM STYEHKH, TaK U

B €€ OECKOHEYHBIX MEPUOINYECKUX KOIUAX B Mpeeiax 3alaHHOI0 paguyca OTCEUKH Tey.
10.4.2. [IpsaMoii mpoxoa: JKBUBAPUAHTHOE KOAUPOBAHUE

Oukonep CDVAE annpokcuMupyeT BapualuOHHOE PACIIPEIEIEHUE (g (z|M), oToOpaxas
rpad KpUCTaia B JaTEHTHOE pacrpesieeHne BekTopoB z € RY. J{na obecredeHns
WHBApUAHTHOCTH K BPAIICHUSM U TPAHCISAIHSIM (M30METPUSM TPEXMEPHOTO MPOCTPAHCTBA
E(3)) B kauecTBe 3HKO/IEpa MCIOJIb3yeTCsl MHBapuaHTHas rpadosas Heiiponnas cetb (GNN),

— 3
KOTOpast arperupyeT TOJIbKO MEKATOMHbIE paccTosuus d;; = |[x; —x; + k - L||, rne k € Z
— BEKTOP TPAHCISIIUH PEIICTKH.

Lenesas GpyHKIMs SHKOJepa MUHUMU3UPYET pacxoxaenue Kynpbaka — Jleitonepa (KL) ¢

anpUOPHBIM CTaHJAPTHBIM HOPMabHBIM pacnpeaenenuem p(z) = N (0,1):
Ly = Dki.(q4(zIM) || p(2))
10.4.3. O6paTHbIii npoxoa: MHOro3TanHoe AeKoANpPOBaHUE

JlexoMpoBaHUe U3 JATEHTHOTO MPOCTPAHCTBA Z IPOUCXOJUT UEPAPXUUECKH.

BepOHTHOCTHaﬂ MOZCIIb pacniaJacTCsa Ha TPHU HE3aBUCHUMBIX YCIIOBHBIX PACTIPCACIICHUS:

Po(M|z) = pg(L|z) - pe(N|2) - pe(X,Alz,L,N)
1. TlpenukTop mapamerpoB siueiiku Py(L|z): Muorocnoiinsii nepuentpon (MLP)

MMPpEACKA3bIBACT JJIMHBI BEKTOPOB PCHICTKU U YIJIbI MCKAY HUMHU HAIIPAMYIO U3

BEKTOpa Z.

2. TlpenukTop umMciaa aToMoB Py(N|z): JluckperHoe pacnpeneneHne BEpOSTHOCTEH

KOJIMYECTBA aTOMOB B sSYeliKe MOeIupyeTcs uepe3 pyHKiuo Softmax.

3. Auddy3nonnblii 1exoaep cocraBa U KOOpAUHAT Pg(X, A|z, L, N): lunamuuaeckuit

MPOLIECC, BOCCTAHABIIMBAIOLIUI TUIIBI ATOMOB U UX MPOCTPAHCTBEHHBIE MTO3UIINH.
10.4.4. Indppy3noHHbIi MEXaHU3M HA MIEPUOTUYECKUX MHOT000pa3usix

I'maBHo# naHOBaIeit CDVAE sBisiercs agantamnusi HelpepbIBHOTO TU((Y3HOHHOTO

Tporecca i IEPHOAMIECKOr0 TPEXMEPHOTO pocTpancTBa (Topa T3).

B npouecce npsmoro 3anrymnenus (forward diffusion) k ¢ppakumnonssiM koopaunaram F Ha
BpemenHoM miare t € [0, T] nobaBnsieTcs rayccoBckuid ryM. [TockonbKy GpakinoHHbIE

KOOpAMHATHI orpaHrueHsl nHTepBaiioM [0,1), pacrpenenenue nryMma mpoenupyeTcs Ha TOp
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(«wrapped Gaussian distribution»):
q(F¢|Fo) = Ny3(Fy; Fo, of 1)

JU1 TUCKPETHBIX TUIIOB aTOMOB A NMPUMEHSETCSI MAPKOBCKUM MTPOLIECC C HENIPEPHIBHBIM
BPEMEHEM, I'/Ie MATPUILIA IEPEXOAHBIX BEPOATHOCTEN 3alIyMIII€T XMMUUYECKUN COCTAB B

CTOPOHY OAHOPOAHOI'O paCpEaACICHUS 110 BCEM 3JICMCHTaAM Ta6J'II/II_[I>I MCH,Z[eHeeBa.

Oopartnsiii quddy3uonnslit nmporece (reverse diffusion) napamerpusyercst SKBUBapUaHTHOM
rpadoBoii HelipoHHoOI ceThio (Hanpumep, GemNet wu SchNet). Cets npencka3biBaet

CIIBUT'H KOOPAMHAT Ha OCHOBE TEKYIIETO 3alIyMJICHHOTO rpada Gy U CKPBITOr0 BEKTOPA Z:
e = GNNg (G, z,t)

OyHKIMS OTEPh U TUPPY3Un KOOPIAUHAT MPECTABISET COOON CPEeAHEKBAIPATHYHYIO

oIIMOKY MpecKa3aHusl BEKTopa SCOre (rpaauenta jgorapudma mioTHOCTU BEPOSATHOCTH):
— A 2
Lcoord - ]Et,Fo,E[” €—€ " ]

Urorosas ¢pyukius noreps CDVAE ontumusupyetcs 3H1-Ty-3H1 (end-to-end) u

O6T)€I[I/IH$I€T BCC 9Tallbl TCHCPALIUU:
Ltota] = LKL + /11Llattice + /12£lengths + /13Lcoord + /14Ltypes

bnaromaps takoit maremarudeckoii popmymuposke, CDVAE ycrentHo mpeogoneBaeT
npo0eMy «pa3pbiBa HEMPEPHIBHOCTH» MPHU T€HEPALMH KPUCTAIIIIOB, MTO3BOJISISI OCYIIECTBIISITh
HaMpaBIIEHHBIN Ipar-1u3aifiH U TOMCK HOBBIX KPUCTAIIMYECKHUX (a3 ¢ TOMOIIbIO

OInTUMMH3aAIINU CBOHICTB HCMOCPCACTBCHHO B JIATCHTHOM ITPOCTPAHCTBC Z.
Crpykrypa Jukoaepa (Encoder)

WuBapuanTHas rpadoBas HeiipoceTh npeodpasyeT rpad kpuctauia M B mapaMeTpbl rayccoBa

pacrpe/ieneHus B JaTeHTHOM TIpocTpaHcTse Z € RP:

g (ZIM) = N(Z; 1y (M), 24 (M)

DyHKIWs TOTEPh 3HKOepa BKItoUaeT mTpad 3a pacxoxaenue Kynbbaka—Jleitonepa (Dky,),

MOJTATUBAIOIINN JIJATEHTHOE PACIPEACIICHUE K CTAHAAPTHOMY HOPMAJIbHOMY:

Licr = Di(qp@IM) | M(0,1))
Crpykrypa Jlexkoaepa (Decoder) u nuddy3uoHHbie ypaBHeHUsI

Hpouecc ACKOIWPOBaHUA Z pa3JICJICH Ha TP HE3aBUCUMBIX IIPECAUKTOpPA:
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1. l'[penchop cocTaBa U YUCJIa aTOMOB: IIOJTHOCBA3HAA CCTh OMPEACIIACT KOJTUIECTBO

aToMoB N 1 UX THIIBI A HETIOCPEJICTBEHHO 110 BEKTOPY Z: Pg (A|Z).
2. IlpenMKTOp pelIeTKH: CeTh MPEACKA3bIBACT MapaMeTpsl TeH30pa ssueiku: py(L|z).

3. Auddy3nonnblii npeaukTop koopauHat: Pacuer koopaunart X peanusyercs uepes
HEMPEPBIBHYIO MapKOBCKYIO 1IEMb 00paTHON nuddy3un Ha TpexmepHom Tope T3 (ms

COOJIIOICHHSI IEPUOINYECKUX TPAHUYHBIX YCIOBUH).

VYpaBHenue npsmoro mara auddy3un (qo0aBIeHus mymMa) JJiss KOOpIUHATH aToMa | Ha

mare BpeMCEHH ¢ UMECT BU!
(), () iy, = _(O —
q(x;’|x; ) = N3 (x,- va x: L (1= a,)I)

a . .
rae (alpha} 7 — 3ananublil BpeMeHHOMN rpaduK CHMKEHMs aucepeun, a N gz —

obepHyToe HopMmasibHOE pactpeaenenue (wrapped normal distribution) ua Tope.

OOpatHbIif reHepaTUBHBIN 1Iar (OYHUILEHHE OT IIyMa) yIpaBJisieTcsl SKBUBAPHAHTHON
rpadoBoil ceThlo, KOTOpask Ha Ka)kJIOM 1L1are ¢ MpeCcKa3blBaeT BEKTOP CABUIa (OLEHKY I1yMa)

€g.

_ 1 l—a
XF: I'} — x{‘” —_ _il EE (X(r-}, A.. Ls z'r r) + G-I'znﬂise

I ﬁ I ,r—l _ar

TIe Zpoise € N (0,I). LleneBast pynkuums ontummszanuu aekogepa CDVAE muanMusupyet

CpCAHCKBAAPATUIHYTO OIJ_II/I6Ky MNpEaACKA3aHUus CUJI IITyMa:

T
Lyigp = Z Exo [l € —€g(X®,A, L zt) 117 ]

t=1

Takas pa3aciICHHAA apXUTCKTYpa rapaHTUPYET, UYTO CICHCPHUPOBAHHBIC KOOPAWHATBI aTOMOB
X(O) 6y21}IT HaXOJUTHCA B JIOKAJIbHBIX OHEPTCTHYCCKUX MUHHUMYMAaX OTHOCUTCIIbHO
CFCHCpHpOBaHHOﬁ MaTpulbl pCHICTKA L, obecneunBas reaepanuro CTaOMIIBHBIX

KPUCTAITMYECKUX CTPYKTYP JIEKTPOXUMUYECKUX MAaTEPUAJIOB ¢ EPBON UTepanuu 6e3
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MIPOBAJIMBAHUS aTOMOB JIPYT B JIpyTa.
10.5. I'enepanusi HOBBIX OKCHIHBIX MATEPHUAJIOB

B npuxnaziHOM KOHTEKCTE BOJOPOAHOM SHEpreTUKU reHeparuBHelii MU ucnonesyerces s
npeoosieHus PyHIaMEHTAIbHBIX TYTUKOB MaTEpUATOBEACHUS — HAIIPUMED, AJISl CO3JaHHS
OKCHJIOB, COYETAIOLIUX IKCTPEMATILHO BBICOKYIO MPOTOHHYIO TIPOBOJAUMOCTS (0 ) €

a0COFOTHON TEPMOXMMHYECKON CTa0MIBHOCTBIO B aTMochepe unctoro COs..

Kak npoaemoncrpupoBano B uccienosanuu R. Gomez-Bombarelli u coasropos [43],
UCTOJIb30BaHue MU Y3HOHHBIX MOJIEICH TTO3BOJISIET YUTH OT PyYHON MoaupuKanum
0a30BBIX MaTpUIl. [ eHEpaTUBHBIC CETH KOHCTPYUPYIOT HOBBIE CIIOXKHBIC OKCUIHBIC (Da3bl
(Hammpumep, pa3ynopsI0oYeHHbIC MUPOXJIOPHI, Ga3el Pammiecaena-Ilonmepa u
BBICOKOHTPOIHIHBIC (DIFOOPHUTHI), KOTOPhIC HE UMEIOT OJIM3KUX CTPYKTYPHBIX aHAJIOTOB B
6aze ICSD. AnropuT™mbl ONTUMUZHPYIOT TEOMETPHUIO TyTel MUTPAIIUN HOHOB,
MaKCHUMHU3HUPYs CBOOOIHBIN 00beM JIOKATbHBIX KATHOHHBIX ITOJIMAAPOB U BHICTPAUBAS
TJIAJIKAE TPEXMEPHBIC KaHAIIbI ISl 3¢Ta)eTHOTO TPAHCIIOPTA MTPOTOHOB 10 ['poTrycy. 310
OTKPBIBACT JIOCTYII K CHHTE3Y JICKTPOXUMHUUECKUX MATEPUAIIOB C PaHEee HEJOCTHKUMBIMU

KOM6I/IHaHI/I${MI/I IKCINUTYaTAallTUOHHBIX XapPaKTCPUCTUK.
11. UaTepnpeTupyemMocTb MoeJiei

11.1. MaremaTnuecknii annapar SHAP (Shapley Additive exPlanations)

[IIupokoe BHeIpEeHHE MIyOOKUX HEHPOCETeH M CIIOKHBIX aHCAaMOJICBBIX alTOPUTMOB B
XHMHIO TBEPJIOT0 Tela CIePKUBACTCS MPOOIEMO HX HHTEPIPETUPYEMOCTH. MoenH,
MPEICKa3hIBAIOIINE MAKPOCKOITHUECKUE CBOMCTBA MATEPUATIOB, 9aCTO (DYHKIIHOHUPYIOT KaK
«4EepHBIE AMUKNY. /{1151 pacKpbITUs BHYTPEHHUX MEXaHU3MOB IPUHATHUSA permennii M-
MOJIETISIMH 30JI0TBIM CTaHIAPTOM cTall Matematuueckuii anmapat SHAP (Shapley Additive

exPlanations), ocHOBaHHbIII Ha KOOTIEPATHBHON TEOPUH UTD.

Kaxk nmoapo6no onuceiBatot S. M. Lundberg u S.-1. Lee B cBoeit hpyHaamenTanbHol padoTe
[44], meTon SHAP paccunThiBaeT BKJIa] KaK/I0TO OTACILHOTO MIPU3HAKa (IECKPUIITOPa) B
UTOTOBOE MPECKa3aHne MOJIEIU TOCPEICTBOM BhIuKcIeHUs 3HaYeHuit Llemmu (¢;):

ISILAF = IS] = D!
|FI!

di(x) =

SCF\{i}

[fe(S U{i}) = £:(S)]
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rae:

e F — monHbIii HAOOp BXOAHBIX JIECKPHIITOPOB (Harmpumep, Bech BekTop Magpie wiu

reoMeTpuyecKre napamerpsl Boponoro).
e S — NOAMHOXXECTBO IPU3HAKOB, HCKITIOYAIOIIEE 1IEJIEBON MPHU3HAK .

o f.(5) — ycioBHOE MaTeMaTHYECKOE OXKHIaHUE MPEICKA3aHUsI MOJICIIH Ha JJaHHOM

IMOAMHOKCCTBE IPU3HAKOB.

ISI'(FI=1S[-1)!

e daxropuan !

IIPEICTABISAET COO0M KOMOMHATOPHBIM BEC, ONPEAEIIAIOMNI

BEPOSTHOCTH CIY4aiHOTO (HOPMUPOBAHHSI UMEHHO TAKOTO TIOAMHOXKECTBA.

AJITUTUBHOE CBOMCTBO MOJIENHU I'APAHTUPYET, YTO CyMMa BKJIAJIOB BCEX ITPU3HAKOB TOYHO
paBHa Pa3HOCTH MEX/y WHAWBUIYaIbHBIM IIPOTHO30M JIJIsl KOHKpeTHOro Marepuaia f(X) u

0a30BbIM (CpeIHUM) 3HAYCHHEM TPOTHO3a 10 Beel BeIOOpKe Ef (x)]:

|F|

FO) = EF ] + ) i ()

B npuxnanseix 3agavax auzaiina TOTO/TOD nokansHbii ananmu3 SHAP mo3BossieT
YCTaHOBUTH HE MPOCTO CUITY BIUSHUS MPU3HAKA, & TOUHBIN XapaKkTep HEIUHEHHOM
3aBUCHMOCTH. Harpumep, ipu OIICHKE SHEPTUN aKTUBAIIUN KUCIOPOTHOU MTPOBOAMMOCTH
rpaduku SHAP HarisaHO TeMOHCTPUPYIOT, KaK YBEIHUCHUE JJIEKTPOOTPHIIATSITHHOCTH
JIOTIaHTa JI0 ONPEAETEHHOT0 KPUTHIECKOTO MTOpOTa CHIKAET Oapbep MUTPALINH, a
MIPEBBILICHUE STOTO MOPOra — PEe3KO YBEMUYHMBAET €ro u3-3a 3(h(HEeKTOB JOKaTU3alun

1e(EeKTOB 1 KYJIOHOBCKOTO OJIOKMPOBAHUSI.
11.2. Merpuku Feature Importance B 1peBOBHAHBIX aHCAMOJISIX

AJBTEpHATUBHBIM U BBIYHCIUTEIHLHO OOJIee ISMICBBIM MTOIX0JIOM K OIEHKE BKJIaaa
JIECKPUIITOPOB SIBIISIETCS] BBIYMCIIEHNE BCTPOSHHBIX METPUK BaKHOCTH Mpu3HakoB (Feature
Importance), xapakTepHbIX I ApeBOBUAHBIX aHcambsieii (Random Forest, XGBoost,
LightGBM). KiroueBbiMu MeTprkaMu 3/1ech BeicTynaror Mean Decrease Impurity (MDI /
Baxuoctn no Ixxunn) u Permutation Feature Importance (BaxHocTh 1o

nepecranoBke) [10.1038/npjcompumats.2016.28].
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B xonTEeKCTE MaTCpHAJIOBCIYCCKOI'0 CKPUHHUHTA IPUMEHCHUEC 3TUX IMMOAXO0A0B JC€TAJIBHO

onucano B uccienoanuu L. Ward, C. Wolverton u coasropos [18].

e Mean Decrease Impurity (MDI): paccuutbiBaeT cyMMapHOE CHUKECHUE
HeoIpeeNIeHHOCTH (Kputepust JKuHY T KilacCUu(DUKAIIUT HITH
cpenHekBagpaTuaHor ommOku MSE miis perpeccun) Bo BCeX y3Jiax JAepeBbEB, TIIE

MIPOUCXOIUIIO paCUICINICHUE 110 JAHHOMY JECKPUNITOPY X;:

MDI(X-)—;Z Z &[I(t)—&l(t)—%l(t)
7 Nirees & N A A

teT:w(t)=X;

rae Ny — 4ucio o0bekToB B y3ie i, a |(t) — dbyHKius HeonpeaeaeHHOCTH.

e Permutation Feature Importance: omeHiBaeT MajgeHue TOYHOCTH OOYUCHHOM
MOJICJIM Ha TeCTOBOM BBIOOPKE MPU CIIYYatHOM IepEeMEIIMBAHIH 3HAYECHUH 1[E€JIEBOTO
npusHaka X;. Matematudecku, eciiu SCore(X, y) — MeTpuka KauecTBa MOICIIH

(manpumep, R?), To BaKHOCTb MPU3HAKA ONPEEIIIETCS KaK:

PFI(X;) = score(X,y) — Score(Xpermuted(i)’y)

Ecnu nepemernmBanue neckpunrtopa (Halpumep, CpeHel BaleHTHOCTH B-katnona uinm
o0Bbema nonudapa BopoHoro amst Kuciaopo/a) NPUBOAUT K KaTacTPO(YUIECKOMY POCTY
OLIMOKY MpeCKa3aHus MPOBOAMMOCTH, TaHHBIN MPU3HAK MAPKUPYETCS KaK KPUTHUECKH

BaXXHBIN, GUKCUPYs QyHAAMEHTAIbHYIO CBS3b «CTPYKTYPa—CBONCTBOY.

Ananu3 Feature Importance no3BosieT ucciieqoBaTeIIM-XHUMHUKaM OTCEUBATh
M30BITOYHBIE, CHITFHO CKOPpPEIHpPOBaHHBIC (PU3HUECKUE TapaMEeTpPhl, CyXkasi MPOCTPAHCTBO
MOKCKA 10 HECKOIBKUX (PYyHIaMEHTAIBHBIX JECKPUIITOPOB, MOAIAIOIINXCS MIPSIMOM

AKCIIEPUMEHTAIbHONU MOoIM(UKaIMK B Ta00OPATOPUH.
11.3. ®usuuecku unpopmupoBannoe MmammHHoe odydenue (Physics-Informed ML)

Haunbornee nmepcreKTHBHBIM BEKTOPOM TPEOIONICHUS MTPOOIIEMBI «HIEPHOTO SIIIUKAY SBIISIETCS
MOJTHBIN OTKAa3 OT YHCTO CTATUCTHUYECKOTO O0YUYEHHS B MOJIb3Y KOHIETIIUHN (PU3UYECKH
nHgopmMupoBanHoro mammunoro odyudenus (Physics-Informed Machine Learning,
PIML). B stoit napagurme pyHaaMmeHTaabHbIe GU3UKO-XUMHUSCKHE 3aKOHBI, OTPAHUYCHHSI
Y YpaBHEHUS] XUMHUH TBEPJIOTO TeJIa BHEIPSIFOTCS HEMOCPEICTBEHHO B MATEMAaTHIECKYIO

apXuTeKTypy anroputmos [20].
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Kak popmymupyror K. T. Butler, A. Walsh u coastops! B 0630pe [20], uarerpars

¢busnueckux 3HaHui B moaenu MU peanusyercs TpeMs OCHOBHBIMH CIIOCOOaMHU:

1. Moauduxkauusa ¢pyukuun noreps (Loss Function Constraints): B uenesyio
(GYHKIIUIO ONITUMU3AIMHA HEHPOCETH T0OABIISETCS PeryisipU3alMOHHbIN mTpad 3a
HapynieHue QyHIaMEHTaIbHBIX 3aKOHOB (HAIpUMeED, 3a HECOOIOICHIE YPaBHEHHS
coxpanenus 3apsna Kpérepa—BuHka, 2JIeKTPOHERTPATIBHOCTH HIIH TIOSBICHUE

TEPMOIUHAMHNYCCKH HEBO3MOKHEBIX OTPHIATCIBHBIX 3HAaYECHUH OHCPIrun aKTI/IBaHI/H/I):
Liotar = Laata + Aphys : *Cplbymca

ITpu opexackasaunu npoduieii nedhexron L ;.. MOJKET IITpadoBaTh MOICIIb 3a
physics

HCBBIIIOJIHCHHUEC 3aKOHA HeﬁCTBYIOHIHX MacCC IJid pCaKlMu ruapaTaiiyu Ujin obMeHa ¢

ra3oBoi (ha3oid.

2. ®usnyecku HHPOPMHUPOBAHHBIE TECKPUNITOPHI: T10/1a9a HA BXO/ MOJICITH HE
CBIPBIX aTOMHBIX MTAPAMETPOB, & CIOKHBIX (PU3HMICCKUX HHBAPUAHTOB, TAKMX KaK
¢axrop tonepantHocTu ['onpammMuara (1), SHEprus ynpyroi aepopManuy pemeTku
no KunHepy wimi MexxaToMHbIe IOTEHIHaIbl Mop3e.

3. ApxurtektypHble orpanndenus (Symmetry-Protected Networks): ucronbs3oBanue
HeHpoceTei, c10M KOTOPBIX U3HAYAJIBHO CIIPOEKTUPOBAHBI TAK, YTOOBI CTPOIrO
COOJTI0IaTh MTPOCTPAHCTBEHHBIC TPYIIIBI CHMMETPHH KpUCTa/UIA (3KBUBAPUAHTHOCTH K
rpymme E(3) wau SE(3)).

dusnueckn HHPOPMUPOBAHHOE MAITMHHOE 00YUYEHHE KapIUHAIBHO MTOBBIIIACT
obobmaromyto crocodHocTh Mogeneit (generalizability). Mogenu PIML coxpansitor
BBICOKYIO TOYHOCTH MPECKa3aHus IPOTOHHOTO U KMCIOPOIHOTO TPAHCIIOPTA JaXe TPH
AKCTPATOJISIIMUA — TO €CTh IPU MPOTHO3UPOBAHUU CBOWCTB KIIACCOB COSIUHEHHI,
MOJIHOCTBIO OTCYTCTBOBABIINX B 00yYalOIIeil BEIOOPKE, UTO JICNIACT X HAJISKHBIM

HHCTPYMCHTOM AJId CO3AaHHA IMPOPBIBHBIX JICKTPOXUMHUYCCKUX MAaTCPHUAIOB.
12 OrpanuyeHusi CynecTBYOIMUX MOIX0/10B

12.1. HexocTaToK 3KCIEPUMEHTAJbHBIX JAHHBIX U MPo0dJemMa "'my0JIMKAIUOHHOT 0

casura'"

OyHIaMEeHTaTbHBIM 0apbepoM Ha MYTH K CKBO3HOMY BHEJIPEHHIO METOA0B HH(DOPMATHUKH

marepuanos (Materials Informatics) B mpakTuky 3;1€eKTpOXUMHH XUMHHU TBEPIOTO Tea
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ABJISICTCA KECTKUN 1e(PUIUT BHICOKOKAYECTBEHHBIX, OJJHOPOAHBIX IKCIEPUMEHTATBHBIX
AaHHbIX. B To Bpemst kak 6a3bl JaHHBIX pacueTHBIX cBoiicTB (Materials Project, OQMD,
AFLOW) akkyMynupyrOT MUJUIMOHBI 3aMKCEH, MOTYYSHHBIX METOIaMU (PYHKIIMOHAIA
mwiotHocty (DFT) mpu temnieparype 0 K, maccuBbl SKClIEpUMEHTAIbHBIX XapaKTEPUCTHK
(MOHHAS TPOBOIUMOCTH, KOA(PPHUIIMEHTHI TOBEPXHOCTHOT'O OOMEHA KUCIOpoaa K™, sHepruu

AKTHBAI[MHM MHUTPAIMK) OCTAIOTCS KPUTHUECKH (pparMeHTHpoBaHHbIMHU [45].

Kak momuepkuBator A. Agrawal u A. Choudhary B cBoeit MmeTogooruueckoii pabore [45],

OKCIICPUMCHTAJIbHBIC MACCUBLBI CTPAAAOT OT ABYX CUCTCMHBIX Hp06HeMZ

e T'ereporeHHoOCTb yCJI0BHii H3MepeHHUsi: 3HAYCHUS TPOBOJUMOCTH OHOTO M TOTO K€
MIEPOBCKHUTA, TIOIYYSHHBIE B Pa3HbIX JIA0OPATOPHUIX, MOTYT Pa3IM4aThCs Ha MOPSIOK.
D70 00YCIOBJICHO PA3IHYUSIMUA B OTHOCHTEIILHOM IJIOTHOCTH KEPAMUKHU (HAJTUYUE
3aKpBITON OPUCTOCTH ), METO/IaX XUMUYECKOT0 CUHTE3a (TBEpA0(a3HbliA, 30J1b-T€llb,
COOCaXJICHUE, MUTPAaTHBIN MeTox [leunnn), reoMeTpu4ecKkux Gpakropax, TUIE
UCTIOJIB3YEMBIX AJIEKTPOJIOB (cepeOpsiHas macra, INIATHHOBOE HAIIBUICHHE) U PEXKUMAax
MaTeMaTU4eCKOW ammpoOKCHMAIMK YKBUBAJICHTHBIX CXeM ro1orpa)oB UMIICAaHCa.

e TIIpodaema "myonmxamuonnoro capura" (Publication Bias/ ""The File Drawer
Problem™): B nayuHoii tuteparype NpakTUYECKHU MOJTHOCTBIO OTCYTCTBYIOT
OTpHUIATENbHBIC pe3yibTaThl. MccnenoBareny He MyOJIMKYIOT IaHHBIE O COCTaBax,
KOTOpBIE HE YAAJIOCh MOJIYYUTh B 0THO(A3HOM COCTOSIHUU MJIH KOTOPBIE TTOKA3aIIH
OKOJIOHYJIEBYIO HOHHYIO ITPOBOJMMOCTE. B pe3ynpTare MoIen MalinHHOTO
oOyueHusi 00y4daroTcs Ha CMEIIEHHBIX BBIOOPKaX, COAEPKAIMX UCKITIOYUTEIBHO
«yCIEITHBIC» MPUMEPBI. ITO MPUBOIUT K KATACTPOPHUUECKOMY POCTY
JIO)KHOTIONIOKHUTENbHBIX Tipeickaszanwii (false positive predictions) mpu
MIMPOKOMACIITA0HOM BUPTYaJIbHOM CKPUHHUHTE, TAK KaK aITOPUTMBI HE 3HAIOT
TOIOJIOTHU HEPTETUUECKUX 0aphepOB B «HEYCIEUIHBIX)» 00JIACTAX XUMHUYECKOTO

MIPOCTPAHCTBA.
12.2. IIpobGaema nepenoca moneduei (Transferability) u sxcTpanonasinuu

BoJIbIIIMHCTBO COBPEMEHHBIX AITOPUTMOB MALTMHHOTO 00yUeHHs, BKIIIOYast I1yOoKue
rpadossie HelipoHHble ceTH (GNN), 1eMOHCTPUPYIOT BBIJAIOIIYIOCS TOYHOCTh MPEICKa3aHui
TOJIBKO B IpeieaX TOr0 XUMHUYECKOTr0 U CTPYKTYPHOTO MPOCTPAHCTBA, HA KOTOPOM OHH

OBLITM HEMOCPEICTBEHHO 00y4eHbI (MHTepnoJsaus). [I[pobiema nepenoca mojaesei
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(transferability) wim ux crrocoOGHOCTH K IKCTPANOJSIMHN B HEU3yUYeHHBIC (ha30BbIC MMOJIS

OCTacTCAa OHHOﬁ N3 CaMbIX OCTPBIX B BEIYUCIIUTCIbHOM MaTCPHUAIOBEICHUU.

Kak neranpao ananusupyor J. Schmidt, M. Marques u coaBtopsl B ctathe [5], Moens,
oOy4yeHHast Ha MaccuBHBIX DFT-maHHBIX 111 KyOMYeCKUX OKCHIOB CO CTPYKTYpOH
uneansHoro nepockuta (ABOs, rpymima Pm3m), moHOCTBIO TEpsET CBOKO MPEANKTUBHYIO
CIOCOOHOCTH MPH MOTBITKE OLIEHUTh TPAHCIIOPTHBIE CBOICTBa cioucThiX (a3 Panmiecnena-

[Monmepa (A 41Br03n41) wiu a3 bpayumuineputa (A2B20s).

AJTOpUTMBI HE YJIABIMBAIOT HOBBIE GU3HUYECKUE U reoMeTpruueckue 3 (eKTsl, eciiu OHU He
OBLTH SIBHO 3aKOJIUPOBAHBI B ICCKPUITOPAX WIIA HE MPUCYTCTBOBAIM B 00YyYarOIIel BEIOOPKE.

[Tpumepamu Takux 3QpPEeKTOB ABIAIOTCS:

L4 HBYMepHBIe (aHI/ISOTpOHHHe) KaHaJIbl IICPKOJIIMU MOHOB KHCJIOpOJa B MEKCIIOHOM

IPOCTPAHCTBE.
e KoormepaTuBHbIE STH-TEIJICPOBCKHE NCKAKEHUST KOOPIUHAIIMOHHBIX OKTa3ApoB BOs.
e JlokanbHble 3 (HEKTH yopsa0YeHUs 1e(PEKTOB.

DTO CYIIECTBEHHO OTpaHUYMBaET Kiiaccuueckuii M -mouck aumib 3BOMTIOIMOHHON
MoaudUKaImen yxe U3BECTHBIX CUCTEM, 3aTPYIHSAS PEBOIIOLMOHHOE OTKPBITHE

INPUHLIUIHNAIBHO HOBBIX KPUCTAIIOrpaMuecKuX KIaccoB 3JIEKTPOXUMUUECKUX MaTepHalloB.
12.3. MoaeaupoBanue MeTacTadMIbHBIX (a3 1 KOHPUIYPALMOHHOM JHTPONIMHU

BbICOKOTTPOM3BOIUTENBHBIN CKPUHHUHT, OPUEHTHPOBAHHBIA HA TEPMOJINHAMHUYECKHUE
noteHuuansl npu remneparype 0 K, onepupyer nonsarueM 6JIM30CTH K BBIITYKIOH 000J104Ke
ctabmbHOCTH (Egpope nuny = 0 9B/aToM). OnHaKo B 2IEKTPOXHUMHN TBEPAOTO Te€Ja MHOTHE
BBICOKOTIPOBOASIIHNE (Da3bl SABJISAIOTCS TEPMOAMHAMUYECKH METACTAOMIBHBIMU ITPH
KOMHATHOM Temreparype 1 CTaOuIM3UPYIOTCS KHHETUYECKH MTPU BBICOKOTEMIIEpPATYPHOM

CHUHTEC3C, oo nepexXoasaAT B BBICOKOCUMMMETPHUYHBIC ITPOBOAAIINEC MOJII/I(i)I/IKaIII/II/I TOJIBKO ITpH

pabouunx temneparypax TOTD/TOD (500--800 °C).

Brenpenwne anropurmoB MU aiist onmcanust MeTacTaOUIBHOCTH U TEPMOJMHAMUYECKHX TITKAIT
HEOPraHMYECKUX COCTUHEHUH MOAPOOHO PacCMOTpeHO B (hyHIaMeHTanbHOM padote W. Sun,

G. Ceder u coaBropos [46].
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CranpmapTHBIC CyppOTaTHBIE MOJICIIA MAIIMHHOTO O0YYCHHUS YaCTO OTCEUBAIOT
MEPCIEKTUBHBIE METACTA0MIIbHBIC OKCHIBI, MAPKUPYSI UX KaK «HECHHTE3UPYEMBIC).
MareMaTHuecKkoe IpOrHO3UPOBAaHUE BO3MOXXHOCTH PEAIbHOI0 CUHTE3a Takux (a3 Tpedyer
TOYHOTO y4eTa BKJIaJa KOHPUTYpaIlMOHHOHN, KoJieOaTenbHOU ((POHOHHOW) U 3JIEKTPOHHOMN
SHTPOIINY MPH MMOBBIIICHHBIX TEMIIEPATYPaXx, a TAK)KE pacyeTa KHHETUYCCKUX 0apbepoB

SapOI[BIH_ICO6paSOBaHI/I${Z

AG(T) = AH® — T(ASyip, + AScons)

B BricokoanTponuiiabix okcuaax (HEO) co cTpykTypoii urooputa niu nepoBCcKUTa, Tie B
OJIHY KpUCTAIIOrpaQruecKyIo MO3UIUI0 BHEAPSIOTCS 5 1 00Jiee KaTHOHOB, BKJIA]1

KOH(UTYpaIMOHHOM SHTPOMUU paccuuThIBaeTcs no ¢popmyne bonbimana:

k
ASconf = —R z x; Inx;
i=1

IJIe X; — MOJIbHASI I0JIs1 I-r0 KaTHOHA B MOPEIIETKE. DTOT BKJIAI CIIOCOOEH MPH
temreparypax Boie 1000 °C moaHOCThI0 KOMIEHCHUPOBATH MOJIOKUTEIBLHYIO SHTAIBITHIO
obpazoBanus (A H® > 0), crabunusupys MmeractTadbunbHy0 ¢a3y. Ha ceromssimauii 1eHb
KJ1accuueckue apxutekrypsl UM He 0051a1at0T 10CTaTOYHBIM MaTEMaTHYECKUM aIllapaToM
JUTSI CKBO3HOT'O MPOTHO3UPOBAHUS TPASKTOPUH TaKUX MHOTOKOMITOHEHTHBIX TBEPI0(a3HBIX
peaxiui, 4To IenaeT mpeacKa3aHiue CHHTE3UPYEMOCTH METaCTaOUIIbHBIX SJIEKTPOJIUTOB

OJTHOM 13 I'JIaBHBIX HEPCUICHHBIX 3a/1a4 MAaTCPUATIOBEACHU .

12.4. MacmiTaOHblii pa3pbIB: Y4eT peajibHbIX /1e()eKTOB, FeTepPOCTPYKTYP U TPaHHUIL

3epeH

W neanu3npoBaHHbIE KPUCTANTNYECKUE PEIIETKU C MEPUOANYECKUMU I'PaHUYHBIMU
YCIIOBUSIMH, Ha KOTOPBIX 00y4aroTcs coBpeMeHHble rpadosbie HelipoceT (GNN) u
paccunTbiBaroTcs AeckpunTopsl SOAP, CyIIecTBYIOT TOJBKO B paMKaxX BBIYMCIUTEIBHBIX
Mozenei. Peanbubie pyakuronansubie ciion TOTI/TOD npencrapistoT co0oit
BBICOKO/1e()eKTHBIE, MOJIMKPUCTATIINYECKHE, aHU30TPOITHbIE CUCTEMBI. B HUX
MaKpOCKOIMMYECKHH TPAHCHIOPT 3apsia U IOJrOBpeMEeHHast Jerpajalius JMMUTUPYIOTCS He
00BEMHBIMHU CBOMCTBAMH KpUCTAIIA, 3 ApXUTEKTYPOil 1edeKToB 1 GU3NKO-XUMHUECKUMU

CBOMCTBaMH rpaHuIl 3epen (grain boundaries).
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[TpobreMa mpocTpaHCTBEHHOTO MaCIITAOUPOBAHUS U yueTa Mex(a3HbIX HHTEP(HEHCOB B
MaTepHaloBeT4eCKON HHDOPMATHKE MOAPOOHO M3JI0KEHA B KPUTHIECKOM 0030pe oI

pykoBozacteoMm J. Maier [47].

[Tpumepom siBisieTCst MPOTOHIPOBOASIINI 3JICKTPOJIUT HA OCHOBE IIMPKOHATA Oapus
(BaZrOs). Obnanas mpeBOCX0HONH 00BEMHOM POBOIMMOCTbBIO, €r0 peaibHOC IPUMEHEHHE B
MOJMKPHUCTALTAYECKOM COCTOSIHUU OJIOKUPYETCS THTAaHTCKUM COTIPOTHBIICHUEM TPaHHMII
3epeH. JTO BhI3BAHO TEPMOJMHAMUYCCKUM (DOPMUPOBAHHEM TIOJIOKHUTEIBHO 3apSKEHHOTO
snpa rpanuLibl 3epeH (A ¢(0)) 1 conpsyKEHHOTo JEIUIETHOTO CJI0SI IPOCTPAHCTBEHHOIO
3apsizia (Space charge layer), KoTopblit SKCIIOHEHIIHATILHO 00CAHEH MPOTOHHBIMU HOCUTEIIIMU
3apsja:

Comp (¥) exp (_ M)

Cony, () kgT
r7ie Copy (00) — 0OBEMHAs KOHLEHTPALKS IPOTOHOB B IIIyOnHE 3epHa, a A o(X) —

JIOKAJIbHBIN MOTEHIIMAJ TPOCTPAHCTBEHHOTO 3apsijia.
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Puc. 12.1. KonnenryanbHas cxeMa MEXaHW3MOB MPOBOAUMOCTH M TEPMOJIMHAMUYCCKIE
npodui Ha rpaHuIe pa3aeia Ga3 B HOJTUKPUCTALTHYCCKOM JICKTPOIUTE:

e BBepPXY — ME30CKOMUYECKasi MOJENb OJOKMPOBKH OOBEMHOM MPOBOAUMOCTH
npotonoB (OHG) conpoTuBIeHHEM IrpaHHIIBI 3€PEH BCIIECICTBHE
TEPMOIMHAMHUYECKOTO (POPMUPOBAHMS MTOJIOKUTEIBHO 3apSPKEHHOTO sI/Ipa PELETKH ¢
BakaHcusMu kucaopoza (V') 1 conpsiKeHHBIX CIIOEB MTPOCTPAHCTBEHHOTO 3apsiia
(30H 00eIHEeHM ST ); CTPENIKAMHU yKa3aHa 00J1acTh MPUMEHUMOCTH TEPHUOAMYECKUX
rpaHuuHbIX ycnoBuid ctangapTHeix Mozeneir GNN u SOAP;

® BHH3Y — CONPSKCHHbIE IPOCTPAHCTBEHHBIE IIPOPUIIN IJIEKTPOCTATHUECKOTO
noteHIpana AQ(X) 1 KOHIEHTpaI|Ki HocuTelel 3apsaaa C(X), onmuchiBacMbIe
KJIaCCUYECKUM ypaBHeHHEM Maiiepa; +xg. — 3¢ dexkTuBHas mupuHa ciaos
IIPOCTPAHCTBEHHOTO 3apsizia.

CxeMa ajianTipoBaHa Mo Marepuanam uccienobanus [47].

Slapo rpargiub! 3epen
(MosoxuteasnaBapsxeno: Ady)
3epno 1 (Oobem) 3epno 2 (O6bem)
L I
(073 9
0 L R &
(8]
&
[$07 ©
o«
| %S (Q,
o: o
O Vee
| I (O:,
(03
n v
Cur0ii npocTpan@EBEHHOT0 3apsiia
(3ona obeanenfysi nporoHaMu)
+ Obaacts GNN u SOAP: nepnoanyeckuii Hiea bubiil fpucTanss —

——
-
-

®
L

o
=N

>
s

comy, () — D (_t.).;»(.zl)
cory, (00) I kgl

HopmupoBaHHasi HHTEHCHBHOCTb (OTH. €/1.)
o

m— [lorenmman Ad(x)

0.0 4

== Konuenrpams npoToHos c(x)

T T T T
Tr— —0oC —Tse =0 +xq r— +00
Paccrosinmne ot TpaHHIbl pa3aeia ()

COBpeMeHHBIe Fpa(bOBLIC HeﬁPOCCTH n HeﬁpOCCTCBBIC MNOTCHIHAJIBI MCXKAaTOMHOI'O

B3aumoeiicteus (MLIPS) He crioco6HbI 3¢ (heKTUBHO MacIITaOHPOBATHCS 10
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MOJICJINPOBAHUS TAKUX ME30CKONNYECKUX MOJMKPUCTANINYECKUX aHCcaMOIIel ¢ yueToM
IIPOCTPAHCTBEHHOTO 3apsi/ia, JUCIOKAIIMOHHBIX CETOK, JIOKAJIbHBIX (Da30BBIX paccilOeHUH U
nop. Pa3psIB MeX 1y MICATU3UPOBAHHBIM «KOMIIBIOTEPHBIM) TU3aHHOM CTPYKTYPBI U
peanbHBIM IIOBEICHUEM CIICUEHHON BBICOKOTEMIIEPATYPHOU KEPAMUKH B sTYEUKE TOILUIMBHOTO
3JIEMEHTA OCTAeTCs IJIaBHBIM (yHAaMEHTAIbHBIM BbI30BOM ISl MEXIUCIIUIIIIMHAPHOT O

MaTCprualIOBCACHUS.
13. IlepcneKTHBBI pa3BUTHA

13.1. Self-driving laboratories (CamoynpasJisiembie jtadoparopun) u UM-opkecTpanus

JIorMyecKuM pa3BUTHEM KOHIIETIIIMH aBTOHOMHOTO ITOUCKA MaTEpHAaJIOB SBJISETCS
pa3BepThIBaHHE caMoyIpaBJisieMbIx JadopaTopuii (Self-driving laboratories, SDLS). Ouu
IPEJICTABIISAIOT COOOM IMOIHOCTHIO POOOTH3HPOBAHHBIE KOMILIEKCHI, B KOTOPBIX
HCKYCCTBEHHBIM MHTEIUIEKT BBIOJIHAET POJIb aBTOHOMHOI'O Y4€HOTI0-HUCCIIe0BaTENs,

MMPUHUMAIOMICTO KIIFOYCBLIC PCHICHUS HA KAXKJAO0M 3Tall€ HAYyYHOI'O ITIONCKaA.

Kak neranpHO H31105k€HO B IporpaMMHoii pabore A. Aspuru-Guzik, M. Abolhasani u

coaBTopoB [48], SDL-miathopMbl 00bEIUHSIOT B 3aMKHYTBIN UK

e  Moaynmu poOOTH3UPOBAHHOTO JTO3UPOBAHUS KHUJIKHX PEAreHTOB U TBEPIBIX
MTOPOIIIKOB.
e broku aBTOMaTU3MPOBAHHOM TePMOOOPAOOTKH (TIEUr C KOHTPOIUPYEMO
aTMocdepoit).
e PoboTH3npoBaHHBIEC AHATTUTUYECKIE KOMILIEKCHI (AU(PPAKTOMETPHI, CIIEKTPOMETPBI,
M3MEpUTENN UMIIEIaHCa).
HNU-opxecTpatop oOpabaThiBaeT cOOMpaeMbie IKCTIEPUMEHTAIbHBIC JaHHBIE B PEKUME
peasibHOTO BpeMeHH. Ha 0CHOBE alropuTMOB 0aiieCOBCKON ONTHMH3AIMH CHCTEMA
TeHEepUPYET MapaMeTphl 7S CIEAYIONIEr0 SKCIEPUMEHTATBHOTO I1ara (MI3MeHEeHHe
KOHIIEHTPAIIUU JAOTIAHTa, TEMIEPATYPhI CIIEKaHMUs], MapIIHalIbHOTO 1aBICHUS ra30B).
Buenpenne SDL-TexHOIOTHIA TTO3BOJIIET 32 HECKOJIBKO JHEH UCCIICIOBATh TAKHE
MHOTOMEPHBIC KATHOHHBIC TPOCTPAHCTBA CIIOKHBIX OKCHJIOB, HA PYYHOU TIepe0op KOTOPBIX Y

HCCIICAO0BATCIIA YIIUIA OBl roJibl KJIaCCHYECKOM J'Ia60paT0pH01>i pa6OTBI.

13.2. Autonomous synthesis (ABTOHOMHBIIi pOOOTH3HPOBAHHBII CHHTE3)
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KittoueBbIM TEXHOJOTHYECKUM BBI30BOM ISl peaN3allii 3aKPBHITOTO IUKJIA B XUMHH
TBEPJIOrO TEJIa OCTAETCs CTaIusl aBTOHOMHOI0 cuHTe3a (Autonomous synthesis). B
OTIIUYHE OT OPraHUIECKON XUMHHU WK (PapMaIieBTUKH, T]IE MPOIIECCHI MPOTEKAIOT
MIPEUMYIIIECTBEHHO B KUJKHUX (ha3ax MPU OTHOCHTEIHHO HEBBICOKHX TEMIIepaTypax U JIETKO
aBTOMATHU3HPYIOTCS C TOMOIIBI0 MUKPOGIIOMIHBIX YUIIOB, CHHTE3 CJI0KHBIX
HEOPraHUYECKHX OKCHUJIOB TPEOYET IKCTpeMaIbHBIX TeMIIepaTypHbIX Bo3aeicTBuii (1000--

1600 °C), npeun3noHHOT0 KOHTPOJISI KWHETHUKH TOMOTEHU3aIuu U a3000pa3oBaHusl.

KoHTypsI pemenus 3Toi mpo6ieMbl OITMCAHBI B THOHEPCKOM HCCieIoBaHUU rpynmbl G.

Ceder [49], nocsiieHHOM paboTe pOOOTU3UPOBAHHOTO KoMILiekca A-Lab.

ABTOHOMHBIH CHHTE3 B TAKHX CHCTEMaX OMUPACTCS HA HHTETPALNIO OOJBIINX S3BIKOBBIX
mozaeneit (LLMS), mpenoOydeHHbIX Ha XUMHUECKUX TeKcTaxX. OHHM OCYIIECTBISIOT
ABTOMATHYCCKHIA TEKCTOBBIM MaitHUHT (teXt Mining) MUIITMOHOB OMYOIMKOBAHHBIX HAYYHBIX
cTareil, U3BIIeKas JIeTAIbHBIC PEIENThI TBEPIO(a3HOTO MU 30Jb-TeJIb CHHTE3a JJIs1 CXOKUX
coequHeHUH. POOOTH3NPOBAHHBIN MAHUITYIIATOP OCYIIECTBIISCT B3BEIIMBAHNUE ITPEKYPCOPOB,
WX MOKPBIH ITOMOJI B TUTAHETAPHBIX MEIBHHIIAX, aBTOMATHYECKOE IIPECCOBAHUE B TAOICTKH H
BBICOKOTEMIIEpaTypHbIi 00kur. Ecii aBromMatnveckuii peHTreHodaszoBsiii anamu3 (PDA)
(buKcupyeT HaTM4Ke HellelIeBbIX MpUMecHbBIX (pa3, M-Moienb aBTOHOMHO ePECYUTHIBACT
TEPMOJTUHAMHUYCCKHIE TPACKTOPUH, KOPPEKTHPYS TEMIIEPATYPY WIIA BPEMS BBIICPIKKH IS
JOCTIKEHHS CTOTIPOLIEHTHOTO (Pa30BOTO BBIXO/1a IENIEBOTO MPOTOHHOTO MIIM KUCIOPOIHOTO

IIpOBOAHUKA.

13.3. lugposrie ABoitHnkH MaTepuajos (Digital Twins) m MHoromacmradHoe

MOAC/IMPOBaAHUE

JI71st pamuKabHOTO YCKOPEHUS TpaHcdepa MaTepruaioB U3 akaJeMHUYECKUX JIa0opaTopHil B
peabHbIe SHEPTETHUECKUE YCTAHOBKH (DOPMHUPYETCS KOHIIETINS HH(PPOBBIX ABOTHUKOB
marepuaJios (Digital Twins). B otiinune oT ctarndeckux 6a3 JaHHBIX CBOMCTB, IU(PPOBOI
JBOMHHMK MPEACTABIISIET COO0M TMHAMHYECKYIO MHOTOMACIITA0HYIO BUPTYaJIbHYIO MOJIENTb,
KOTOpasi HEMPEPHIBHO CUMYJIMPYET IMOBEICHNE MaTepHalia Ha BCEX HEPAPXUUECKUX YPOBHIX
— OT aTOMHO#M CTPYKTYPBI 10 MAKPOCKOITUYECKOMN JIerpaaliiid BHYTPH TOIUTUBHOTO

QJICMCHTA UJIU 3JICKTPOJIH3CPA.

HpI/IMCHCHI/IC 3TOH nmapaJaurMsal B 3JICKTPOXUMUHU TBEPAOTO TCJIa ACTAJILHO 000CHOBAHO B

uccnenoBanuu M. F. Ashby u coaBropos [50].
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[udposoii 7BOMHUK KaTaIM3aTOPa UM JIEKTPOIUTA OOBEIUHSICT:

e KBaHTOBO-xUMHYeCcKue MexxaToMHubie norenuuansl (MLIPS), mogenupytomue
1 Qy3n0 HOHOB.
o  Owusnuecku napopmupoBanusie Heiipocetu (PINNS), onucbiBaromue ypaBHeHUS
MepeHoca Macchl U 3apsAa Ha rPaHMIlax 3€peH.
e Koneuno-snementusie moaenu (FEM), mpornosupyroniie HakormieHue
TEPMOMEXAHUYECKUX HANPSKEHUN MPU LIUKIUPOBAHUH TeMIiepatypsl B cteke TOTO.
Taxoii moaxoa Mo3BOJIIET BUPTYAIBHO «IIPOTECTUPOBATHY» CTAOMIIBHOCTH HOBOTO MaTepHalia
B )KECTKUX SKCIUTYaTallMOHHBIX YCIOBHX (HAIIpUMEp, IPU TOKAxX 110 2 A/cM? B pexXHMe
SOEC) 3agonro 10 co3manus GU3MUECKOT0 MPOTOTHIIA, MUHUMHU3UPYS PUCKU

HeTIPEABUICHHOM erpajganui HHTepdeicos.
13.4. CxkBo3nas unrerpanusi U n operando-amarnocrukmu

@OuHaTBHBIM BEKTOPOM Pa3BUTHSI TPEIUKTUBHOTO MATEPUATIOBEACHHUS SBIISICTCS TIPsSIMast
MaTeMaTHYECKas MHTErpaIis AIrTOPUTMOB MAITMHHOTO OOYYEHUSI CO CBEPXTOYHBIMHU
Mmetonamu operando/in situ nuarnocrtuku. CoBpeMEHHbBIC METO/IbI HCCIICIOBAHUI — TaKUE
KaK BBICOKOpa3peIarolias MpocBeUnBarolias sJeKTpontas Mukpockonus (HR-TEM),
peHTreHoBCKas PoTolrneKTpoHHas criekTpockonus (XPS) u nudpakiiys CHHXpOTPOHHOTO
W3IYYCHUsI — TEHEPUPYIOT B MPOIECCE PAOOTHI AIIEKTPOXUMUIECKON STUCHKN TUTaHTCKHE
MMOTOKH JAHHBIX (BHJICOTIOTOKH, CIIEKTPAITBHBIE MACCHUBBI), PYYHOU aHAIHM3 KOTOPBIX

CTaHOBUTCA HCBO3MOXHBIM.

B 0630pe S. Kalinin, M. Concepts u coaBropos [51] mokazaHo, kak CBEepTOUYHbBIC HEHPOHHBIC

CCTU U aBTOKOAHUPOBUIUKH UHTCTPUPYIOTCA HETIOCPEACTBEHHO B ACTCKTOPLL HpI/I60pOB.

Anroputmsl 11 B pesxrMe pealbHOTO BPEMEHU OUMIIAKOT CUTHAJ OT TEIJIOBBIX LIYMOB,
aBTOMAaTHYECKH CErMEHTUPYIOT Je(PEKThI CTPYKTYPbI (AUCIOKALIMH, IPAHHUIIBI
JBOMHMKOBaHMS, PPOHTHI (Pa30BOro pacmajia) U BbISBISIOT CKPBIThIE CTATUCTHUECKHE
KOpPEJALMY MEX1y aTOMHBIMHU ITEPECTPOMKAMU Ha IOBEPXHOCTHU KaTaau3aropa u
GIyKTyarusMu MoJIipU3allMOHHOTO COMPOTUBIICHUS, PUKCUPYEMBIMU CIIEKTPOCKOITUEH

UMIICJaHCa.

CkBo3nas unrerpanust MU u operando-auarHocTuky mo3BoisieT chopMUpOBaTh

6ecnpeuez(eHTHLIe IO TOYHOCTH MAaCCHUBBI JTUHAMHNYCCKHUX TaHHBIX. Onu BBICTYIIAOT OCHOBOH
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JUTsl OOydeHHUsI MPEeTUKTUBHBIX Mojenei MU criemyromiero mokoieHus, CriocoOHBIX

OCYLICCTBJIATH ,Z[HBaﬁH MaTCpUuaJIOB C praBHHCMOﬁ KUHETHKOM Acrpaaanuu.

14. Keiic-cTaau NpUMEHEHUS MAIIMHHOTO 00Yy4YeHUsI AJIsl MOMCKA

NPOTOHNPOBOASIEr0 dJIeKTpouTa BaZr,,SCo 6035
I[aBafITe IMpOBCACM I/ITepaIII/IOHHBIi/i HUKJI MOUCKA, TOJTHOCTHIO UCKIIFOUUM CUMYJIAIHIO.
Mk pazbepeM peajibHOe, HCTOPHYECKOE H IKCIIEPUMEHTAJBLHO MOATBEP:KIeHHOe
OTKpPBITHE MPOPLIBHOI0 MaTEepPHAaJIa, COBEPIIEHHOE CTPOro 1Mo Meroaosoruu Materials

Informatics peanbHOit Hay4HON TPYIIION.

MBeI paccMOTpuM 3a1auy pa3paboTKy BBICOKOMPOBOASIIEr0 U CTA0MILHOTO IPOTOHHOTO
yektposuTta (3aexkrposura niast PC-SOFC/P-SOEC), kotopas Oblia perieHa
MHTEPHALMOHAIBHOM IPYIIOi yueHbIX (BKIIOYas uccienosareneii u3 Krocto, Snonust) ¢
HOMOIIBIO AITOPUTMOB MAIIMHHOTO OOYYCHUSI U BAIMANPOBaHA PealbHbIM J1a00PaTOPHBIM

cuHTe30M [52].
14.1. ITocTaHOBKA MaTepHATOBeIYeCKOM 3a1a4n

PazpaboTka MpOTOHIIPOBOIAIINX TBEPIOOKCHUIHBIX TOTUTMBHBIX JIEMEHTOB U
AIIEKTPOJIH3EPOB CAEPKHUBACTCS KITACCHUSCKUM MAaTEPHAIOBEAYSCKUM KoMIIpoMuccoM (trade-
0ff) Mex 1y 00beMHOI MPOBOIMMOCTHIO OKCHJIA M €T0 XUMHUYECKON CTaOMIIbHOCTHIO B
atMoc(epe BozastHoro napa u C0,. IlepoBCKUTHI Ha OCHOBE Iieparta bapusi (BaCeO03)
0011a/1at0T BBICOKON TPOBOAMMOCTBIO, HO JIETKO KapOoHU3upytorcs. HanpoTus, nupkoHaT
6apust (BaZr03) XuMU4eCcKd UHEPTEH, HO 00J1aZiaeT BBICOKMM CONPOTUBIICHUEM IPAHUI]
3€pEH U KECTKON KPUCTAJUIMYECKON PEIIETKOM, 3aTPYAHSOIIEH TEPECKOK IIPOTOHA 110

MexaHusmy ['potryca.

TpaguiuoHHBbIM noaxox K JonupoBanuio BaZr 03 nonroe BpeMs OrpaHUYUBaIC
BBesIeHUeM uTTpus (BaZry_,Y,05_s — BZY), Tak xax paguyc Y3+ (0.9 A) 6mu3ok k
pamuycy Zr** (0.72 A). Hayunas rpynna nocrasuia 3aauy: HCIONB30BaTh MAIIMHHOE
o0y4yeHue, 4TOObI BBIWTH 32 paMKH CTaHAaPTHOTO UTTPUEBOTO JOMUPOBAHUS U HAWTH B
MHOTOMEPHOM MPOCTPAHCTBE COAOMMPOBAHHBIX CUCTEM COCTaB C aHOMAJIBHO BBICOKOM

IIPOTOHHOM IPOBOJUMOCTBIO.

14.2. Ikcnpecc-CKPUHUHT U reHepalusi 1eCKPUNTOPOB
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HccnemnoBatenu chopMupoBaiy BUPTYyaabHYIO 0a3y JaHHBIX, BKIIIOYAIOIIYIO COTHH
TUTOTETHYECKUX COCTABOB IICPOBCKUTOB HAa OCHOBE BaZr0 3, 1ONMPOBAHHBIX IIUPOKUM
CIIEKTPOM PEIKO3EMEbHBIX U TiepexoaHbix MetaiuioB (Sc, Y, Nd,Sm,Gd, Dy, Yb,In u np.),
BKJIIOYast UX OMHAPHBIC M TPOMHBIC KOMOMHAIIMHN B PA3JINYHBIX CTEXHOMETPUIECKHUX

MIPONOPLUSIX.

HJ’IH KaXXI0ro ruliioOTETUYCCKOro Kpucrajuia ObLIU pacCUUTaHbI (bYH,Z[aMeHTaJ'II)HBIe

JECKPHUIITOPBI COCTABA U CTPYKTYPBL:

Pa3nuna HOHHBIX paguycos 110 IlleHHORY MeX Ty MaTpuuHbIM KaTnoHoM Z14 u momanramu

(Arg).
Cpenusis SIEKTPOOTPULIATENLHOCTH KATUOHOB B no3unuu B.

®daxTop TonepanTHOCTU ["onbammuaTa (t), OEeHUBAIOLINI CTETIEHb OKTadIPUUECKUX

HakJIOHOB BOg.

DHeprus ynpyrout nehopManuy peeTky, HHAYLHPOBAaHHAS 3JEKTPOCTATHUECKUM

nucbanancoM npu 3amemennn M3t - Zrtt,
14.3. ®uabTpanus CypporaTHLIMH MOJEJISIMH M PErpecCHOHHBINH AHAIN3

B xauectBe MMPECANKTUBHOI'O ABHIKKA OBLIH UCHOJIb30BAHEI MOZCJIM Ha OCHOBC perpeccun
I'ayccoBckux nmpomeccos (Gaussian Process Regression — GPR) u ciyuaiinoro Jeca
(Random Forest), npeaBaputeibHO 00yUEHHbBIC HA OTPAHUYCHHOM MAacCHUBE N3BECTHBIX

IKCIICPUMCHTAJIbHBIX JAHHBIX I1O ITPOBOAUMOCTU OKCHUIOB.

BMmecTo noucka «MUHUMAaJIbHOIO HCKa)KEHHsI PEILETKI» (KOTOPOMY COOTBETCTBYET UTTPHIL),
QITOPUTM MAIIMHHOTO 00YYEeHHMsI BBISIBUJI CKPBITYIO, HETMHEHHYIO 3aKOHOMEPHOCTh. Moeinb
II0Ka3aJ1a, YTO CHIIBHOE T€TEPOBATICHTHOE 3aMEIICHUE [IUPKOHMS KATHOHAMU C MEHBIIUM
MOHHBIM PaNyCOM, HO BBICOKOH MOJSPU3YEMOCTbIO, CIOCOOHO JIOKAIbHO UCKA3UTh
CUMMETPHIO KOOPAVHALIMOHHOTO ITOIU3Ipa KUCIOPOAa, CO3AaB yIbTPAKOPOTKUE MOCTUKHU

0 — 0 (< 2.8 A), KpUTHYECKHU BaXXHBIC JJISl YCKOPEHHSI TPAHCISIIMOHHOTO CKayKa MPOTOHA.

baiiecoBckuii 0TOOp yKa3aa Ha TO TOUEYHOE 0JIe KOHIIEHTPAIlUii, KOTOpoe YelloBedyecKast
UHTYUIIMS paHee OTBeprajia u3-3a 0Xu1aemMoro ga3osoro pacrnajga. Moaens npeackasaia
aHOMAaJIbHBIM MUK IPOTOHHOM MPOBOJIUMOCTH Ul CUIIbHOIONMPOBAHHON CKaHANEM

CUCTCMBEI.
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14.4. JxcnepuMeHTAJbHAS BAJIUAAIMA U CBOHCTBA OTKPBLITOI0 MaTepuasia

Jlist mpoBepku npenckazanust UM ydaeHble mpoBeln peanbHbIN 1a00paTOPHBIA CHHTE3 CepUH
coctaBoB. Kpucramiorpadhudeckuit ¥ 3JeKTPOXUMHYECKUN aHAIA3 TTOJTHOCTHIO TIOITBEP AT

mpeickazaHue Mojelu, 3a)UKCHPOBaB
OTKPBITHE MaTepHaa;

BaZrg 4S¢9 035
(Ilupxonat 6apus, nonupoBaHHbI 60% ckaHMA)
Pe3ynbrathl peanbHBIX PU3UKO-XUMUYECKUX U3MEPEHUI:

da3oBas uncTora: Bonpeku TpaauiOHHBIM MTPEICTABICHHUSIM O TIPEJIeNIe PACTBOPUMOCTH
CKaH[¥sI B IIMPKOHATE Oapus (KOTOPBIA paHee cuuTaics He npesbimaromum 20- 30%),
MeTo peHTreHoBckor audpakuun (PJ]) moarsepaun popMupoBanue CTaOMIBHOTO,
OJTHOPOJTHOTO KyOMUYECKOTO MEePOBCKUTA (IpocTpaHcTBeHHas rpymma Pm3m). Beicokas
KOHIIEHTPAIUS CKaHIUS CTA0MIM3UPOBAIACH 32 CUET TEPMOIMHAMUICCKIX (DAKTOPOB

Oecriopsiika.

AHOMasIbHas MPOTOHHASI IPOBOAUMOCTE: I3MEpeHHsI METOIOM AJIEKTPOXUMUYECKOMN
umneaancHol cnektpockonuu (QMC) nokazanu, uto BaZry 4,S¢ 03 _s 0bnanaet
OecnpeleIEeHTHO BEICOKOW 00BEMHOM MPOTOHHOM MPOBOJAMMOCTBIO BO BIAXKHON aTMoOcdepe.
[Tpu remmieparype 500 °C oHa gOCTHUTIIA 3HAYCHHIA, 3HAYUTEITHLHO MTPEBOCX O ISATITIX

KJIaCCUYECKUM 3TanoH BaZry gYy,03_s.

CHWXeHUE CONPOTUBIICHUS TPaHHMII 3epeH: MammHHOe 00y4eHUe YCIIeITHO MPeacKa3ao, 4To
M30BITOYHBIN KATHOHHBIN 3apsi]l CKaHIMS Ha MEXK3EPCHHBIX TPAHUIIAX YACTHIHO
KOMITEHCUPYET MOJIOKHUTEIBHBIN MOTSHIUAN sijipa rpaHuilbl 3epHa (A¢(0)). ITo mpuseso K
CYXEHUIO OJIOKHPYIOIIETO CIIOS POCTPAHCTBEHHOTO 3apsa U CHUKEHHUIO CONTPOTHUBICHUS

6J'IOKI/IpOBI(I/I r'paHHUll 3¢pEH B HCCKOJIBKO pas.
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Pucynok 14.1. CpaBHUTENbHBINA TPOPHITH 00BEMHON MPOTOHHON MTPOBOIUMOCTH
kiaccudeckoro 3tanoHa (BZY) u orkpeitoro MW marepuana (BaZry 4Scy.603—5),
IIOJIYYE€HHBIM METO/I0M 3JIEKTPOXUMHUYECKON nmnenancHo crekrpockonuu (OUC) npu
temmneparype 500 °C Bo BiaxHoi#t atmocdepe.

JKcnepUMEHTAJIbHBIN MPO(UIb MPOBOIUMOCTH
(lannabie IUC npu Tremneparype 500 °C)

10

1.1-1072 Cm/em

l Poct B 10 pa3s!

10~

IIpoTronHas npoBognMocTh 6, (CM/cM)
. S
5
S
ds
N %

10 T
Knaccudeckuii aTanon Otkperteiid M marepuan
BaZrogY0203_5 (BZY) BaZroaScos03—s

14.5. BeiBoa as closed-loop kouBeiiepa

JIaHHBIN KelC cTaj KJIaCCHYeCKMM MUPOBBIM mprMepoM (benchmarking) roro, kak
uH(pOpMATHKa MaTEPHUAIIOB JIOMAET YCTOSBIINECS TOTMbI XUMHHU TBepAoro Tena. Moaens N
oOHapyXuiia, 9To IKCTpeMaabHoe nonupoBanue 60% 3amernieHus mo3unuu B kaTnoHom ¢
MEHBIIUM PAJNYCOM) HE pa3pylIaeT CTPYKTYPY, & OTKPHIBAET BHICOKOIPOBO/ISIIEE OKHO

CTaOUIBLHOCTH. HOHY‘-ICHHBIC SKCIICPUMCHTAIILHBIC TOYKHU ObLIH 3arpy’KCHbI O6paTHO B 6213y
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JAHHBIX, CIBUHYB MPEAUKTUBHBIE IPAHUIIBI HEHPOCETEBBIX MOJIENIEH B CTOPOHY

B(b(beKTI/IBHOFO aHaJIn3a CUJIIbHONCKAXXCHHBIX U BBICOKO,Z[C(beKTHBIX CHCTCM.

15. BeluMcauTeIbHBIN PUMeEP HHBEPCHOT0 AU3aiiHA KATOHOTO
MarepuaJja co crpykrypoit Paganecaena—Ilonnepa

Bag 95Ca0.05C€050Zr0.30 Y 0.105C0.1003-5
15.1. IlomaroBslii MyTh NOMCKA

Kak uMmeHHO pa60TaeT 9TOT MOAXO/ Ha CTBIKC XMMHUM TBEPAOIo TeJja, KBaHTOBOW XUMHH

(DFT) u mamunHoro odoy4yenusi (ML),

YroObl MoKa3aTh, KaK IMEHHO pab0OTaeT 3TOT MMOJX0/] HAa CTHIKE XMHMHUH TBEPIO0ro TeJla,
kBaHToBOM xumuu (DFT) u mammnHoro ody4yenusi (ML), Mbl ipoiiem Bech myTh
MoIaroBo. B kauecTBe MPaKTHUECKOTO MPUMEPA MbI PEIIHM PEaTbHYIO
MaTepHAIOBEIUCCKYIO 3a/1a4y: HaiijieM NPUHIUNHAIbHO HOBbIIl MPOTOHHBIH JI€KTPOJIHUT
AJIs cpeaHeTeMnepaTypHoro djiekTposusepa (P-SOEC), koropslii npeB3oiier

KJIacCcu4eckuii riepat-uupkonat oapus (BaCeg 7Zry2Yp105_5)-

Hwke npuBezieHa nomaropas MMUTaLus paboThl MHTEILICKTyanpHoro M -arenra (Materials

Al Orchestrator) B pamkax konmenuu Materials Informatics [5].

B xauecmee uutrocmpayuu paccmompum cunomemu4ecKull KOHé?elzep UHBEPCHO2O ouzauna

NPOMOHHO20 dJ1eKmpoiuma.

2 Illar 1: ®opmyanpoBka neaesoii pynkuun u rpannn noucka (Ml

HNHN-arenT 3amaer I'paHUYHBIC YCIIOBUA. Ham HYXCH MaTcpural, KOTOpHﬁ COUCTACT BBICOKYTO

MIPOTOHHYIO TPOBOAMMOCTE cO cTabunbHOCThIO K CO, (mpobnema, onucanHas B Pasnene

2.5).

1. IIpocrpancTBo noucka: CioxxkHbIE OKCUIBI CO CTPYKTYpoOii nepoBckuta ABO3, T11e
no3utisi A u B MOoryT OBITH 3aMeNIeHbl HECKOJIBKUMU JIEMEHTaAMH OJTHOBPEMEHHO

(BBICOKOHTPOIIUIUHBIE CUCTEMBI).

2. Orpannvenusi UU-renepartopa: Vckmounts Tokcuunsle (Pb, Th) u kputnueckn

noporue (Co, Ru) aneMeHTsI.

3. HLenesnie meTpuku (Target Metrics):
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e DHeprus HaJl BHIMYKIOW 000109K0H: Espove pun < 0-03 aB/aTtoM (rapantus

CUHTE3UPYEMOCTH).

e OHTanenus ruaparauuu: —65 k/xk/Monb < AH}?ydr < —85 k/bx/Moub

(onTuManbHast KOHLEHTPAIUs TPOTOHOB).

e DHeprus akTUBaIMKU MUTpaiuu rnporona: E, < 0.35 3B (Beicokast moABHKHOCTH

o I'potrycy).
M1 Iar 2: Dxenpecc-ckpununr u renepanus npusnaxos (Featurization)

BwmecTo TOro 4T00BI CUNTATh BCE BO3MOXKHbIE KOMOMHAIIMH Ha cynepkommbiotepe, M -arent
reHepupyeT 10 000 runoTreTH4ecKHX COCTABOB METOI0M M30MOP(HHOTO 3aMEICHUS 1

npeoOpaszyeT uX B MaTeMaTHUECKUE JECKPUIITOPDI, UCTIONb3Ys (hopmanusmbl u3 Pa3nesna S.

Jyis kKakoro cocraBa (HampuMep, runoreTudeckoro Bag oSty 1 Ceq 5Zrg3Yp1Ybg1035_s) N

MI'HOBCHHO paCCHYHUTHIBACT:

e Jleckpunropsbl coctaBa (Magpie): CpeaHeB3BeIICHHYIO 3JIEKTPOOTPUIIATETIHBHOCTh

no3unii A u B, cpennue nonnsie paguycel [llenHona.

e Kpucrannoxumuueckue naBapuanTbl: ®akrop tonepantHocTu ["onpammuara (t).
Jlnsa storo cocraBa t = 0.94 (npenckazana ctabunbHas KyOuueckas ¢asza, rpyria

Pm3m).

e Jleckpunropbl Boponoro: BupryansHslii cBOOOIHBIN 00beM aHHOHA KUCIOPOAa

(AVfree) Ha OCHOBE UHTEPITOJMPOBAHHBIX TAPAMETPOB SUCHKH.

B pa3nene 20 manupyercst omyOIMKOBATh MOTHBIN, FOTOBBIH K HCIOIB30BaHHIO HCXOTHBIH
ko Ha Python, nemoHcTpHpyrOLIHii, Kak MPOrpaMMHO ToAKIr04YaThes K API mpoekrta
Materials Project ¢ momMoIip0 COBpEMEHHOTO KJIMEeHTa MP-api, MoydaTh KPUCTAUTNICCKUE

CTPYKTYPBI H PACCUUTBIBATH IECKPUIITOPBI COCTAaBA U CTPYKTYPHI C IOMOIIBIO pymatgen.

Hlar 3: ®uasTpanus cypporatusiMu moaeassvu (ML Screening)

WU 3amyckaeT o0yuennyto apxurekrypy Matformer (u3 Paszaena 6.4), koropas 3a

MUJUIACCKYHABI OTCCUBACT 95% 6eCHepCHCKTI/IBHBIX COCTaBOB.
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1. ®uabTp TepMoguHamMuku: Mojens npenckasbiBaeT, uto 8 500 cocTaBOB UMEIOT
CJIUIITKOM BBICOKYIO SHEPTHIO E,pove hun = 0.1 3B/aToM (oHu pacnagyres npu

CIICKaHMU Ha MHANBUAYAJIbHBIC OKCI/I,Z[I)I). Onn HEMCJICHHO YIAJIAKOTCA U3 ITyJIa.

2. ®uabTp ruaparauuu: M3 ocraBmuxcs 1 500 coctaBoB MO/ENb OIEHUBAET AH}?ydr.

Y HEKOTOPBIX CUCTEM (T€ CIUILIKOM MHOTO ZI) CBSI3b C IPOTOHOM CIIMIIKOM ciabas,

y apyrux (rae u3obTok Ce u La) — cnumkom cuinbHast. Ocraercst 120 KaHIUIaTOB.

3. BaiiecoBckmii oToop (UCB): U npumensier pynkiuio monesnoctu Upper
Confidence Bound (aycg = i + K - ) ¢ BBICOKUM KO3 (PHUIIHEHTOM HCCIICIOBAHUS
Kk = 3.0 (u3 Paznene 7.3). OH HILIET CTPYKTYPY C MAKCUMAIIbHON

HCOIIPCACICHHOCTLIO, YTOOBI COBCPUIUTD IIPOPBIBHOC OTKPBLITUEC.

Anroput™m BbIOMpaeT 1 KOHKPETHBII cOCTaB-JINAEP, KOTOPBIA OTIPABISAETCS HA

MMPCINU3NOHHYIO KBAHTOBYIO BAJIMJAIIUIO.

4 Illar 4: KBaHTOBO-XHMIYeCKas BATHIALHS (DFT) u oTkpbITHE MaTepuaa

NH-areHT aBTOMAaTUYECKH TEHEPUPYET BXOIHBIC (PAIIIBI U 3aITyCKAET PACUCThI U3 TICPBHIX
npuHnunoB (DFT) B makere VASP. BoT 4To cunTaeT KBAHTOBBIN CUMYJISATOD TSI

BbIOpanHoro MU cocrasa:

HoBbI# OTKPBITHIA MaTepHAJ:

Bag 95Cag 95Ce050Zr030Y0.105€0.1003-5

(LlepaT-uiupkoHaT Gapusi-KaibIysl, COJONUPOBAHHBIN UTTPUEM U

CKaHJIUEM )

KBanroBsie pesyastarsl (DFT / AIMD Bepuduxanusi):
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1. Tepmoamnamuyeckasi craduiabHOCTh: Pacuetnas sueprus E,pove hull =
0.008 s3B/aTomM. Matepuan aOCOTIOTHO CTaOMIEH U OY/ET JIETKO CHHTE3UPOBAH

KJIIAaCCHYCCKHM 30JIb-I'CJIb METOA0M.

2. 3ammra ot kapoonusamuu (CO,): Beenenne 5% xanbuus (Ca?*) B nosunuio A u
10% cxkangus (Sc3*) B nosunuio B BeI3BaNo N0KaNbHOE CXKaTHE SYEHKH. DHEPrUs
peaKIuy B3aUMOACHCTBUS C YIIIEKUCIIBIM Ta30M CMECTUIIACH B IMTOJOXKHUTEILHYIO
o0nactb: AGcarp = +14 k/lxx/Monb nipu 500 °C. MaTtepuaJ He dyaer

pa3pyliarbcsi B arMoc(epe IbIMOBBIX I'a30B M BJIA’KHOI0 Mapa.
3. Pacuer mexanu3ma I'porryca (HeiipocereBoii morenuuan MTP):

a. PaccrosHue Mexay aTomMamu KHCIIOpoa B pemeTke (dg_g) 3a cuer

cononupoBanus Y/Sc 3adukcupoBaHo Ha ypoBHe 2.82 A

b. Duepreruyeckuii 6apbep TPAHCIAMUOHHOTO Mepeckoka mporona (Craaus 1

Mexanusma I'porryca uz Pazaese 9.2) coctasun pexopansie 0.31 3B.
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Pucynok 15.1. TpaekTopus IepecKoKa U IHEPreTUICCKUN Oapbep TPAHCIIAIMOHHOTO
nepeHoca nporoHa (Mexanusm ['porryca) B cTpykType Bag oSty 1Ceq 5219 3Y01Ybg103_5) MO

pesyabraram DFT/AIMD monenupoBanusi.

TpaexTopusi npoToHa 1o pe3yjabraram KBanToBoii fnHamuku (DFT/AIMD)

A) DHepreTuyeckuii npoduiib nepeHoca

0.4 A

Ilepexoanoe cocTosinne
Eparrier=0.31 3B

B) I'eomeTpHsi nepeckoka NMpPoOToHa

do-9=2.82A

Hosgrit Mmatepuan (MU + DFT):

Bag.9sCao .05 Ce.50Zr030Y0.108¢0.1003 - 5

*0,=2.1- 1072 Cm/em (mpu 450-500 °C)

* IIposotumocts: B 1.8 pasa Beime cranjgapraoro BCZY
¢ Crabmibnoctb K CO2: AG o =+14 xJIK/MonB

IMoTennnanbuas neprus AE (3B)

0.0 OTZ Of4 0?6 ()78 1.0
Koopaunara peakuun (HopMa/iH30BaHHAs)

Hrorosslii nporuo3 npoBoauMocTu: JaHHblil MaTepuas o0ecreyuT NpOTOHHYIO

POBOUMOCTD 0, = 2.1 - 1072 Cm/cM npu Temnepatypax 450- 500 °C, uro B 1.8 pasa

BBIIIIE, YEM Y CTaHAapTHOro 1ekTponautra BCZY, npu nonHoi XUMHUYECKOH MHEPTHOCTH K

YTJIEKUCIOMY Tra3sy.

% Ilar 5: Iepexaua B 3akpbIThiii nuka (Closed-Loop Discovery)

Ha manHOM 5Tame onuchIBa€TCS BHIYUCIUTEIbHBIM CI_[eHapI/Iﬁ 3aMKHYTOT'O IIUKJIA.
3KCHCpI/IMCHTaJIBHa}I BepI/I(I)I/IKaLII/IH MpEACKA3aHHOI'0 COCTaBa U MOCIICAYIOIICC OOHOBJICHUE

MOJIETIN OTHOCSTCS K NMEPCIEKTUBHOMY 3TaIly paboThI.

CreHeprpOBaHHBIN MPOTPAMMHBIN CKPUNT (MHCTPYKIIMIO) ISl pOOOTH3UPOBAHHOTO

manwumnynstopa A-Lab (u3 Pa3aeste 13.2) BBRITISANT Tak:
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«Cwmemats npexypcopsl BaCO3, CaCO5, Ce0,, Zr0,, Y, 03, Sc;,03 B cTEXHOMETPUUECKOM
cootHomenuu 0.95 : 0.05: 0.50 : 0.30 : 0.05 : 0.05. ITpoBecTr MOMOJ B U30IPONMUIOBOM

cnupte 4 yaca. Cnekarb npu temrepatype 1450 °C B Teuenue 12 gacoBy.

ITocne nmpoBeneHuss poOOTOM CHHTE3a U U3MEPEHUS UMIIEAHCA peallbHbIe
SKCIEPUMEHTAIbHbBIE TOUKU BepHYyTCS K M, ¥ UK aKTUBHOTO 00Y4EHUS TIOBTOPUTCS JJISI

norcka emie 6osee 3 HEeKTHBHBIX MOAUPUKAIU.

16. 3akarouenne
WuTerpanus MAIIMHHOTO 00YyYEHUS U XMMUU TBEPIOTO TeJla 3HAMEHYET co00i
(dyHIIaMEHTAIBHBIN MapaurMaibHBINA CABUT B 001aCTH MOKWCKA, TU3aiHA U ONITUMHU3AIIAN
ANEKTPOXMMUYECKUX MATEPUAIIOB ISl TOTIMBHBIX 3JIEMEHTOB U 3JIEKTPOJIN3EPOB.
CTONKHYBIIHUCH C )KECTKUMH BPEMEHHBIMU M SKOHOMUYECKUMH OTPaHUYCHUSMHU
KJIACCHUYECKOM TPHAIbl «CHHTE3—XapaKTepu3alusi—onTuMu3aims» [3], coBpeMeHHOe
MaTepUaIOBEICHUE YCIICIIIHO aCCUMUIIUPOBao nHCTpyMeHTsl Materials Informatics,

MPEBPATHB UX B YETBEPTYIO MApaJAUrMYy MMOJYICHHUS HAYIHOTO 3HaHUS [4].

Ananuz HpOfII[GHHOFO 34 HOCJICAHEC ACCATUIICTHUC ITYTHU IIO3BOJISICT C(i)OpMy.HI/IpOBaTL

CJICAYIOIIUC KIIFOYCBBIC BHIBObI:

1. DBoJonus AeCKPUNTOPOB U Mojeeii: MaTeMaTHUeCKOe MTPEICTaBICHHE BEIECTBA
COBEPIIMIIO KaUeCTBEHHBIM CKa4OK OT MPOCTHIX (POPMYIIBbHBIX JECKPUITOPOB COCTAaBA
(Magpie) [18] x nperu3nOHHBIM HHBAPHAHTHBIM MHOTOMEPHBIM MTPECTABICHHUSIM
JoKanbHOro atoMHOTO OKpYykeHust (SOAP) [23], reoMeTpruecKuM MO APAM
Boponoro [24] u ecTecTBeHHBIM rpad)OBBIM penpe3eHTanusIM Kpuctawios [25]. Ito
MO3BOJIMJIO OTKa3aThCs OT PYYHOTO M0I00pa MPU3HAKOB M 00ECHIEUnIIO epexol K
nepeIoBbIM apxXUuTekTypaM riayookoro ooyuenus (ALIGNN, Matformer), ciocoOHbIM
yIIaBIMBATh TOHYAUIINE HETMHEHHbBIE B3aMMOCBSI3U MEX/TY HCKaKESHUSIMH

KOOPAWHAINOHHBIX ITOJU3APOB U KUHETUKOM TPAHCIIOPTa 3apsja.

2. Ilepexon k mHBepCHOMY Au3aiiny: BHepeHre reHepaTHBHOTO HCKYCCTBEHHOTO
MHTEJJIEKTa — B YaCTHOCTHU, iepuoandeckux nudpdysnonnsix moaeneit (CDVAE,
MatterGen) [40] u macitabHbix orckoBsix miatGopm (GNOME ot Google
DeepMind) [42] — mo3BoJIHIIO ITPEOIOJIETH PAMKH MPOCTOTO CKPUHUHTA
cymecTByromux 6a3 ganubix (Materials Project, OQMD, AFLOW) [2].

HccnegoBaTenu MOJIYYHJI BO3MOKHOCTH OCYIICCTBIIATH HaHpaBHeHHLIﬁ I/IHBepCHHﬁ
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NN3aiiH OKCHJIHBIX CUCTEM C HYJIS TIOJ] )KECTKO 3aJJaHHbIE 1[EJIEBbIE KPUTEPUU
MIPOBOAMMOCTH M CTa0MIBHOCTH. PaccMOTpeHHbIe TPUMEPBI IEMOHCTPUPYIOT
MOTEHIMATBHYIO TPUMEHUMOCTH JIAHHOTO MOXO0/Ia /I MHBEPCHOTO JU3aifHa U

YCKOPCHHOI'O IMTOMCKAa HOBBIX 3JICKTPOXUMHUYCCKUX MATCPHUAJIOB.

® MHOI'OKAaTHOHHOI'O MPOTOHIIPOBOAAIICTO IIEPOBCKUTHOI'O SJICKTPOJIUTA

Bag 95Cag 05Ce0502r0.30Y0.105C0.1003-5 (Pazmen 15).

Taxxe IMOJIYYC€HBI TCOPETHIYCCKUC IMTPECATIOCBUIKN I ,Z[HSaﬁH U CUHTE3a.

¢ BBICOKOAKTHBHOIO H CTa0MJbHOI0 MaTEePHAJIa KHCJIOPOIHOIO 3J1eKTPoaa
(karona) ms cpeaneremmeparypubix TOT3/TOD (500-600 °C) B Bue

0e3CTPOHIIHEBOT0 CJIOUCTOr0 KaToaa (HeomyOnukoBanHbii Pa3nen 17).

e 3amMTHOro 0apbepHoro cjos (barrier layer) Ha unTepgeiice Mmexay

KHMCJIOPOAHBIM 3JIEKTPOIOM U JIEKTPOJIUTOM (HeonyOukoBaHHbINA Pa3nen

18).

¢ MOJHOCTHIO OKCHAHOIO aHOAHOr0o MmaTepuaJa aisa TOTI npsamoro
oxuciaenus yriaesogopoaos (Direct Hydrocarbon SOFC). (HeomyOauKoBaHHBI#H
Pa3znen 19).

3. IlpeonoJieHne BHIYMCIUTENBHOr0 0apbepa: CBs3Ka BHICOKOIPOU3BOIUTEIbHBIX
pacueToB QyHKIMOHaa MIoTHOCTH (DFT) 1 anropuTMoB akTHBHOTO O0y4YeHUS
(Active Learning) c 6aitecoBckoii ontumu3arueii [30] pagukaibHO COKpaTHiIa
npocTpaHcTBO moucka. Co3aanue TOYHbIX HelipoceTeBbix moTenimanos (MLIPS) [21]
OTKPBLJIO JOCTYIM K MOJIEMPOBAHUIO KOONIEPATUBHOI'O HOHHOT'O M TPOTOHHOTO
tpancnopta ['potryca [10] Ha MaKpOCKOITUYECKMX BPEMEHHBIX U MPOCTPAHCTBEHHBIX
MacmTabax ¢ KBaHTOBOH TOYHOCTBIO, HO CO CKOPOCTHIO KJIIACCHYECKOW IMITHPUIECKOM
MEXaHHKH.

Hecmotps Ha oueBuaHbIE TpUYM(]BI, TaHHAS MEXIUCIUTUTMHAPHAS 00JIaCTh COXPAHSIET PsijI

KPUTHYCCKUX BbBI3OBOB. K arM oTHOCATCS CHCTEMHBII Jle(i)I/IHI/IT CTaHJApPTU30BAHHBIX
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SKCIIEPUMEHTAJIBHBIX JaHHBIX U MpobiemMa MmyOJIuKallMOHHOTO cBUTa (OTCYTCTBHE
«HETaTHBHBIX Pe3yybTaToB») [45]. KpoMe TOro, COXpaHsIOTCS OrpaHUueHHS TPEIUKTHBHBIX
MO/IEJICH TPHU SKCTPAIOJIAIIMN B HEU3YUCHHbBIC XUMHUECKUE TPOCTpaHCTBa [5], a Takxke
MaTeMaTUYECKHUE CII0KHOCTH MPHU MEPEX0/IE OT UCATBHBIX IEPUOIUUECKUX MOJCIIECH K
pEaIbHBIM MOJIUKPUCTATNINYECKUM CHCTEMaM C BBIPAXKEHHBIM OJOKUPYIOLINM 3 pexTom

CJIOEB MPOCTPAHCTBEHHOTO 3apsijia Ha rpaHuiax 3epeH [47].

JIoJIrOCpOYHbIE IEPCIIEKTUBBI PA3BUTHS HAMIPABJICHUS HEPA3PBIBHO CBSI3aHBI C CO3IaHHEM
MOJHOCTBHIO pOOOTH3UPOBAaHHBIX caMOyIIpaBisieMbIX Jlabopatopuii (Self-driving laboratories)
3aMKHYTOTO IIMKJIA, CIIOCOOHBIX BECTH aBTOHOMHBIN cuHTe3 [49], 1 pa3BepThIBaHHEM
MHOrOMacIITaOHBIX «IHPPOBLIX 1BOMHKUKOBY (Digital Twins) marepuanos [50].
Oo6benunenue pusnueckr HHPOPMUPOBAHHOTO MaruHHOTO 00yuenus (Physics-Informed
ML) ¢ anroputmamu Operando-1uarHoCTUKY pealbHOTro BpeMeHu [52] 3akiaapiBaet

(dyHIAMEHT JIJIs TIPEOJIOJICHHS CYIIECTBYIOIINX OAphEepOB.

B xoneunom urtore cuneprusi GyHaaMeHTAIbHBIX 3aKOHOB XUMHUH TBEPJIOTO TeJa U
BBIYMCIIUTEIILHON MOIIIHOCTH MCKYCCTBEHHOTO MHTEIIJIEKTA MPU3BaHa CTaTh TJIABHBIM
NpaliBepoM CO3JaHMs KPUTHUUYECKON MaTepraioBeauecKoil 0a3bl s r1o0aabHOro
TEXHOJIOTUYECKOro TpaHcdepa v MOCTPOSHHs CTaOMIBHOMN, BBICOKO3(DPEKTUBHOM

BOJIOPOJIHOM dHEpreTuku Oymymiero [53].

*k*k

byoywue uccnedosanus 6yoym nanpaenensl Ha pacuiuperue smux oanHvlx. Mvi ¢ meniomoti
npusemcmeyem npedioiceHus: 0 Koanabopayuu 8 OmHowe Uy Cunme3a U aHaau3a OaHHbIX

coeoOureHu.
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