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HayuHoe ccogep;xaHue padoThbl:
1. ITocTanoBKa 3a1a4n

Co3naHne W pa3BUTHE JHTHH-MOHHBIX aKKyMYJSITOPOB CTajlo0 PEBOJIIOIMOHHBIM BO BceX cdepax
KI3HH YeoBeka. braromaps BEICOKOW TrpaBUMETPHUIECKON M 0OBEMHOI TUIOTHOCTH SHEPTHH, BRICOKOH yIEIbHOM
MOIIHOCTH, UTUTEILHOMY CPOKY CIIy)KObI W HH3KOMY Camopaspsy JIMTHH-HOHHBIE aKKyMYJSITOPBI CETOJTHS
SIBIIAIIOTCS. OJJHUMH M3 Ba)KHEHIIUX BO30OHOBIIIEMBIX HMCTOYHUKOB 3Hepruu [1-9]. bonee Toro, oHu ABISAIOTCA
HaunOoee 3peKTUBHBIMU BTOPUYHBIMU HCTOYHUKAMH SHEPTUH JUIS TOPTATUBHBIX U MOOWJIBHBIX YCTpOHCTB [10-
16], a Takke IIUPOKO HCIOJIB3YIOTCS B 3iekTpoTpancnopTe [17-20]. OnHako B CBSI3M € pacTyLIUM CIPOCOM
BO3HHMKaeT HEOOXOJMMOCTh B pa3pabOTKE HOBBIX THUIIOB aKKyMYJSITOPOB, O0Jajarouiux Ooljiee BBHICOKUMHU
MOKa3aTeIJSIMU TPAaBUMETPHUECKOM MM 00BEMHO INTOTHOCTH HEPT Ui H/WIIN UX 00Jiee JOCTYITHBIX aHAJIOTOB [7,
14, 21-23]. IlepcIeKTUBHBIM TTOAXOIOM JUIS TOCTH)KCHHUS HAaMOONBIINX TUIOTHOCTEH YHEPTHH, a TakKe JTydmiei
LIUKJINIHOCTH M 0€30IIaCHOCTH CUUTACTCS MEPEX0]l K MOITHOCTHIO TBEPAOTENBHBIM aKKyMYyJISITOpaM, B KOTOPBIX
UCTIONB3YEeTCS TBEPABIH 3JeKTposnT [24]. ['MaBHBIM NpPEeNMYIIECTBOM TBEPIBIX JICKTPOIMTOB CUHUTAETCS HX
TIOBBILIICHHAS TEPMUYECKasi CTaOMIIBHOCTh M YCTOWYHMBOCTD K JICHAPUTOOOPAa30BaHMUIO, O1arogapsi KOTOPbIM, OHH
JEMOHCTPHPYIOT OOJBIIYI0 HUKINPYEMOCTh M 0€30MaCHOCTh, B YaCTHOCTH, OBLIO MPOJEMOHCTPHPOBAHO, YTO
AKKYMYJISITOPBI C TBEPABIM DJIEKTPOJIMTOM MOYTH HE TEPSIFOT EeMKOCTh TOKa Ha HpoTsbkeHun Oonee yem 10000
LUKIOB [25].

Jlis mosryueHus TBEpAOTEIbHBIX aKKyMYJISTOPOB C ONITUMAIbHBIMU CBOMCTBAMHU INIOTHOCTH SHEPT U,
TOKa, LUKIMPYEMOCTH W JOJTOBEYHOCTH TBEPJbIC 3JIEKTPOJHUTHI JOJDKHBI 00JagaTh psAJOM CBOMCTB: OBITH
TEPMHUUECKH, DJIEKTPO-XUMUYECKH U MEXaHUUECKH CTaOMIIbHBIMHU, 00J1a/laTh BEICOKOH MOHHOM MPOBOJUMOCTHIO
U HU3KOM 3JIEKTPOHHOM IPOBOAMMOCTBIO. B CBSI3U € 3TUM aKTyaJlbHOH 3ajadyell MaTepUallOBEACHHUS sIBIIIETCS
TIONCK COEAMHEHUH, YAOBJICTBOPSIOMNX 3aJaHHBIM XapaKTEPUCTHKAM, B YaCTHOCTH OOJIAJAIOMNX BBHICOKUMH
3HAYEHHUSMH HOHHOI npoBoaumMocTH [26-28].

TpaaUUMOHHO aKKyMYJSTOPbl C METAIMYECKUMM JIMTHEM B KauecTBe anoaa [14, 29] wnum
aKKyMYJISATOpPHI ¢ aHONOM ¢ menouHsiMu Metamiamu (Na+, K+) [24, 30-31] paccmarpuBaroTcst kKak Hambolee
TIEPCIIEKTUBHBIE ATbTEPHATUBBI JINTHH-MOHHBIM AaKKyMYJISITOpaM. AHOJ M3 METaJUIMYECKOTO JINTHSA CUUTAETCS
OJIHUM U3 CaMBIX NEPCIEKTUBHBIX MaTepHajoB, Onarogaps MaKCUMaJIbHON TeopeTHIeckoit eMkocTr aHoa (3860
MA-u- -1 mwnu 2064 MA-u-cM”-3) cpeau BceX aHOAHBIX MAaTEPHAIOB M CaMBIM HU3KUM 3JIEKTPOXUMHYECKHM
notennuanoM (—3,04 B mo cpaBHEHHIO CO CTaHJAPTHBIM BOJAOPOIHBIM 3JIEKTpoioM) [ 14, 29], onHAKO CyIIECTBYET
PAA cepbe3HBIX NPOOJIEeM B JUTHUEBBIX aKKyMYJATOPaX C JKUAKAMH OPTaHUYECKHMHU IEKTPOIHUTAMHM, BKIIIOYAs
0€30MacHOCTh U BO3MOYKHOCTh MOBTOPHOI'O HCIIOJb30BaHMs, KOTOPbIE HEOOXOJMMO PEIIMTh, MPEkKAe HeM
CHCTEMBI C METAITIMYECKUM JIUTHEM CTaHyT HIMPOKO HCIIOJIB30BaThCA. DTH TPYAHOCTH B OCHOBHOM CBSI3aHBI C
POCTOM JIMTHEBBIX IECHAPHUTOB NPH MOBTOPSIONIMXCSA Tpoleccax 3apsjaa/paspsga M HU3KOH KyJIOHOBCKOM
3¢ PEKTUBHOCTHIO ATUX ITponeccoB [29]. OmHUM U3 cIOCOO0B PEIIeHHs ITOH MPOOIEMBI SBISIETCS NCTIOJIL30BAHHE
TBEPZOTO IEKTPOINTA, OJHAKO TAKHE aKKYMYJIATOPBI IO CHX MO HE KOMMEPIMAIN3UPOBaHsI [32].

B nmTHeBBIX akKyMyJsTOpax HaWIydIHMe ITOKa3aTeNId HOHHON JIEKTPOIIPOBOAHOCTH, CPABHUMBIE C
KHUIKUMHU OPTaHUIECKUMH JIEKTPOIUTAMH, JOCTUTAIOTCS B CJIOXKHBIX TPEX M YETHIPEX KOMIIOHEHTHBIX CHCTEMAX,
coJIeprKaIuX aToMbl cepbl U pocdopa. Tak, 6610 OKa3aHo, uTo B coequneHnsx Li3PO4-Li3PS4, Li6PS5X (X
=F, Cl, Br), Li2S-P2S5, Li7P3S11, Li7P2S8I, LiSO3F 31eKTpOnpoBOAHOCTS HOHOB JIHTHSI JOCTHTAeT 3HAUCHHI
10"-4-10"-3 Cwm/cm  mipu komHaTHOM Temmnepatype (300K) [33-38]. JIpyroii nmepcrneKkTHBHBINA KiacC TBEPABIX
3JIEKTPOJIUTOB - TEPMaHUi coJepiKaliue TBepiAble AIeKTponuThl, Takue kak Lil0GeP2S12, Li4GeS4, Takxke
00J1a1af0T BEICOKOH HOHHOM TIPOBOANMOCTBIO, ocTUraromiei 3uadenuii 107-4 Cm/cm [39-44].

[IpenmymiecTBOM KalMeBBIX W HATPUEBBIX aKKyMYJIATOPOB 3aKIOYACTCS B TOM, YTO ATH METAJIIBI
Oomee pacmpocTpaHEHHBIE YeM JINTHHA, M KaK CIEACTBHE 3HAUYMTENbHO emieBie. OIHAKO WX KOMMeEpYEecKoe
IIPUMEHEHNE, TaKXkKe KaK M aKKyMyJSITOPOB C METAUNIMYECKUM JMTUEM, OCIO0XKHEHO BBHJY OTCYTCTBHS
ONTUMAJIBHBIX ~ TBEPABIX  JJIEKTPOJIUTOB, B UYACTHOCTH HEYIOBIICTBOPUTEIBbHBIMHM  SIBJISIOTCS  OKHA
IEKTPOXUMHUUYECKOH CTaOMIBHOCTH M COBMECTUMOCTH C 3JieKTpomamu [45]. 3a mocnemHee IecsTHIETHE
HanOoJ1ee MOy PHBIMH TBEPIBIMH JIEKTPOJIUTAMH B HATPUEBBIX aKKYMYJISTOpax y HccileloBaTeIeld CUNTaIOTCS
coenuHenusi cocraBa Na-P-S, Na-Ge-S, Na-Sb-S, Na-Se-P u auanoruunsie [45-52]. B astux TBepabix
ANIEKTPOJIUTAX MOHHAS MPOBOJAMMOCTH MPU KOMHATHOM TeMIepaType MOXKeT JIocTurath 3HadeHui 107-4-107-3



Cwm/cM, 0JHAKO UX MEXaHWYECKHE CBOWCTBA H IIOBEJICHUE TBEPIBIX MEXK(a3HBIX CII0EB B KOHTAKTE C 3JIEKTPOAAMH
Bce eme TpeOyeT MOMONHUTEeNbHOTo m3ydeHus [45]. [IpuMeHeHHWe TBEpABIX 3JIEKTPOIMTOB U KaJHEBBIX
aKKyMYJISITOPOB PAacHpOCTPaHEHO B 3HAYUTENIBHOW CTEIIEHM MEHbBIIE, 4YeM JUI JIMTHEBBIX W HATPHEBBIX
akkymyssitopoB. K Takum snekrponuTam MoxHO oTHectH B-Al203, K3Sb4010(B0O3), K2Fe4O7, K2CdO2 u
K2Mg2Te06 [53-57].

Hecmotps Ha peryispHOe IOSBICHHE MyOJMKalMd C HOBBIMU DJIEKTPOJIUTAMH M Ooyee JIeTalbHBIMH
UCCIIEJOBAaHHUSAMHU YK€ OTKPBITBIX TBEP/BIX DJIEKTPOIUTOB, B TOM 4Hcie coctaBoB M-P-S u M-Ge-S (M = Li, Na,
K), wuHbopmamus o0 DNEKTPOIMTaX TAKOrO COCTaBa BCE CIIe OCTaeTcs NPEHMYLIECTBEHHO He
CUCTEeMaTH3UPOBAaHHOW M pa3po3HEHHOH. [IprMeHeHne COBPEMEHHOTO U BHICOKOTOYHOTO METO/IA MTPEACKa3aHHs
kpuctammnaeckux crpykryp USPEX [58-60], B COBOKYITHOCTH ¢ HAaKOIUICHHBIMH JINTEPAaTypPHBIMH JaHHBIMHU,
MO3BOJIUT CHCTEMAaTH3UPOBATh CBEICHHUS O YK€ MMEIOLIMXCS TBEPIBIX JJICKTPOIMTAX, a TAKKe HpencKasaTh
HOBBIE, €lIle HE UCCIIEN0BAHHBIE coeanHEHsT cocTaBoB M-P-S u M-Ge-S, rie M = Li, Na, K, a MeTO1bI KBAHTOBOM
XAMHH M MOJICKYJISIPHOTO MOJEIHMPOBAHMS IIO3BOJIAT HPEACKAa3aTh W OOBSACHUTh HMX TEPMOIMHAMHYECKHUE,
MEXaHMYECKHe U KHHETHISCKHE XapaKTePUCTUKH.
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2. CoBpeMeHHOe COCTOsSIHHE MPOo0aeMbl

Li-noHHBIE aKKyMyJATOpHl LIMPOKO U3ydaroTcst ¢ 1970-X TomoB M TOMYYWIIM IIHPOKOE
pacmpoctpadenue ¢ 1990-x Omaromapst mepBbIM KOMMEPYECKHM aKKyMyJsITOpaMm, IPOHM3BEICHHBIX Sony.
3HaYeHHE ATOTO HAYIHO-TEXHOIIOTHYECKOTO MPOpPHIBa OBLTO oTpaxeHo B HobeneBckoi mpemuu no xumuu 2019
rofa, MPHUCYKICHHOW 3a pa3palOTKy IJUTHH-MOHHBIX akkymymsatopoB (JIMA). OmgHako HecMOTps Ha
MHOT'OYHUCIICHHbIE IPUMEHEHUS Li-HOHHBIX aKKyMYJISITOPOB, OT MOPTATUBHOW AJIEKTPOHUKH JI0 DJIEKTPOMOOMIIEH,
B HACTOSILEEe BPEMsI OHU HE MOTYT yJOBJIETBOPHUTH PACTYIIMI CIpPOC Ha Oojiee BBHICOKYIO TUIOTHOCTh XpaHEHUs
SHEPIuH, CKOPOCTh 3apsiiIKM U CHIIKEHHE CTOMMOCTU. B TO ke BpeMs manbHeilliee COBEpPIICHCTBOBAHUE HX
KOHCTPYKIIUHU U PabOTHI MpecTaBisieT coboit mpobnemy [1,2].

OmHuUM W3 HampaBlIeHUH pPa3BUTHSA JIMTHUH-MOHHBIX AaKKyMYJISATOPOB SIBJIIETCS TIEpPEexXoJ] K
UCIIOJIb30BAHHIO B KQUECTBE aHOJA METAJUNIMYECKOro JIMTHsL BMecTO rpadura. Merauimueckuil TuTuil odnamaer
caMoi BBICOKOH TEOPETHYECKON TPaBIMETPHIECKOH MIIOTHOCTRIO 3Heprin (3860 MA -u-T—1 mwim 2064 MA -9 cM—
3) ¥ caMBIM HHU3KUM OBJICKTPOXMMHYECKHM IIOTEHIHAJIOM, W II03TOMY TPaJUIMOHHO CUUTACTCS JIYYIIHM
MarepuasioM Juist aHoza [3,4]. Tem He MeHee, CyIIecTBYeT psill (JaKTOPOB, CYIIECTBEHHO OTPAHNYMBAIOLINX €TO
UCTIONIB30BAaHNE U TPEINATCTBYIOMMX KOMMepuuanmzanuu. K TakuM QakropaM OTHOCSTCS —BOIPOCHI
0€3011acHOCTH, ¥ IIUKJIMPYEMOCTH, BO3HUKAIOIINE U3-3a JEHAPUTO00Pa30BaHuUs B XOJI€ 3apsaa/paspsiia 1 HU3KOU
KyJIOHOBCKOH 3¢ dextuBHocTn [4]. Huskas KymnoHOBckas 3(GQEKTHBHOCTh W TIOCTEHNEHHOE YBEIWYEHHE
MIepeHanpsKeHUS IUTHEBOTO aHO/[a IPUBOAAT K IIOCTEIICHHOMY CHIKEHHMIO eMKOCTH MPH [IUKINPOBAHUH, a POCT
JEHIPUTOB MOXKET IPUBOAMNTH K KOPOTKHM 3aMBIKaHHSAM, TEPMHUUECKOW HECTaOMIBHOCTH, a 3a4acTyIO JeNaeT
TaKkHe aKKyMYJIITOPBI B3pbIBOOTACHBIMU. OCHOBHBIM CIIOCOOOM PEILIeHHUS ITHX HMPOOIeM CUMTAeTCs MEPEX0od OT
KUJKUX OPTaHUUECKHUX JIEKTPOJIUTOB K MOJHOCTHIO TBEPIBIM HEOPTAHUUECKHUM dJIEKTpouTam [3,4].

bnaropaps BbICOKOI MeXaHWYECKOH CTaOMIILHOCTH, TBEPABIE DIEKTPOJIUTHI COCOOHBI 3 (PEeKTHBHO
MIPEIATCTBOBATh JCHAPUTOOOPA30BAHUIO W BBI3BAHHBIM HMMH KOPOTKHMM 3aMBIKaHMAM, M KakK CIEICTBHE
CYIIECTBEHHO IMOBBIIIAET 0€30MACHOCTh U IUKINPYEMOCTh aKKyMyJIITOpoB. TeM He MeHee, Kak IOoKa3aHo B [5-
8], B MOJHOCTBIO TBEPJOTENBHBIX AKKYMYIATOPAX, TaK e KaK B aKKyMYJSATOpax C >KHJIKHM OpPTraHHYEeCKUM
JIEKTPOJIMTOM, MMEET MECTO 00pa3oBaHHME TBEPAOrOo MeX(a3HOTro CIIos, KOTOPBIH WIPaeT BaKHYIO POJIb B
00pa3oBaHNM AEHAPHUTOB, IMKIMPYEMOCTH AaKKyMYJSATOpPAa W IIOKa3aTeNsX €ro IpelesbHBIX TOKOB. TBepipli
Mex¢asnblid cnoit (solid electrolyte interphase, SEI) npencrasisier co0olf TOHKYIO IUICHKY Ha IOBEPXHOCTH
aHoza, 00pa30BaHHYIO MPOAYKTAMH B3anUMOJIeHicTBHA aHo/Aa | AntekTponuTa [9-13]. SEI urparot kirodeByro poib
B (opMHpOBaHMM W IUKIMPOBAHUH JEHAPUTOB. BO BpeMs MOBTOPSIONIMXCS ITMKIIOB 3apsga/paspsiia JIATHHA
ocakJaeTcs Ha aHOJIE WIN MTOKHUIAET aHOAHOE IPOCTPAHCTBO. B pesynbTare 3apsina/pa3psiaa BOZHUKAET O0bIIOE
HM3MEHEeHHe 00bheMa aHOAHOTO MTPOCTPAHCTBA, YTO MPUBOIUT K MEXaHWIECKUM Ae(opMaIiisiM 1 BOSHUKHOBEHHUIO
TPEIINH Ha IOBEPXHOCTH Mk (a3Horo ciost. Ha cieayronux muknax 3apsaa/paspsia B 00pa30BaHHBIX TPEIIUHAX
MEXKCJI0S MOTYT OOpa30BBIBATHCSI HOBBIE (ha3bl METAIIMYECKOTO JUTHSA, BEAYIINEe K POCTY IEHAPHTOB.
OOpazoBaHHbIe (a3bl METAIMYECKOTO JIUTUS Ha TIOBEpXHOCTH IUIeHOK SEI MoXeT mpuBOIUTE K 00pa30BaHHIO
W30JIMPOBAHHBIX JIMTHUEBBIX (a3, YTO BEIET YMEHBUICHHIO JOJHM AaKTUBHOTO JIMTHUS, CHIKEHHIO EMKOCTH
aKKyMYJISITOpa U JajbHeHIIel qecTpyKIny aHo/ia 1 JieKTposuTa. TBep bl Mesk(a3HbIH cI0ii MOXKET OKa3bIBaTh



TIOJIOKUTETIFHOE BIVSHIE HA IUKIMPYEMOCTh M CPOK JKU3HHM diekTponuTa [ 14]. Jlist obecriedeHusi HANMEHBIIETO
JIEHIPUTHOTO 00pa3oBaHMs, BRICOKOH IUKIUPYEMOCTH, S()()EKTUBHOCTH TBEpAbIe MEK(pa3HBIE dICKTPOIUTHEIC
CJIOM JIOJDKHBI OBITH XOPOIIMMH TMPOBOJHHKAMH JIUTHSA, HE MPOBOAUTH ICKTPOHBI, OBITh IEKTPOXUMHUUYECCKH
YCTOMUYUBBIMU B KOHTAKTE C JINTHEM, TEPMUYECKH YCTOIUUBBIMY, a TaK)K€ UMETh ONTHMAJIbHbIE MEXaHHUUECKHUE
CBOHCTBA, OBITH ynpyrumu u >kectkuMH [ 14]. Tak ke xak st SEI, ecTh psin orpaHn4eHu HaKIaAbIBaeMble Ha
TBEpJAble INEKTPOJIUTHl Ui HUX ONTUMAIbHOTO MCIOJIB30BaHUSA B IIOJHOCTBIO TBEPAOTENBHBIX JIUTHEBBIX
AKKyMYJISTOPOB. TBep/bIe AIEKTPOIMUTHI, TAK K€ Kak M MeX(a3Hble IUNICHKH, JOJDKHBI OBITh XOPOIIMMH HOHHBIMU
MIPOBOJHUKAMU M HE TIPOBOJUTH AJIEKTPOHBI, OBITh TEPMUUECKH CTAOMIBHBIMY, @ B KOHTAKTE C aHOJIOM JIOJDKHBI
00pazoBbIBaTh cTaOMIIbHBIE TBEPbIe MexkdasHble ciaou [14].

3a mocnenHue qBa IECATHIICTHS OOJBIIOE KOJTMYECTBO paOOT OBIIIO TOCBSIICHO N3YUYEHHUIO H CHHTE3Y
TBEPIBIX 3JIEKTPOJUTOB PA3IUYHOTO COCTaBa, ONMHCAHUIO MX TEPMOAWHAMUYECKHX, ICKTPOHHBIX M HOHHBIX
TPaHCIIOPTHBIX, MEXaHNUECKUX U MEK(a3HbIX CBOUCTB. K coeMHEHNAM C ONTHMaIBHBIMH XapaKTEPUCTHKAMHU
TPUHATO OTHOCHTB coepmHeHus coctaBoB Li-P-S, Li-P-S-O, Li-P-S-X (X = F, Cl, Br, I), Li-B-H, Li-B-C-H, a
TakXKe KepaMHKH Pa3IMIHOro coctaBa, Takue kak LATP, LLTO, LAGP, LISICON, LIPON, LLZO, LGSP u np.

Hambonee mepcrieKTHBHBIMU CUNUTAIOTCSA COCTMHEHUs cocTaBa Li-P-S, Tak B cTatse [15] 6bu1 coOpan
U TPOTECTUPOBAH TIOJHOCTHIO TBEPAOTEIBbHBIA aKKyMYJSTOp C TBEpAbIM anekTponuToMm Li2P-P2S5 u
ANEKTPOAaMHU: METAJUIMYCCKUM JINTHEM B KauecTBe aHoma U LiCoO2 B kadectBe katona. B pabore [16] ObLn
uccienoBaHbl MexgasHble cBoiicTBa TBepaoro snekrposnura Li2P-P2S5 B konTakte ¢ karogom LiCoO2 c
ITOMOIIIBI0 METO/I0B TPOCBEUNBAIOIIEH 3JIEKTPOHHON criekTpockonuu. B ctatesax [15, 16] nponemMoHCTpupoBaHo,
YTO 3JIEKTPOXUMHUYECKUE CBOMCTBA aKKYMYJISITOPAa MOTYT OBITh YJTy4IlIEHbI HallbJICHUEM TOHKOM mteHkH Li2Si03
Ha TOBEPXHOCTh KaToja. MeXaHn3Mbl PacTBOPEHHS U OCAXKICHUS JIMTHS B TBepJOM siekrponute Li2S-P2S5
OBLTH H3YYCHBI C TOMOIIBIO0 METOIOB CKAHUPYIOIIECH dJIEKTPOHHON MUKPOCKOIINH B paboTe [17], B KoTOpoii ObLI1O0
MIOKa3aHOo, YTO MPU TOKaX MPEBBIMIAIOMNX | MA cM-2 HAYMHAETCS POCT ACHAPHUTOB, IPUBOAAIINX K KOPOTKOMY
3aMBIKaHHMIO, TIPH 3TOM, ITpH O0JIee HU3KHUX TOKaX 3THX MPOIIECCOB HE MpoucxoauT. B pabore [18] mokazano, uro
Moau(UIMpOBaHNE MUKPOCTPYKTYpHl [-¢a3sl Li3PS4 MokeT mpHBOANTE K 3HAYUTEIBHOMY YBEIHYEHHIO
WOHHOHM 53JIEKTPONPOBOJHOCTH W MPHUMEHEHHIO TAaKHX OSJIEKTPOJIUTOB B AKKyMYJSATOpax IpH KOMHATHOM
temreparype. B pabdore [19] MeTonaMu KBaHTOBOI-XHMHUH TOAPOOHO HcciienoBaHbl Mexdasubie ciou Li3PS4,
Li3PO4, Li20, Li2S tBepmoro asnekrponura Li3PS4-Li3PO4 c aHOmoM M3 METalUIMYEeCKOro JIUTHS, OBLIO
MOKa3aHo, 4To Bce Mexdasubie ciion kpome Li3PO4 cTabuibHbl, a Takke onpeesieHbl MEXaHU3Mbl MeXK(azHbIX
peakimii. B Oonee HOBBIX pabortax [20-23] mccineqoBaHbl TEOPETHUYSCKH U AKCICPUMECHTAIBHO MEXaHH3MBI
o0pazoBaHust TBEPBIX MeK(pa3HBIX CJIIOEB, X CTAOMIBHOCTh M CTAOWIIBHOCTH TBEPABIX JJIEKTPOIUTOB. B Oornee
CIIOKHBIX cHcTeMaX, Takux kak Li7P3S11 B 3aBucuMocTH OT MOpP(OJOrHM HOHHAS DIEKTPOIPOBOIHOCTH
Bapbupyetcs oT 10-5 mo 10-3 Cm/cMm [24], a 3amenienne aToMaMu Hofa [25] v Ipyrux raioreHoB [26] MOKeT
NPUBOJNTh K YBEJIMYCHHWIO HOHHOM IIPOBOAMMOCTH M IIOBBINICHUIO CTaOWIBHOCTH JAHHBIX TBEPIbIX
JIEKTPOJIUTOB.

I'epmannii-comepkamue TBepAbIe EKTPOoIUTh cocTaBa Li-Ge-S mwmm Li-Ge-S-P taxke cuntarorces
MIEPCIICKTUBHBIMHY, Tak Hampumep coequHeHne Lil0GeP2S12 obmagaer mMUPOKAM OKHOM 3JIEKTPOXHMHUYECKON
CTaOMIIBHOCTH, a TaKXKe SBIICTCS XOPOIIMM IPOBOTHUKOM HOHOB JmTHs [27]. B pabote [27] meromamu
PEHTIeHOBCKOM (DOTOINEKTPOHHON CHEKTPOCKONHMM — WCCIIEAOBAHBI MPOLECCHl B3aMMOJCHUCTBHSI TBEPAOTO
anextpoiuta Lil0GeP2S12 ¢ MeTaJuIM4ecKMM JIMTHEBBIM aHOJIOM U IOJYEPKHYTa HEOOXOIMMOCTb
JOJATOCPOYHBIX NIEKTPOXUMHUYECKUX HCCIICIOBAHHM, B TOM YHCIIE JUIA TOMCKA U OLIEHKH HOBBIX TBEPAOTEIHHBIX
3JeKTponuToB. B pabotax [28, 29] mpoBeneHbl HCCIEIOBaHUS 3aBUCHUMOCTH HOHHOW MPOBOJUMOCTH OT
JONUPOBAHMUSA M BAaphUPOBAHMSA COCTaBa W IOKA3aHO, YTO JUII TaKHUX COEAMHEHHH BO3MOXKHO JOCTHKEHHE
3HAaYCHUH HOHHOH mpoBoauMocTH ~1.5 * 10-2 Cm/cMm.

TBepable HeopraHWYecKHe HATPUH-TIPOBOASAIINE 3JIEKTPOJIUTHI BKIIIOYAIOT B ce0sl clemyromue
coemunenus: B/ - Na20-Al203 [30]; Na3.4Zr2Si2.4P0,6012 (NZSPO), Na3.4Zr1.6Sc0.4Si2012 [31,32];
Na3PSe4, Na3SbS4, Na3PS4, Na2.9Sb0.9WO0.1S4 [33-36]; NallSn2PS12, NalOSnP2S12 [37,38];
Na2(B12H12), Na2(B10H10), Na(CB11H12), Na2(CB9H10)(CB11H12) [39-42]; Na30OBr, Na3OBH4 [43,44].

OcHOBHOE BHMMaHHWE HCCJIEIOBAaHMH B OOJIACTH BJICKTPOIMTOB JUIA KAJIUEBBIX aKKyMYJISATOPOB IO
MIPEeXHEMY IPHUKOBAHO K OPraHWYECKNM WM TIONHMEPHBIM aiekTposmTaMm [45]. MccrnemoBaHmii TBEpABIX
HEOPTAaHMYECKUX SJIEKTPOIUTOB MPOBOJWUTCS MEHBIIE, YeM IS JIUTHEBBIX WM HATPHEBBIX, TEM HE MEHee, 3a
MOCTIETHUE TOJBI TMOSBIIINCH PAOOTHI, B KOTOPBIX TOKAa3aHO, YTO TBEPHBIC KAHEBBIC AIEKTPONUTHI 00JIa1atoT
OopIIel HOHHOHM MPOBOJUMOCTBIO, €M HaTPUEBBIE TBEPIbIC 3JCKTPOIHUTHL. Tak, B padore [45] mokazaHo, 94TO
HOHHASI DJIEKTPOTPOBOTHOCTE MokeT qocturath 0.056 u 0.01 Cm/cm ipu 300 1 150 rp. Llenbcust cOOTBETCTBEHHO
B TBepaoM siekTponure (-Al203. Kak m HWOHBI HATpUs M JINTHS, WOHBI Kanus 00JaNaloT IOBBIMICHHOM
MOOMIIBHOCTBIO B MaTe€pHaax C IMOJXOJISIIECH KPHCTaUIMIECKOH CTPYKTYpOH, cocTosieii u3 ongHomepHoii (1D),
aBymepHoii (2D) nim tpexmepHoii (3D) cetkoit MoOHMIBbHBIX HOHOB. Tak, coequnenne K3Sb4010(BO3) obnanaer
1D-noHHoi npoBOAMMOCTBIO, KOTOpas focturaet ~1.5%10-4 Cm/cm ripu 400°C [47]. {pyroii HOHHBIH TPOBOJIHUK
K2Fe407 obnamaetT HECKOIBKAMU KaHAJIAMH HOHHOM IIPOBOAMMOCTRIO: 2D KaHaJIOM B IDIOCKOCTH, TapaJUIeIbHOMN
a- ¥ b- BeKTOpaM KpUCTAINTMIECKOMN stueiikn 1 1D xaHanoM B/10JIb HaNpaBJIeHUs C- KPUCTAUTMYECKOH PEIIeTKH, a



3HAYEHUST HOHHOW TIPOBOJMMOCTH JocTUTaroT 5*10-2 Cm/cM npu koMHaTHOU Temniepatype [48,49]. CoenmnueHwmst
K2Mg2TeO6 mm K2CdO2 Taxke 06magaroT BRBICOKUMH MOKA3aTeISIMA HOHHOH IIPOBOINMOCTH, a JIOTIHPOBAaHUE
Pa3IHYHBIME METaUITaMH MOXET IPHBOAWTH K YBEIMYEHHWIO JONHM BaKaHCHH Kaluui W, KaK CIEICTBHE,
yBEJIMUEHHUIO HOHHOI! TpoBoauMocTH Kamus [50,51].
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3. Hoapo6Hoe onucaHue padoThl, BKIOYAsl HCNOJIb3YyeMble aJITOPUTMBbI
[IpeackazaHue KPUCTALIMYECKOW CTPYKTYpbl HOBBIX COCIMHEHHH IMpeacTaBisieT coboil 3amauy
HaXOXJICHHE TJI00aTbHOrO0 MHHHUMYMa (WM HECKOJBKHX CaMBIX IIIyOOKHX JIOKQJIBHBIX MHHHMYMOB) Ha



MOBEPXHOCTH TOTEHIMAIBHONH SHEPIHM CPEAW OTPOMHOTO KOJMYECTBA BO3MOJKHBIX CTPYKTYP pa3IW4YHOTO
coctaBa. [l mMOWCKa HOBBIX MAaTEpHaioB OyAET HCIOIB30BATHCS HBONIOLNHOHHBIA aITOPUTM IPEICKA3aHUS
kpuctammnaeckux cTpykryp USPEX [1-3] (moctymen mo ccwuike https://uspex-team.org/). B xome momcka
KaXkJast U3 CTPYKTYpP KaHAMIATOB IPUBOJUTCS B PAaBHOBECHOE COCTOSIHUE (PENTaKCHPYETCs), YTO COOTBETCTBYET
HaXOXJEHHUIO OJIDKAlIIero JIOKaJbHOrO MHUHHMMyMa. TakuM o00pa3oM, TEOPETHYECKH TrapaHTUPYyeTCs
CTaOMIIBHOCTH (MJIM METAacTa0MIBHOCTB) MpECKa3bIBAEMBIX COCUHEHNH NpH HyseBod Temmeparype. USPEX
3apeKOMEeH/I0BaJl ce0sl, KaK BBHICOKOI((QEKTUBHBIH METOJ JJIsI IIOUCKA U MCCIIEA0BaHUS HOBBIX coennHeHuid. C
TIOMOIIBIO HETO IPEJICKa3aHo ¥ 3aTeM CHHTE3UPOBAHO OOJIBIIOE KOJIMYECTBO HOBBIX MaTepHAJIOB, CPEIU KOTOPBIX
psAA TBEPABIX U CBEPXTBEPABIX MaTepHasoB (cM., Hampumep, [4—6]), cBepxmpoBogHuku [7-11] u apyrue
HEOOBIUHBIE M QYHKIMOHAIBHBIC MaTepraisl [ 12—14].

BaxHOl dacThi0 NpencKa3zaHWe KPUCTAIMYECKUX CTPYKTYp SIBISIETCSI XOpOIIas perlaKcariis
CTPYKTYpP W BBIYHCICHUE HX CBOWCTB. OCHOBHBIM METOJIOM IJIsi TEOPETUYECKOTO HCCIEAOBaHMs OyeT BRIOpaHa
Teopus (yHKIMOHANA rekTpoHHO# mioTHocTH (DFT). [Ing pacderoB OyayT MCIONB30BaThCA (PYHKITHOHAIBI
GGA (meto 0606IIIEHHOTO TpaaHEeHTHOTO pHOIIKeHHs) B mapamerpusanuu PBE (Perdew-Burke-Ernzerhof) u
psima ero 0000IIeHNUH, peann3oBaHHEIM B iporpaMMHBIX makeTax VASP u Quantum ESPRESSO. Metox Teopun
(yHKIMOHaNa 3JEKTPOHHOW IUIOTHOCTH TIO3BOJISIET C XOPOLIEH TOYHOCTBIO PacCUUTHIBATH HEOOXOIMMBIE
CBOMCTBAa KPUCTAJIIOB, SBIACTCA 3aPEKOMEHIOBAHHBIM U CTAaHAAPTHBIM METOAOM HUCCJIEJIOBAHNUS B COBPEMEHHOM
TEOPETHYECKOM MaTepHaloBeJeHnH. MeToJ Teopun (QYHKIMOHANA O3JICKTPOHHOW IUIOTHOCTH MO3BOJISET
HCCIIeIOBaTh pa3lMYHbIe CBONCTBA KPUCTAJUIOB C XOpoIeidl TouHocThio. Mcmosp3oBaHME TaHHOTO MeEToJa
MO3BOJISIET TI0JIy4aTh aTOMHYIO CTPYKTYpY MaTepHuana ¢ ommOKoil mopsaka 1%. DnekTpoHHbIe U (OHOHHBIE
CHEKTPBl KPUCTAJIIOB TAKXKe BOCIIPOU3BOISATCS C OYEHb BBICOKOH TOYHOCTBIO, UTO MOJITBEPIKAALTCS CPABHEHUEM
9KCTIEPUMEHTAIBHBIX U TEOPETUUECKHIX JaHHBIX.

Ha nHaganpHOM, HOATOTOBUTEIEHOM 3Tale MCCJIEAOBAHUH, OyJeT IPOBEAEH MONCK BCEX M3BECTHBIX
CTaOMIBHBIX W METAaCTaOWIIBHBIX COCOMHCHUI WHTEpEeCYIOMHX Hac cucteM B 0Oazax maHHBIX: OQMD [15],
Materials Project [16] m AFLOW [17]. ba3a manasix Materials Project 6pi1a co3mana B 2011 roxgy ¢ ymopom Ha
HCCIIeIOBaHMS aKKyMYJISTOPOB, HO celdac B 3Tol 0a3e maHHBIX coaepxkutcsa Ooinee 130 000 HeopraHHIECKUX
coenuHenuii. baza nannpix OQMD HacuutbiBaeT 6osiee 1 MuinoHa cTpykryp. basa nanaeix AFLOW cozepixut
3 492 768 coenuHeHuii MaTepuaioB ¢ Oonee ueMm 726 495 744 paccunTaHHBIMH CBOMCTBaMH. Bce m3BecTHbIE
CTPYKTYPBI (MCCIIEAYEMBIX HAMH COSIMHEHHI ) U3 TaHHBIX 0a3 AaHHBIX OyayT 100aBJIeHBI BO BXOAHBIC (ailiibl Ha
nepBoM nokojeHuu pacuera USPEX.

Takxe, ¢ ucnonb3oBanneM Crystal GAN (GAN-Generative Adversarial Networks) [18-20] 6ymyt
CreHEepHPOBaHbI TPOWHBIE U ABOMHBIE COCMHEHHS (M3y4aeMbIX HAMH CHCTEM) U 10OABJICHBI BO BXOJHbIE (hailiibl
Ha nepBoMm mokoieHnn pacdera USPEX. Ha kaxmom moxonennmn USPEX OynyT reHepHpoBaThCs H
paccuutbBatbest 300 cTpyKTYp, UL Kaxaoi cucteMbl OyneT paccuntaHo 100 moxonernit USPEX. C yuetom
J00aBIIEHHBIX Ha IIEPBOM ITOKOJIEHUH BCEX M3BECTHBIX CTAOMIBHBIX U METACTAOMIBHBIX CTPYKTYp M3 0a3 JaHHBIX
(~ 50-300) u crenepupoBanubix MeTogoM Crystal GAN (1000 cTpyKTyp) JUtst Kax 10l CHCTeMbI OYAET MPOBEICH
pacuet 6onee 30 000 cTpyKTyp, 9TO C OOJBIION HOJIEH BEPOSITHOCTH ITO3BOJIUT HAHTH HOBBIC COCTUHCHUSI.

[Mocne HaxoXICHWS HOBBIX COCOUHEHWH OynerT mpoBelneH pacder koddduimeHta muddy3un
MOOMJIBHBIX MOHOB. J[ysi Kakmo#l cucTeMbl OyneT CreHepHpoBaH MOTEHIMA] MEKAaTOMHOTO B3aUMOJIEHCTBUS
Meronamu MamnHHOro oOydeHus MLIP (MLIP-Machine Learning Interatomic Potentials) [21, 22]. Pacuer
i dy3un OyneT MpoBOAUTHCS METOIOM MOJIEKYJISIpHOI nuHamuku B nakete LAMMPS [23]. JleranbHo OyayT
H3y4YeH BOIPOC BIMAHUS KOHIICHTPALMU BaKaHCHI B MaTepHaje Ha HOHHYIO IPOBOJUMOCTG. [IpoBeieHne Takoro
HCCIICIOBAaHMUS U TIOJyYeHHE JOCTOBEPHBIX PEe3yJbTaTOB BO3MOXKHO 3a CYET TOT0, YTO TPH CO3JaHUH
MEXaTOMHOTO IoTeHnuana meronoM MLIP oOydenne moreHnmana OyneT NPOBOAMTHCS B TOM 4HCIE Ha
CTPYKTYpax UMEIOUINX PAa3JIMYHOE KOJIMUECTBO BAKAHCHI 1 IOTIOJTHEHO aKTUBHBIM 00y4deHueM [24].
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4. Ilony4yeHHbIE Pe3yabTAThI

1 Yacrs I

YroObl IPOBEPUTH MPOLEAYPY MOCTPOCHHUSI MalIMHHO-00y4aeMbIX MMOTEHIMAIOB U MPOBAJIHIUPOBATH
MOJXO0J, K ONpENeNICHHI0O MOHHOI MPOBOAMMOCTH, KO3(pPHUIUEHTOB Au(pdy3HH, aKTUBALMOHHBIX 0apbepoB U
BO3MOXKHOCTH IPEJICKa3bIBaTh (Da30BbIE MEPEXO0/IbI B TBEP/IBIX 3JIEKTPOIIUTAX, MBI PACCMOTPEIIN N3BECTHBIE paHee
TBepabie nekTpoiuthl LioBioHiz uw LiCBiiHip. JlaHHBIe TBepable 3JACKTPOJIUTH IPEACTABISIOT COOOM
MOJIEKYIIpHBIE KpUCTAILUIbI Kioszobopana [BioHi12]> u kapbopama [CBiiHi2]. Onu sBISIOTCS XOpPOIIO
N3yYEHHBIMH KaK IKCIIEPUMEHTAIIBHO, TAK ¥ TEOPETHYECKH (METOIaM1 TeopuH GyHKIHoHana mioTHocTH (TOIT),
ab-initio Molecular Dynamics (AIMD) u knaccuueckoil MosiekyisipHoi nuHamuku (MD) ¢ saMOoupudeckumu
TIOTEHIAJIAMH ), OJTHAKO IIPEKHHUE TeOpeTHIeCKHe pacueTsl [ 1-3] pacxonsaTest ¢ IKCIIepUMEHTAIbHBIMHU JaHHBIMH,
TaKk Hampumep, B paboTe [2] MeTogaMH KIaCCHYECKOW MOJEKYJSIPHOW NWHAMHKH OBUT TIpeicKa3aH (ha3oBHIi
nepexox ¢ pacxoxaeHmsiMu ~200K 1Mo cpaBHEHHIO ¢ SKCIEPUMEHTAIBHBIMA JaHHBIMU [4]; B pabote [1] Obu10
nokasaHo (¢ nomorsio AIMD), uTo B HU3KOTEMIIEpaTypHOii haze oTcyTcTBYeT N (hy3usi, HECMOTpS Ha BBICOKHUE
SKCIepUMEHTaNbHbIE 3HaUeHUs. bojee Toro, panee ObIIO MOKA3aHO, YTO B pacueTax COETUHEHUI KI03000paHOB
HEOOXOIMMO YYUTHIBAThH JUCIIEPCHOHHBIE MOMPABKHU, YTO HE OBLIO YYTEHO B CYIIECTBOBABIIMX TEOPETHYECKUX
uccnenoBanusx [5]. Hamm pacuersl (cM. Tabimiy 1) Taioke JEMOHCTPUPYIOT (DakT TOro, 4ro Haubojee
nonysipHblii PBE dyHKIMOHAT mpenckasbiBaeT 6oiee TepMOIMHAMUYECKH cTabuiibHO# dasy P2:/c Bmecto Pa-
3. IIpu 3TOM, BO3MOKHOCTH IIOCTPOCHHS INOTEHIHAJIOB MAIIMHHOTO OOYydYeHMs Ha pe3yiabTaTaxX KBaHTOBO-
XMMHYECKHX pacyeToB, BKIIOUAIOIINX AUCIIEPCHOHHO B3anMoaeicTeue (cuisl Ban-nep-Baanbca), He Oblia panee
n3y4eHa.

B cBsi3u ¢ BhIIICNICpEYHCIICHHBIM, MBI BeIOpanmu LirBioHi» u LiCB11H12 kak TecToBBle CHCTEMBI s
BaINAAIMH TIPOLEYPbl MOCTPOEHHSI MAIIMHHOTO OOYYEHHsI, pacyeTOB MOHHOM MPOBOJUMOCTH, a TaKOKe JUIs
MIOJITBEPIKICHHST BOBMOYXHOCTH UCIIOJIhb30BaTh KBAHTOBO-XMMUYECKHE PACcUeThl C MONPaBKaMK Ha cuiibl BaH-nep-
Banpca s mOCTpOEHMS MOTEHIMAIOB MamImHHOTO oOyueHws. B nameil pabore (App. Mat. Int. 2023) mis
Li;B12H12 GBUTH MOCTPOEHBI TPH Pa3IUYHBIX MEKATOMHBIX TOTEHIIHA a MAIIMHHOTO OOy4YeHHs Ha OCHOBE
odyukunonanos PBE, rev-vdW-DF2, u PBE-D3. B Hammnx pacuerax (OHOHHBIX CIIEKTPOB (yHKIroHa rev-vdW-
DF2 oxasancst Hambosiee Oim3kuM K akcrepumenty (cm. puc |.1 u tabmumsr 1.1 u 1.2); PBE-D3— 310
(YHKIMOHAJ, KOTOPBII OOBIYHO HCIIOIB3YEeTCS JJIsl MPOTHO3MPOBAHUS JHEPTMU M T€OMETPUH B CHCTEMax C
B3aumoeicTBusiMi BaH-nep-Baanbca U, Kak M3BECTHO, JaeT XOPOIINE PEe3yJbTaThl NPH IOCTATOYHO HU3KUX



3aTpaTax; noTeHuuan Ha ocHoBe PBE Obu1 moOCTpoeH aiist cpaBHEHHS €ro ¢ IOTEHIMANAMHM, BKIIIOYAIOIIUMHU
B3aumoyeiictBue Ban-nep-Baanbca, u oneHku ero TouHoctd. Ilpouenypa nmoctpoeHus moTeHnMana MalinHHOTO
oOy4enust nokaszana Ha puc. |.1.

Ta6muna 1.1a. [apameTpsi penretku P21/ dassr LioB1,H1, 1 monHas BHyTpeHHss SHEprHs (OTHOCUTENEHO Pa3

¢azer).

®yHKIHOHAT a, A b, A c, A B, rp.. 3B7A£“,OM
PBE 10.423 10.019 10.028 94.470 -0.0043
PBEsol 9.629 9.292 10.091 94.84 0.0005
PBE-D2 8.949 8.973 9.749 92.476 0.0081
zero damp. PBE-D3 9.414 9.247 9.910 93.225 0.0030
PBE-D3 9.332 9.202 9.887 93.082 0.0036
PBE-TS 9.067 8.993 9.519 90.128 0.0091
PBE-TS/HP 9.388 9.243 9.720 92.186 0.0054
PBE-dDsC 9.280 9.144 9.88 92.990 0.0034
optB86hvdw 9.444 9.311 9.975 92.798 0.0041
optB88vwd 9.463 9.327 9.954 92.870 0.0037
optBPEvdw 9.647 9.427 10.025 93.499 0.0023
revvdwDF2 9.439 9.294 9.965 92.904 0.0038
scanrVV10 8.889 8.933 9.595 89.554 0.0076
vdwDF 9.886 9.598 10.108 94.282 0.0003
vdwDF2 9.655 9.543 9.966 93.653 0.0015

Ta6muua 1.1b. Iapamerpsr pemetku C2/m a3t LioB12H12 u momuas BHyTpenHss sHeprus (OTHOCHTENbHO Pa3

¢azer).

AE,
DOYHKIHOHAJ a, A b, A c, A B, rp. »Blatom
PBE 11.091 8.622 8.187 47.138 —0.0063
PBEsol 11.038 8.453 7.753 44,022 0.0030
PBE-D2 11.098 8.011 7.392 41.955 0.0205
zero damping

PBE-D3 11.004 8.261 7.513 43.091 0.0085
PBE-D3 11.002 8.206 7.501 42.866 0.0101
PBE-TS 10.851 8.045 7.261 41.666 0.0267
PBE-TS/HP 10.973 8.201 7.447 42.712 0.0122
PBE-dDsC 11.004 8.150 7.461 42.628 0.0082
optB86hbvdw 11.169 8.248 7.593 42.719 0.0106
optB88vwd 11.149 8.258 7.571 42.652 0.0109
optBPEvdw 11.187 8.348 7.661 43.058 0.0069
revwdwDF2 11.142 8.250 7.573 42.720 0.0102
scanrVV10 11.016 7.662 7.335 41.358 0.0186
vdwDF 11.242 8.508 7.786 43.596 0.0028
vdwDF2 11.150 8.448 7.599 42.819 0.0087
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Ta6muua 1.2. TlapameTphl pelieTk|, MHTEHCUBHOCTH 1 MOJI0KeHUs THKoB B LioB12H12 co crpykTypoit Pa3.

DYHKUHOHAJ IMapamerp Ios0:xeHMe MUKOB (M OTHOCUTEIbHbIE HHTEHCUBHOCTH) (DOHOHHOTI'O
pelieTKu, cnekrTpa)?, 3B
a=b=c, A
PBE 9.603 67 (0.60), 72 (0.56), 83 (0.44), 88 (0.50), 94 (1.0), 100 (0.40), 104 (0.16),
108 (0.32), 112, (0.73), 115 (0.60), 120 (0.42), 123 (0.32), 127 (0.42), 134
(0.44)
PBEsol 9.414 69(0.59), 73(0.56), 84(0.51), 89(0.59), 93(1.0), 101(0.48), 105(0.17),
110(0.76), 116(0.63), 120(0.48), 127(0.46), 133(0.5)
PBE-D2 9.052 48(0.56), 69(0.46), 73(1.0), 78(0.45), 88(0.52), 97(0.84), 103(0.78),
108(0.6), 118(0.94), 127(0.49), 133(0.43), 146(0.4), 150(0.35)
zero damp. PBE-D3 9.363 69(0.68), 73(0.67), 84(0.6), 89(0.56), 94(1.0), 102(0.53), 105(0.21),
113(0.91), 117(0.69), 122(0.5), 125(0.42), 129(0.5), 136(0.57)
PBE-D3 9.306 69(0.69), 73(0.67), 85(0.59), 89(0.56), 95(1.0), 103(0.56), 106(0.22),
113(0.91), 117(0.68), 122(0.52), 125(0.44), 129(0.52), 136(0.59)
PBE-TS 9.091 71(0.78), 87(0.62), 95(0.89), 105(0.54), 113(1.0), 117(0.62), 127(0.67),
130(0.54), 137(0.56)
PBE-TS/HP 9.321 69(0.74), 73(0.7), 85(0.66), 90(0.6), 94(1.0), 103(0.57), 112(0.88),
113(0.89), 116(0.75), 123(0.56), 125(0.58), 129(0.55), 136(0.63)
PBE-dDsC 9.270 69(0.68), 73(0.64), 85(0.59), 90(0.57), 95(1.0), 103(0.56), 106(0.21),
113(0.88), 117(0.68), 122(0.49), 125(0.4), 130(0.48), 136(0.53)
optB86bvdw 9.423 67(0.66), 72(0.64), 84(0.57), 89(0.49), 93(1.0), 100(0.48), 104(0.2),
108(0.4), 112(0.93), 121(0.47), 124(0.42), 127(0.47), 135(0.52)
optB88vwd 9.432 66(0.59), 71(0.58), 83(0.52), 89(0.43), 94(1.0), 100(0.4), 104(0.18),
109(0.34), 113(0.85), 121(0.42), 125(0.37), 129(0.42), 136(0.49)
optBPEvdw 9.526 66(0.6), 71(0.62), 82(0.49), 89(0.43), 94(1.0), 100(0.4), 104(0.18),
108(0.36), 113(0.85), 121(0.43), 124(0.35), 128(0.43), 136(0.47)
rev-vdw-DF2 9.407 67(0.65), 72(0.64), 84(0.57), 89(0.5), 93(1.0), 100(0.47), 104(0.2), 109(0.4)
112(0.92), 121(0.47), 124(0.41), 128(0.46), 135(0.53)
scan-rvv1o0 9.085 71(0.65), 74(0.61), 77(0.44), 88(0.63), 93(0.53), 97(0.9), 99(0.85),
104(0.52), 108(0.22), 113(0.46), 117(1.0), 120(0.67), 126(0.47), 130(0.46),
134(0.46), 141(0.51)
vdwDF 9.665 65(0.63), 70(0.6), 81(0.48), 89(0.48), 93(1.0), 99(0.35), 103(0.16),
108(0.31), 115(0.86), 120(0.42), 125(0.33), 128(0.4), 136(0.44)
vdwDF2 9.561 65(0.52), 71(0.54), 82(0.45), 89(0.38), 95(1.0), 100(0.32), 105(0.15),
110(0.3), 117(0.75), 122(0.43), 127(0.31), 131(0.35), 137(0.4)
exp. 9.5771* 67 (0.27), 72 (0.22), 84 (0.37), 90 (0.53), 95 (0.78), 101 (0.36), 105
(0.27), 110 (0.48), 115 (1.0), 118 (0.52), 121 (0.59), 129 (0.67), 137
(0.44) **

& UnmeHCcugHOCmu NUKO8 HOPMUPOBAHbI OMHOCUNENTLHO CAMO20 CUTLHO20 CUSHAIA.

* 3uauenue nonyuennoe XRPD-cnexmpockonueii, nabniooaemoe npu 300 K.

** 3nauenuss NUKOG HEeUMPOHHO-KOLeOAMeNbHOU CHEKIMPOCKONUY U UX OMHOCUMENbHbIE UHIMEHCUBHOCMU,
nonyyennvie npu 4K

i mocTpoeHHs MOTEHIHaa MaIuHHOTO 00y4deHus LioB1oH1» Mbr ncmonmp3oBamu nporpamMmMber VASP,
LAMMPS, MLIP-3. Cxema nocTpoeHus NOTEHIMAIa MalllMHHOTO 00y4eHHs nokazaHa Ha puc. |.3. Tpennposka
MTOTEHIIMAaJIa IPOUCXOIUT B HECKOIBKO CTa Ui

l. [Mpenobyuenne:

1. [na maHHOW CTPYKTYPHI MPOBOJIUTCSA PAacdeT METOJOM MOJICKYJISIPHOM JTUHAMUKU M3 IEPBBIX
npunnunoB (AIMD) B mporpamme VASP ¢ 3anaHHbIM (YHKIIMOHAJIOM Ha MPOTSHKEHUH |
ITMKOCEKYH/IbI K BpeMEHHBIM 11aroM 1 ¢emrocexynaa (B coBokymnHoctu 1000 koHbHTryparmii).

2. U3 mnony4yeHHBIX Ha MpEABLIyLIEM Iare KOH(QUrypaiuil BeIOMpaeTcs Kaxnias necsitas (B
coBokymHOCTH 100 koH(wuryparuit) 1 oOydaeTcsl MepBOHAYAIBHBINA MOTEHIIUAT MAIIMHHOTO
o0yd4enust B nporpamme MLIP-3.



3. TpenuposouHast Beioopka u3 100 koHUTYypalnii CeIEKTUBHO AOTONHACTCS KOHDHUTypausMu,
nonydeHHpiME B AIMD pacuere (¢ nomouipto ¢ynkuuu Select-add mporpammer MLIP-3) u
MOTEHIMAJ IIepeodyyaeTcsl Ha paclIMpeHHOM Habope JaHHbIX.

AKTHUBHOE 00y4eHHE

1. Ha nepBoii cTtagum akKTHBHOTO OOY4YEHHS NMPOBOIWTCS MOJEKYJISIPHAas JHUHAMHKA C JAHHBIX
noreHuuasoM B mnporpamme LAMMPS. Jlns kaxaoit KoHQUrypanuu Ha TpaeKTOPHU
MOJIEKYJISIPHOW JMHAMUKHU MPOBOANTCS PaHXKUPOBAaHUE 10 CTENEeHU dKcTpanossiuuu (y). Ecin
CTETICHb 3KCTPANOJIALHNH (y) MPEBOCXOMUT 2, TO AaHHAS KOHQUIYpaIus 3allOMHHACTCS IS
MOCIEAYIONIEr0 BIOOpa B KauecTBe 00yJaroNel BEIOOPKH, €CIIH CTEMEHb dKCTPANOAIUH ()
npeBocxoaut 11, To MoJeKyIsIpHas TMHAMHKa OCTaHAaBIIMBAaeTCs I JooOydeHus. B ciyuae
€CIIM Ha TPAaeKTOPHH MOJEKYJSIPHONW OUHAMHMKA HE OBUIO HM OJHOW KOoH(urypammm co
CTETICHBIO DKCTpanoasiuuyu Oombmie 11, To akTMBHOE 0OydeHHE NpeKpamaeTcs, MOTCHINAT
cunTaeTcs OOYYEHHBIM U IPUTOJHBIM JUISl HCIOJIB30BaHUS ISl pacdyera HOHHOM
MIPOBOAUMOCTH.

2. [na cobpanHbIX KoH(UTypamuii ¢ 2 <y < 11 mpoBoANTCS CENEKTUBHBIN BRIOOP KOHQHUTYpaLnit
(c momompro dynkimu Select-add mporpammer MLIP-3). st BbIOpaHHBIX KOHOUTypatuii
MPOU3BOJUTCS PacdeT SHEPIHil U CUJjl, NEUCTBYIOIIMX Ha KaXKIbld aTOM, METOJaMU TEOpUHU
(¢ yHKIHOHANA TUIOTHOCTH B TiporpamMme VASP.

3. Paccunrannble KOH(pUTypannu ROOABIAIOTCA K TPCHHPOBOYHOMY HAOOpPY C MPEIBIAYINETO
mara. [loTeHnman MamMHHOTO OOYYeHMs TPEHHPYETCs 3aHOBO. IlepeTpeHHpOBaHHbII
MOTEHIUAT UCTIONB3YETCs ISl MOJIEKYJsipHOU nuHamuku (cM. mar 11.1).

HeTaJ’II/I pacHueToB 1A MOCTPOCHUA MMOTCHIINAId MAIIMHHOT'O O6y‘IeHI/I$[Z

1.

MonekynspHas auHamuka B LAMMPS npoBogutest Ui OTHOCHTENIBHO HEOObIIoH cTpykTypsl (104
aroma i LioBioHip), ¢ yd4eToM nNepHOIMYECKHX TpaHUYHBIX YCIOBHS, B H30TCPMUYCCKU-
n3obapuueckoM aHcambne u Tepmoctate Hosze-XyBepa. [l omucaHHs BO3MOXHBIX (Pa30BBIX
nepexonoB cuctema cHayana HarpeBaetrca oT 0 K 1o 1000 K B Teuenue 1 HaHOCEKYHABI (BpeMeHHOM
mrar 1 ¢pemrocekynnaa), a mocie npoucxoaut oTxur mpu 1000 K B Teuenne 10 HaHOCEKYH]I.

Pacuersr MmeTogamu Teopur (hyHKIHOHANA MIIOTHOCTH B porpamme VASP BBINIOTHSINCH C 3alaHHBIM
odyukuuonanom (PBE, PBE-D3, rev-vdW-DF2) B 3aBHCHMOCTH OT MOTEHIMAA MAITMHHOTO 00yYeHMs,
UCTob30BaIKch cnenyromnue mapamerper: ENCUT = 600 eV, ISMEAER = 0; SIGMA = 0.2; EDIFF =
10, EDIFFG = 105 TI'-uenrpupoBaHHOEe 0OpaTHOE IIPOCTPAHCTBO C paspelleHHeM 5X5X5 6bL10
UCIIOJIb30BaHO.

AHaJIOTUYHO, MBI NTOCTPOWJIN MOTEHIMAN MAIIMHHOTO O00y4eHHs Juisi TBepaoro snekrposmta LiCBiiHi. dns

TIOCTPOCHHBLIX TOTCHIIMAJIOB MAallMHHOTO O6yquI/I$I MbI TIPOBEJIKM BaJIWJAlNIO0, paCcCUUTaB METOAAMU TCOPUHU

¢yHnkiponana miotTHoctd 1o 100 koHdurypauuii, He BKIIOYEHHBIX B TPEHHPOBOYHBIH Habop. Bammpanun

MOTEHILAJIOB MAIIMHHOTO 00y4eHHs NoKa3aHbl Ha puc. |.4-1.6 u B Tabnuue |.3.
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Pucynox 1.3. Cxema noctpoeHus oTeHIMaNa MallIMHHOTO 00y4YeHNUs [yl OHOKOMIIOHEHTHOW CHCTEMBI.



-4.96 A
— Yy =X ’a

4.98 - PBE-based potential

&

o

S
L

-5.02 4

-5.04 y

/

-5.06 1

-5.08 1 R = 0.996

MLIP energy per atom, eV/atom

-5.10 A

-5.12 A

—-5.100 —5.075 —5.050 —5.025 —-5.000 —4.975
DFT energy per atom , eV/atom

80 A

60

Frequency

20 A

0 -
0.000

AAE = 0.002 eV/atom
RMSE = 0.003 eV/atom

0.002 0.003 0.004 0.005

Error, eV/atom

0.001

Pucynoxk |.4a. Oumbku a5 BaTuaaHoHHOTo Habopa cTpykTyp (1430 KoHHUrypaluii) B SHEPTHIX HA aTOM
(MaB/aTom) paccunMTaHHBIX i1 MOTeHIMAa a Ha ocHoBe PBE ¢ynkimonana. AAE u RMSE o3nauator
a0COJIFOTHYIO CPETHIOI0 OIIHOKY U CPEAHEKBAIPATHYHOE OTKJIOHEHHE COOTBETCTBEHHO MEXK/1Y pacueTaMu
METOAAaMH TeOpUH (PYHKIIMOHANIA INIOTHOCTH U MOTCHIIHAIA MAIIHHHOTO O0YICHUS.
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Pucynoxk 1.4b. Omubku ans BanuaamuonHoro Ha6opa ctpyktyp (1430 kordurypanuit) B cuax (3B/A)
paccYMTaHHBIX I OTeHIKana Ha ocHoBe PBE dyukimonana. AAE u RMSE o3nagarot abcomoTHy 0
CPEIHIOI0 OIMOKY U CPeIHEKBAAPATHIHOE OTKIOHEHNE COOTBETCTBEHHO MEXy pacdeTaMi METOJaMH TEOPHU
(hyHKIMOHAJA IUIOTHOCTH U MOTEHITHANIA MAIITMHHOTO O0yYeHHS.
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Pucynok 1.5a Omubku 111 BanugannoOHHOTo Habopa CTpyKTyp (675 KOHGHUrypaluii) B SHEPTHIX Ha aTOM

(MaB/aTom) paccunTaHHBIX AJsl OoTeHIMa a Ha ocHoBe PBE-D3 ¢ynkunonana. AAE u RMSE o3nauaror

a0COJIFOTHYIO CPETHIOI0 OIIHOKY U CPEAHEKBAIPATHYHOE OTKJIOHEHHE COOTBETCTBEHHO MEXK/1Y pacueTaMu
MeToJlaMy TeopHrd GYHKIIMOHAIA MIIOTHOCTH U MOTEHIIHAA MAIIUHHOTO O0yUYeHHSI.
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Pucynok 1.5b Omu6ku [1s BanuIaMoHHOTO Habopa cTpyKTyp (675 xoHdHTyparmii) B cunax (3B/A)
pacCcYUTaHHBIX I oTeHnHana Ha ocHoBe PBE-D3 dyukimonana. AAE u RMSE o3HauaroT abCcomoTHYO
CPEIHIOI0 OIMOKY U CPeIHEKBAAPATHIHOE OTKIOHCHUE COOTBETCTBEHHO MEX/y PacYeTaMi METOaMH TCOPHU
(hyHKIIMOHAJA IOTHOCTH U MIOTCHIIHAIA MAITHHHOTO O0YUCHHUSI.
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Pucynoxk |.6a. Ommbku a1 BamuaauoHHoro Habopa ctpykTyp (1047 koHpHUrypaliuii) B SJHEPTHIX HA aTOM
(MdB/atom) paccunTaHHBIX TS MOTEeHIMana Ha ocHoBe rev-vdW-DF2 dynkimonana. AAE u RMSE o3nagatot
a0COJIFOTHYIO CPETHIOI0 OIIHOKY U CPEAHEKBAIPATHYHOE OTKJIOHEHHE COOTBETCTBEHHO MEXK/1Y pacueTaMu
MeToJlaMy TeopHrd GYHKIIMOHAIA MIIOTHOCTH U MOTEHIIHAA MAIIUHHOTO O0yUYeHHSI.
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Pucysok |.b. Ommbky 115 BanmuaanuoHHOro Habopa ctpyktyp (1047 xordurypamuii) B cunax (3B/A)
paccuMTaHHbBIX TS MOTeHIrana Ha ocHose rev-vdW-DF2 ¢yaknnonana. AAE u RMSE oznauaror
a0COJTIOTHYIO CPEIHIOI0 OINOKY M CPeTHEKBAAPATHIHOE OTKIOHEHNE COOTBETCTBEHHO MEXKIY pacueTaMu
METOAAaMH TeOpUH (PyHKIIMOHANIA INIOTHOCTH U MOTEHIIMAIAa MAaIIHHHOTO 00y9IeHUsI.




Tab6smma 1.3. OmuoOKu 17151 TPEHUPOBOYHOTO HAOOpa JAHHBIX JUIS MOTSHIIMAIOB MATUHHOTO O0YYCHHUS,

HATPEHUPOBAHHBIX HA OCHOBE Pa3aM4HbIX QyHKunoHanoB TOIL.

PBE PBE-D3 rev-vdW-DF2
JHeprus, 3B:
OTKIIOHEHUS paCCUNUTAHBI IS 1222 xouuryparmii 2409 xoupurypammit 1793 xondpurypammit
Maxcnvansroe abcomorroe 4.61141 2.61493 0.505553
OTKJIOHEHHE
Cpemaee abCOIOTHOE OTKIIOCHHE 0.536413 0.663894 0.076843
CpenHekBagpaTHYHOE OTKIOHCHHE 0.847469 0.918143 0.102772
Dueprus, 3B/aTom:
OTKIIOHEHUS paCCUUTAHBI IS 1222 xou¢wuryparmii 2409 xoupurypanmit 1793 xoH¢uryparmii
Maxcnvansroe abcomorroe 0.0443405 0.0251435 0.004861
OTKJIOHEHUE
CpenHee abCOMOTHOE OTKIIOCHHE 0.00521202 0.00638359 0.000739
CpenHekBagpaTHYHOE OTKIOHCHHE 0.00823391 0.00882829 0.000988
Cuaa, 5B/A :
OTKJIOHCHUS PACCUUTAHBI JIS 126,325 atoms 250,536 atoms 186,470 atoms
MakcumanbHoe abCOTI0THOE 3.48457 2 64755 1.07341
OTKJIOHEHUE
CpenHee abCOIIOTHOE OTKIIOCHHE 0.148275 0.0703212 0.067768
CpenHeKBaapaTHYHOE OTKIOHCHHE 0.206642 0.101082 0.083528
MakcumanabHOE OTHOCUTEILHOE 0.309303 0.227879 0.049291
OTKJIOHEHUE
Ornocutenbroe 0.117969 0.056489 0.045525
CpeIHEKBAIPATHYHOE OTKJIOHEHHE

[Toce mocTpoeHust MOTEHIMANa MAIIMHHOTO OOYYEHUSI MBI POU3BENINM MOJIEKYJISIPHO-AHNHAMUYECKOE
MoJenupoBaHue (a3oBOTO Iepexoja W HMOHHOW mpoBoamMocTd B mporpamme LAMMPS. Jlns pacueToB B
coemuaeHusX LioBioHi» m LiCB1uiH1» cymepsueiikn 3x3x3 (2808 m 2700 aTomMoB, COOTBETCTBEHHO) OBLTH
HCIIOJNIb30BaHbI, KAK U paHee Mbl HCIIOJIb30BaIN M30TepMHUYeCKU-u300apudeckii ancam6iab (NPT) u Tepmocrar
Ho3se-Xygsepa. Harpes ocymectsisiica or 0 o 1000 K B Teuenue 1 HaHOCeKyHABI ¢ marom no Bpemenu 0.5
demtocekyna. Monenuposanue nuddy3un npoBoaniochk npu temmeparypax ot 200 mo 700 K ¢ marom B 25 K
it camonuddy3un u 100 K gt nuddysun B maTepuane ¢ OOJbIIAM KOJIMYSCTBOM BaKaHCHH, B T€UeHH |

HAHOCEKYH/IBI C ITPEIBAPUTENIHON peaKcalueil CTpyKTypsl B TedeHne 0.2 HaHOCEKyH/I.
Koappunnent nmnddysnun paccuuteiBaics U3 CpeAHEKBAIPATHIHOTO CMENICHHUS] AaTOMOB!
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D= —-lim— — < |ri(t) — r;(0)| > 1

¢lim— |7 (©) — 7;(0)] €Y

j=1
I'0e N — xonuuecmeo modbunbHuix amomos (Li), ¥ — sexmop Koopounam amoma j 6 MoMenm epemeHu t.
HonHast npoBOIUMOCTb paccUUThIBANIACh COTJIACHO YpaBHeHMIO HepHcTa-OiHIITEHHA:
2
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20e N — nromuocms uonos Li*, q 3apso uona Li* (q = +1), ks — nocmosinnas Bonvymana, T -memnepamypa,
u Hr nonacaemes pasnoim 1.



OHeprus akTUBAINH — XapaKTepUCTHIEeCKas YHEPTHs, HeoOxoammast s muddy3un
paccuuThIBaNach o Gopmyne Appenuyca:

D = Doexp(—Eq/kyT) 3)

Ha puc. 1.7 oroOpaxeHbl 3aBUCHMOCTH mapaMeTpoB pemetkd LixBioHi» oT Temmeparypsi,
paccUMUTaHHBIE C UCIIOIb30BAHUEM TOTEHIIMATIOB MANIMHHOTO 00yueHus Ha ocHoBe PBE, PBE-D3 u rev-vdw-
DF2. U3 skcnepmMeHTa W3BECTHO, 4To Ipu Temmeparype 628 K mpomcxomut (as3oBBIM mepexon U3
HU3KOTEeMIlepaTypHOi o-¢a3el (Pa-3) B BeIcOKOoTeMmepaTypHyio [-¢a3y. Bce moTeHmmamsl MammHHOTO
o0ydeHus npencKa3bBaroT (a3oBEIil Mepexol, OAHAKO Pa3IMYaroTCs B TeMIepaTypax (a3oBOro mepexona.
[orennman Ha ocHOoBe PBE 3HaumTensHO HemooleHMBaeT Temmeparypy mepexoma (~180 K) u maer
3aBbIIICHHBIC Ha 2 — 4 % olleHKH ITapamMeTpos pemeTku. [loTenman Ha ocHoBe PBE-D3, HanpoTus, 3aHmkaer
napameTpsl pemeTku (Ha 2-5 %) u 3aBblmaer temnepatypy ¢azosoro nepexona (~950 K). [ToreHuman na
ocHoBe rew-vdW-DF2 naetr HanGosee GIU3KHE 3HAUYCHHS K IKCIIEPUMEHTAIBHBIM: (ha30BBIil Mepexon mpu
~650 K u oTkIIOHEHUS B TapaMeTpax penieTku He 6onee yem Ha 0.5 %.

10.6 10.2
(a) —— PBE based IP LizB12H12 (b) —— rev-vdW-DF2 based IP, heating
041 — rev-vdW-DF2 baseq IPLi2BioHi:  pBE bhased 10.1{ — rev-vdW-DF2 based IP, cooling
. —— PBE-D3 based IP Li;B13H;3 x  Exp. (Paskevicius M. et al. [31])
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Pucynox 1.7. TTapamerp pemerku Li2B12H12 B 3aBHCHMOCTH OT TemMrniepaTyphl: pacCYMTaHHBIE C TOMOIIBIO
MOTEHI[UATIOB MAIIMHHOTO 00yueHus: (a) Ha ocHoBe PBE (kpacHslii, BBepxy), Ha ocHOBe rev-vdW-DF2
(3eneHsIi, B ieHTpe) U Ha ocHoBe PBE-D3 (cunuii, BHU3Y) Bo Bpems Harpesa (1 K/nukocekyHna); u (6) Bo
BpeMst MoiesupoBaHus Harpesa u oxiaxaeaus (0.1 K/mukocekyHaa (¢ IOMOIIbIO MOTEHI[HAIA MAIITHHHOTO
oby4enust Ha ocHoBe rev-vdW-DF2) u skcniepuMeHTalbHbIe 3HAUYEHMSI.

Ha cnenyronieil cTagny Mbl IIPOBENH pacdyeT HOHHOM NMPOBOJIMMOCTH B CTpykTypax LiBioHi» Oe3
BaKaHCHH W ¢ BakaHcusamHu (puc. |.8) ¢ mOMOIIBI0 MOTEHIMAA MAIIMHHOTO OOYyUYeHHUsI Ha OCHOBe rev-vdw-
DF2. MopnenupoBaHue MOKa3bIBaeT, YTO B OTCYTCTBMM BAaKaHCHH B HHU3KOTEMIlEpaTypHO#l (ase moytn
OTCYTCTBYET HMOHHAs IPOBOJMMOCTb, HO TIPH [EpexoJie B BBICOKOTEMIEpAaTypHylo (a3y HOHHas
IPOBOJMMOCTh BO3pAacTaeT Ha HECKOJIbKO HOpsAAkoB. JloGaBieHue pake HeOOJIBLION KOHLEHTpPALUH
BaKaHCHUI BEJIET K 3HAYUTEILHOMY YBEJIMUSHUIO HOHHOW IIPOBOJIMMOCTH KaK B O-, Tak U B B-¢aze. 3HaueHus
MOHHOM MPOBOJMMOCTH TPH KOMHATHOH Temneparype aocturaot 104 — 102 Cwm/cm, a 6apbep akTHBalMu
muddysun 0.28 — 0.35 M3B B 3aBHCHMOCTH OT KOHIIEHTPAIH BaKaHCUH. 3HAYCHUS HOHHOM MPOBOAUMOCTH
W aKTHBAIMOHHBIX 0apbepoB HAXOAATCS B XOPOIIEM COTJIACHH C 3KCIIEPUMEHTAJIbHBIMHU 3HAuCHUSAMH [6].
Takum 00pa3oM, MOCTPOCHHBIH HaMH MOTEHLHWAT Ha OcHOBe rev-vdw-DF2 xopomio BOCIIpOW3BOAUT BCe
9KCHEPUMEHTANIbHBIE 3HAUCHUSL.



¢ Rev-vdW-DF2-based MLIP 1 vacancy: Ny = 0.926%

2 vacancies: nyac = 1.852%
4 vacancies: Nyac = 3.704%
8 vacancies: Nyac = 7.407%
12 vacancies: Nyse = 11.11%
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Pucynox |.8. 3aBrcMMOCTh HOHHOW TIPOBOJMMOCTH OT TEMIIEPATypPhl, PACCUUTAHHAS C TIOMOIIBIO IIOTEHIIHAIA
Ha ocHoBe rev-vdW-DF2 ms: (2) BeicokoTeMmeparypHoii ¢assl B-LiBi1oH12 6e3 Bakancwuii; u (B) mwis
HU3KOTeMItepaTypHoit dha3ssr a-LizBioH1z (Pa-3) ¢ pasnudnoii KOHIIGHTpaleil BakaHCHH.
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Pucynox 1.9. 3aBHCUMOCTh HOHHOU TPOBOMMOCTH OT TEMIIEPATYPbI, PACCUUTAHHAS C TIOMOIIIBIO IOTEHIIHAA
Ha ocHOoBe PBE mis: LioBi12H12 6e3 BakaHcuii.

HGCMOTpS[ Ha TO, INOTCHIMAJI Ha OCHOBC PBE mne JaeT corjacus € 3KCICPUMEHTOM, B OTJIUYHE OT

pe3yabTaToB, monyueHHbIX ¢ rev-VdW-DF2 ¢yHKunoHamam, monydeHHbIe Pe3ybTaThl TI03BOJISIOT HaM CIeaTh
Jpyroi BaKHBIA BBIBOJ. PaccunTaHHbIe HAMH 3HAYSHHUS MOHHOW MPOBOAMMOCTH M K03(hduueHToB auddy3nu
(puc. 1.9), a Tarke Oapbepsl akTuBanuH AUGMGY3UH HAXOIATCS B XOPOLIEM COTJIACHM C IPEIBIAYIINMU
TEOpETHYECKIMH paboTamu [6], B KOTOPBIX pacdeThl BBITOTHSUIACH TOJBKO B paMKax TeOpWH (pyHKIHOHANa



wIoTHOCTH ¢ (yHKuMoHanoM PBE. Takum o0pazoM, mocTpoeHHbIH HaMu moteHuuan Ha ocHoBe PBE xopormo
BOCITPOM3BO/IUT PE3YJILTATH TEOPHH (QYHKIMOHANA IIOTHOCTH B pamkax PBE ¢yHkumonana.

(a) : (b)o
—— rev-vdW-DF2 based IP LiCBy1Hy2 @ 1vacancy (N = 1.85 mol%)
™ ™ HT—phase 1 2 vacancies [Ny, = 3.7 mol%)
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Pucynok 1.10. (a) 3aBucumocts 06bema ot Temreparypsl B LICB11H12; (b) 3aBucumocts HoHHOM
MPOBOAUMOCTH OT TEMITEPATYPhI IIPH Pa3IHYHON KOHIEHTpaluK Bakancuii B LiICB11H12 (ammpokcumariust
MOCTPOCHA TOIBKO IJIST TOYEK HU3KOTEMITEpaTypHOH (asbl)

Ha ocuoBe ¢ynkimonana miotHocT rev-VAW-DF2 MblI Taxoke MOCTPOMJIM MOTEHIHAT MAIIHMHHOTO
oOydenust juis TBepporo anekrponura LiCBiiHip (Mcmonb3yss TOT ke anroputM), W IPOBEIU PacCUETh
TeMIepaTypsl (a3oBoro nepexoja U 3HaueHui noHHOi npoBoaumocty (Puc. 1.10). [TonyueHHble HaMK 3HAYEHUS
TaK)Ke HaXOAATCS B XOPOLIEM COTJIACHH C U3BECTHBIMHU 3KCIIEPUMEHTANIBHO BENNYHHAMU.

IIo uToram 310if padoTHI MOKHO C/1€JIATH BA’KHbIE BBIBO/IbI, 2 HMEHHO:

1. IIpouenypa nmocrpoeHnsi NOTEHIHANA MAIIMHHOIO 00y4eHHs MO3BOJIfAICT MOJIY4YaTh MOTECHIHAJIDI,
KOTOpBIE ¢ X0pOIIeil TOYHOCTBIO BOCIIPOU3BOAAT Pe3yJIbTAThl PACYETOB B PAMKAaX TeOpUH (QyHKIHOHAIA
IUIOTHOCTH, KAK JJIf BAJIMJALHOHHOI0 Ha0opa JaHHBIX, TAK U ISl PACCYNTAHHBIX (GU3HYECKHX BEJIHYHH
(Temmepatypa ¢a3oBoro nepexojaa, 3HaueHHs] K03(ppunnenToB Aupdy3nn, aKTUBALHOHHbIEe Oapbepbl
augy3un). BaskHbIM NpeMMyIIecTBOM NOTEHIHAJIOB MAIIMHHOIO O0y4YeHHs] SIBJIsIeTCSI BO3MOKHOCTh
NPOBOANTHL MOAEJHPOBaHUE A5 0OJbIIUX CHCTEM (HECKOJbKO ThICAY ATOMOB) Ha (GOJIbIIUX BPeMEHHbIX
HHTEPBAJIOB (HECKOJIBKO HAHOCEKYHN).

2. ComnocraBiieHHe IKCIIEPUMEHTAIBHBIX (DOHOHHBIX CIIEKTPOB M PACCUMTAHHBIX B paMKaxX TeOpHH
(GyHKIMOHA/IA IUIOTHOCTH SIBJSIETCS XOPOIIMM KpHTepHeM /It BbIOopa (yHKIMOHAJIA, HA OCHOBE
KOTOPOro MpPOM3BOAUTCS O0y4YeHHE NOTEHIHANa MAIIMHHOro o0y4yeHusi. IloTeHnmanabl MaIIMHHOIO
0o0y4yeHHMsl, HATPpeHMPOBaHHble Ha mnoaxoasmux ¢QyHkuuonajgax TOII no3BoAAIT paccUYUTHIBATH
(puznyeckue BeJMUYMHBI (IapaMeTpbl pelleTKH, TeMiepaTypbl (a3oBbIX Nepexoa0B, 3HAYEHUS] HUOHHOM
NPOBOAMMOCTH, KO3IpuuneHToB 1updy3un, 6apbepoB akTuBauuu Aud@y3nu) B XopoueM corjiacuu
JKCNEPUMEHTOM, MOIYT MCHOJIL30BATHCH [JIsl NpeICKAa3aHUsl CBOHCTB MaTepHAIOB M O00bSICHEHMA
MEXaHHM3MOB NPOLECCOB HA HAHOYPOBHe.

3. Hama pa0ora ycTpaHsieT CyllecCTBOBABIIME PA3HOIJIACHSI MeXKIY 3KCIEpPHMEHTAJLHBIMH H
TeopeTH4YeCKMMHU PadoTaMM, MOCBSIIIEHHBIM JAHHOMY KJIACCy TBepAbIX 3JIeKTPOJIMTOB.



Yactp 2. Coenunenus Li-Ge

Mb! Havanu W3yveHHe FePMAHUEBBIX COCIMHCHHUH MIETOYHBIX METALIOB ¢ OMHApHOI cuctembl Li-Ge.
Ilepen pacyeramMy HMOHHOM MNPOBOAUMOCTH B cHucTeMax Li—Ge Mbl NpoBenM HCCIIEIOBaHHWE HW3BECTHBIX
cTaOMIIBHBIX U MeTacTaOWIbHBIX coenuHeHni Li—Ge. BrrancnurenbHbeie 0a3bl JaHHBIX COAEPIKAT PA3IAIHYIO
nHpOpMaINI0 00 YCTOHYMBOCTH CTPYKTYp HaHHOTO cocTaBa. Hampumep, B 0aze mamapix OQMD Li5Ge2
BEITJIIUT CTaOWIBHBIM, a B 0azax maHHbIX Materials Project 1 AFLOW 3ta cTpykTypa OTCYTCTBYET BOOOIIE.
YroOB! MOHATH, KAKHE COCAWHEHUS SIBIAIOTCS TEPMOAWHAMUYECKH CTAOMIBHBIMH, MBI NIPOM3BEIH KBAHTOBO-
XMMHUYECKHE BBIYHMCICHUS JUIS BCEX M3BECTHBIX coeAnMHEeHMH cocraBa Li—Ge. Kpome Toro, mpoBemn pacueTs
USPEX c uenslo mpejackazaHus paHee Heu3BecTHBIX CTpyKTyp Li—Ge. TepmomuHamuueckyio ¢a3oByro
YCTOHYMBOCTh CHCTEM OLIEHMBAIH IO (Pa30oBBIM JuarpamMmaM B KOOpJHMHATaxX (SHEprust o0pa3oBaHHsS—COCTaB)
(eimyKITBIE 000MOUKH, conveX hull). Mexny Toukamu (X, Ef/atom) = (0, 0);(1,0) mocTpoeHa Bbiykias 060104Ka.
®a3pl, pacnosoKeHHbIE Ha BBITYKJIOH 000JI0YKe, YCTOWYMBEI K pacnany Ha aneMeHTtapHbele Li u Ge wim npyrue
coenuHenus Li—-Ge. DHeprus oOpazoBaHUs ONpeessieTcs Kak:
E(Li,Gey) — xE(Li) — yE(Ge) .

x+y )

rae npu 0 K, E — nosiHasi BHyTpeHHsISI SHEPT s, BKIIOYAIOIIAsl SHEPTUIO HYJIEBBIX KOJICOAHUM, a MPU KOHEYHOU
Temnepatype — cBoboHast SHeprus [ nooca.

AE(LiyGey) =

Beimykisle  0007I0YKH, TOKa3bIBAIOIINE BCe CTaOWIBHBIE COEOWHEHUS (M HHU3KO3HEPreTHYECKHE
MeTacTabuiIbHbIE (a3bl), PACCUNTAaHHBIE C YIETOM SHEPIUH HYJIEBBIX KojeOaHNi 1 Oe3 yueTa SHepTuil HyJIeBbIX
koneOannii mokasanel Ha puc. |l.1 wm 1.2, coorBerctBeHHO. MBI y4iIM OSHTPONMHHBIA BKJIa] B
TEPMOJMHAMUYECKYIO CTaOMIBHOCTD. JIJIsl 3TOr0 MBI HCHOIB30BAI METO CyIepsiueek M KBa3UrapMOHHYECKOE
npubIMmKeHue, (METol, peaau3oBaHHBIA B makere Phonopy), mysi pacdyera konebaTeNbHBIX YacTOT M BKJIaAa
SHTPONHUU B CBOOOMHYIO 3Hepruto ['n60ca. luHamMudeckasi cCTabMIILHOCTb BCEX CTPYKTYp (Kak cTaOWIIBHBIX, TaK
M MeTacTabHIbHBIX) ObLIa TIOATBEPXKICHA OTCYTCTBUEM MHHMBIX KOebaTenbHbIX 9acToT (cM. puc. 11.3 u 11.4).

MBI OTpeIeNuIIg, YTO TEPMOANHAMUYECKH CTaOUITLHBIMHU BJISTIOTCS ceMb (a3: Ge (Fd-3m), LiGe (144/a),
Li;Ges (P3212), Li;sGes (Cmmm), LiisGes (|-43d), LiizGeq (F-43m), Li (Im-3m). dasa LisGey, cornacHo Hammm
BBIUHCIICHUSM, SIBIISICTCS METacTabWIBHOH, HO pacIiojaraeTcs OdYeHb OJIM3KO K BBIMyKiIoH obomouxu (0.8
mdB/atom mpu 0 K u 1.7 maB/atrom npu 300 K), omHako B pacderax Oe3 IHEpPTHH HYJEBBIX KOJeOaHMIt
OKa3bIBaeTCSA TEPMOANHAMHUYCCKH cTaOuiIbpHOM. Pa3a LijoGey Takke oKka3bIBaeTCsi O4EeHb ONM3KOM K BBITYKIIOH
obomouke (2 MdB/aTtoM 1 15 maB/atom nipu 0 K 1 300 K, cootBercTBerH0). Mcnonb3yst anroputm USPEX, mbl
TaKke cMOriu Oosiee TO4HO ompeaenuth crpykrypy LiizGes. Coemmuenue LizGeio, HalinenHoe pamnee
9KCIIEPUMEHTANIbHO, B HAIIMX pacyeTax SBISETCS METacTaOWIbHBIM, HO TaK)Ke HaXOJIUTCS O4YEeHb OJHM3KO K
BhINyKJIOH o6onouke (10 maB/atom u 5 maB/arom npu 0 K u 300 K, coorBercTBeHHO0). Bee HM3Konexaiue
MeTacTabuibHble (ha3bl MOTYT OBITH CTAOMIIM3MPOBAHBI KWHETHYECKH, U MOTYT MIpaTh pojib B OOpaTHMBIX
npolieccax IMKIMPOBaHus (JIMTHUPOBaHHE-ACIUTHHPOBAHNS), & TaKKe 00pa30BaThCs Ha MOBEPXHOCTH aHO/IA B
TBEPbIX MEXK(a3HBIX CIOSX.
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Pucynok 11.1. (2) Paccunrannas Beimykias o6osouka cuctems Li-Ge npu T=0 K ¢ yueTom sHeprHii HyIeBbIX
KoJieOaHHUH, CHHUE KPYKKH NPE/ICTABISIIOT CTaONIIbHBIE COSAMHEHUS], KPaCHbIE POMOBI — MeTacTaOHIbHbIC
ctpykrypsl. (b) ®a3osast nuarpamMma cocraB-temieparypa. (C) Kpucrammundaeckue CTpyKTyphbl pacCMaTpUBaEMbIX
coenuHeHui Li-Ge, 3eneHble aTOMBI M (PHOJIETOBBIE aTOMBI IPEACTABISIOT co00i Li 1 Ge cOOTBETCTBEHHO.
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Pucynox 11. Paccuntannas Boiykias ooonouka cucrembl Li-Ge mpu T = 0 K 6e3 yuera sHepruii HyJaeBbIX
KoneOaHuH.
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Pucynox 12. Kpusle qucnepcuu pOHOHOB, pacCUMTaHHBIE I CTA0WIBHBIX CTPYKTYp Li-
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Pucynox 13. Kpussle qucnepcun pOHOHOB, pacCUMTaHHbIE JJIsl METacTaOMIbHBIX CTpYKTyp Li-Ge.

DNEeKTPOXMMHUYECKUH MOTSHIMAI — Ba)XKHBIA MapaMeTp JIEKTPOAHBIX MATCPHANIOB B METallI-HOHHBIX
akkymymsaropax. Ecmm s aByx crabuinbHbIX coenuHeHni LinlGe m Lin2Ge mpoTekaer peakuus Ha MyTH
JIUTUMPOBAHMS:

Liy,Ge + (n, —ny)Li —» Liy,Ge,
Torna cpeaHuii NOTeHIMAT MOXKET OBITh paccUUTaH 1o hopmyie:
AG G(Liy,Ge) — G(Liy,Ge)  G(Li) )
= — = — + ,
q(ny —ny) q(ny —ny) q
I'ne G = E + pV — TS — cBoGonHas aneprus ' ub6ca, g — 3apsi1 MOHA JIUTHSL.
Ha puc. 1.5 mokazaHbl paccunTaHHblE HAMH CpEIHHME 3JCKTPOXUMHUYECKHE IOTEHLUABI JUIl CTAOWIIBHBIX

coequuenuii B cucreme Li-Ge.
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PucyroKk 14 DneKTpoXUMHYECKUH MOTEHIINAT OTHOCHTEIEHO METAIUTMIECKOTO JINTHS, PACCUUTAHHBIA IJIs
cTabWwIbHBIX coenunennii Li-Ge.




Jns craOMiabHBIX M MeTacTaOWIBHBIX coeauHeHuit B cucrteme Li-Ge MBI MOCTpOMJIM IMOTEHIHMAI
MAaIIMHHOTO 00YUYeHHUs ¥ IPOBENN pacyeT HOHHOM MPOBOJIUMOCTH U 3HAYCHUH aKTHBAI[IOHHBIX 0apbepoB.

[TocTpoeHue MoTeHIMaNa MAIIMHHOTO OOYY€HHs IJIsi MHOTOKOMIIOHEHTHOH CHCTEMBI HpEICTaBISET
c000if HECKOIBKO 00JIee CIOXKHYIO MPOIEeaypy, 0 CpaBHEHHIO ¢ ommcaHHOH Bhime. Ha puc. 11.6 m3obpaxena
cXeMa MOCTPOEHHS MOTEHIMAIa MAlIMHHOTO OOy4YeHHUs JUIi MHOTOKOMIIOHEHTHOH cHCTeMbl. OTnn4ns JaHHOU
CXEMBI OT OTHOKOMITOHEHTHOH CXEMBbI 3aKITI0YaI0TCS B HA00OpE AaHHBIX ISl TPEHUPOBOYHOM BHIOOPKH, 2 IMEHHO:
MIEPBONPUHIMITHAS MOJEKysipHas auHamuka (AIMD) nms mpenoOydeHmss W KilaccHdecKas MOJCKYISIpHas
JMHAMHKa BO BPEMs aKTHBHOT'O 00Y4EHHSI BBINOIHAETCS MAapaJIETbHO IS BCEX CTPYKTYP B MHOTOKOMIIOHEHTHOH
cucreme. [Iponcxomur oOydeHHe OJHOTO MOTEHNIHANAa OJHOBPEMEHHO Ul BCEX CTPYKTYp B CHCTEMe, a
KpPUTEpUEM BBIXOJIa W3 IIMKJIA aKTUBHOTO OOYYEHHs SIBIAETCS OTCYTCTBHE JJIsl BCeX KOH(UIypalui Bo BcexX
CTpyKTypax Kodh¢unueHtos sxcrpanossiuu 6onbine 11. Ha puc. 1.7 npencraBnensl pe3yabTaTsl BaauIaluu
JUISL SHEPTUH U CHIL

bnaromaps MonekynspHOW IMHAaMHKE, C IOCTPOCHHBIM IOTEHIMAIOM MAIIMHHOTO OOYY€HHMs, MBI
00HApYKUIU, YTO GOJIBLUIMHCTBO CTPYKTYP UMEIOT BBICOKYIO HOHHYIO HPOBOAMMOCTh 0koso 1072 — 107t Cm/cm
pu KOMHaTHO# Temmepatype (cM puc 11.8.) . Oxrako o6e ¢a3er LiGe, a Takxe LigGes n LizGer, yeTymaroT no
MOHHOH IIPOBOANMOCTH JIPYTUM CTPYKTYpaM, Ipu 3ToM IU(Qy3Hst 3aBUCHT OT HAIWIMS BaKaHCHH; PEakIny ¢
STHMH COEIUHEHHSIMH MOTYT OBITh JIMMHUTHPYIOUIMMH B JHTHHPOBaHWW/ IenuThannu. VicciaenoBanne myTer
mudy3un TUTHA B TUTHA-TEPMaHUEBBIX coequHeHUIX (puc. |1.9) moka3ano, 9T0 KOHIIEHTPAIUSI aTOMOB JIUTHS B
CTPYKTYpE OIpelelsieT TOMOJIOTHI0 ceTu AU Gy3MOHHBIX KaHAIOB. CBS3HM repMaHusi MOXKHO ONUCATh B PaMKax
xoHuueniuu Huntnsa-Knemma u npaBuna 8-N. UucTsrii repmanuii umeet 4 = 8 — 4 KOBaJIeHTHBIX cBsA3ell. Kaxkapiit
aTOM JIMTHS OTJIAET OAMH AJIEKTPOH repMaHuto, nodsromy nipu Li/Ge = 1 repmanuii umutupyer docdop, npu Li/P
= 2 repMaHuii IMUTUpYET cepy, rpu Li/P repmanuii uMutupyer ranoressl, a npu Li/P = 4 repmanuii n3onmpoBan
OT APYTHUX aTOMOB repMaHus. B coeqMHEHHAX ¢ BBICOKOM KOHLEHTpALUEH JTUTHsI TepMaHUl OKPYKEH aTOMAMHU
JUTUS ¥ M30JIMPOBAaH OT JPYTHX aTOMOB I'€pMaHHs, YTO MPHUBOAUT K TpexmepHoil (3D) muddysun mmtus. B
COCAMHEHUSX CpeIHEeH KOHIEHTpAllMM repMaHuil oOpasyer aByxueHTpoBble rantemn Ge—Ge, a muddysus
OCTaeTCsl TPEXMEPHOH, HO IUIOCKOCTH, NMEPHECHAMKYISAPHBIC TaHTeNbHBIM THHUSIM Ge—Ge, cTaHoBATCS Oosee
MIPEATIOYTUTENbHEIMU. B COeIMHEHUSIX ¢ HU3KOM KOHIEHTpalWeH JNTHS TepMaHWi HadWHAaeT oOpa3oBBIBATH
MATUYICHHBIC KOJbIA U 3BE3[bI, a AUGQY3Hs CTAHOBUTCA IBYMEpHOH (2D) ¢ MpOYHO CBSI3aHHBIMH aTOMaMH
JIUTHUS, KOTOpble He ANGGYHAUPYIOT B OTIIMUKE OT BHEUIHUX aTOMOB JIMTHS, Onvkallmx K konbuaM. Hamm
Pe3yNbTaThl MOKA3bIBAIOT, YTO JIMTHH-TEPMAHUEBBIC COCIMHEHUS SBISIOTCS MEPCIEKTUBHBIMU KaHIUIATaMH B
Ka4yeCTBE TBEPAOTEIbHBIX aHOJJOB, KOMIIO3UTHBIX aHOJIOB B JIMTHH-UOHHBIX WJIH JIUTHI-METAILIMYECKUX OaTapesx,
rJie BaykHa BbIcOKast AU dy3ust TUTHSI.

PesynbTaTel paboTh! Oy OIHKOBaHbI B cTaThe: losimovska A. V. et al. Thermodynamic stability and ionic
conductivity in lithium—germanium binary system //Applied Physics Letters. — 2024. — T. 124. — Ne. 16.
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Pucynox 15. Cxema nocTpoeHus IOTEHIHAIA MAITHHHOTO 00YYeHUs TSI MHOTOKOMIIOHEHTHOH CHCTEMBI.
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Pucynok 16a. OmuOku a5 BamuaamoHHoro Habopa ctpyktyp (180 koHdurypaiuii) B SHSPTHUAX HA aTOM

(MpB/atom) paccunTaHHBIX TS MOTEeHIMana Ha ocHoBe rev-vdW-DF2 dyrkimonana. AAE u RMSE o3nagatot

a0COJIFOTHYIO CPETHIOI0 OIHOKY U CPEAHEKBAIPATHYHOE OTKJIOHEHHE COOTBETCTBEHHO MEXK/Y pacueTaMu
METOJlaMU Teoprd (YHKIMOHANA IJIOTHOCTH U MOTEHIIHAIA MAIIUHHOTO O0YyUYeHHSI.
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Pucynoxk 11.7b. Omm6ku s Banuganuorsoro Habopa ctpykryp (180 xondurypanmii) B cunax (3B/A)
paccUMTaHHBIX JJIsl HoTeHIrana Ha ocHoBe rev-vdW-DF2 ¢yukuuonana. AAE u RMSE o3nauaror
a0COITIOTHYIO CPEHIOK0 OIMOKY U CPETHEKBAAPATHYHOE OTKIIOHEHHE COOTBETCTBEHHO MEKY pacueTaMu
METOZaMHU TeOPUH (DYHKIIMOHAIA TUNIOTHOCTH M MOTCHIIMAIA MAIIHHHOTO 00yYEHUSI.




logio (0, S/cm)
I -
w o w o w

I
W,
=}

Stable structures Metastable structures

Lorg Li;3Ges (177 meV) < LisGes (280 meV) @ LinGeg (136 meV)
® LiyGes(115meV) A LisGe; (55meV) B Lij,Ge; (162 meV) b) W LisGe (177 meV) > LisGeg (155 meV) LiGe** (215 meV)
LizsGeq (148 meV) <« Li;Ge; (89 meV) LiGe* (106 meV) 0.51 v Li;Ge; (125 meV) Li,Ge (134 meV) *  LisGey; (183 meV)
Vv LiisGes (75 meV) A LisGe (98 meV)
0.0
—
o -0.5
)
=10
e)
-
=15
o
—
O _
2 2.0
-2.5
-3.0

2.0 2.2 2.4 3.0 3.2 3.4 2.0 2.2 2.4 2.6 2.8 3.0 3.2 3.4

2.6 2.8
1000/T, K1 1000/T, K1

Pucynoxk 17. PaccunTanHasi HOHHAS IPOBOAMMOCTD KaK (DYHKIIHMS OT TEMIIEPATYPhI [J1s: (&) TePMOANHAMHUYESCKU
crabunbHbIX ¥ (D) MeTacTabmIbHBIX coequuenuii B cucreme Li-Ge. (CtabunbHbIe U METaCTaOMIbHBIC

COCITUHEHUS 3/1€Ch OIpPE/ICIICHBI 0€3 yueTa JHEPTUHU HYJICBBIX KOJICOaHMIA).

ITo uroram 310if padoThHI MOJIYUYEHBbI CIeAYIOLIHe BbIBOAbI:

1.

MbI npoBesiM JKCTEHCHBHBINi MOMCK OuHapHbIX crpykryp Li-Ge u onpenenwiaum Bce
TePMOAUHAMHYECKH CTa0WIbHbIe W MeTacTa0MJIbHbICe coelMHeHUsl. MBI y4/aH 3HTPONUITHBIN
BKJIaJ B ¢BO0OAHYI0 3Hepruio ['m60ca u onpenesiniu OKHA TePpMHUYECKOH CTa0WJILHOCTH IS BeeX
¢a3 B nanHoii cucreme. Hama pabora ycrpansier Bce CylleCTBYIOIIUE NPOTUBOPEYHUS] MEKAY
paHHUMH padoTaMu M MH(poOpPMaNuel, cofepskaieiicss B 0a3axX JaHHBIX.

MpblI nOpoBepMJM MNpOUEAYPY MOCTPOCHHMS MNOTEHHHATA MANIMHHOIO OOy4YeHMsl JUIA
MHOTOKOMIOHEHTHOIi cCHCTeMbI H MOATBEPIHIN HA/IEKHOCTH JAHHOT0 MOAX0/A.

Mbl noka3zaau, 4TO Bce coequHeHuss B cucrteMe Li-Ge 00/a7al0T NOBBILIEHHOW WOHHOI
NPOBOAMMOCTBIO, 4TO JeJaeT TAaKHe COeAMHEHMS] TEepPCNeKTHUBHBLIMH KOMIOHEHTaMH I
MaTepHaIoB B MOJHOCTHIO TBEPAOTEIbHBIX JUTHH-HOHHBIX akKkymyJasaTopax. Kpome Toro, Mbi
onpeneJuJii, YTO MOHHASI MPOBOJAMMOCTL NPH KOMHATHOH Temmepatype B coeguHeHusix LiGe,
Li7Gel2 n Li9Ge4 ycTynaer ocTaabHbIM (ha3amM JaHHOI cHCTEeMbI, U PeaKIMH ¢ Y4acTHeM AaHHBIX
(a3 MoryT OBITh JUMUTHPYIOIUIMMHU B 00paTUMOM Npoluecce JUTHHPOBAHNUS -1eTUTHHPOBAHMA.




Pucynok 18. Tpaekropuu audy3un HOHOB JINTHSI, PACCUUTAHHBIC C IIOMOIIBIO MOTEHIMAIA MAIIIMHHOTO
00yUeHMs.



Yacts 3. Coequnenus Na-Ge, K-Ge.

MBI NpOJOIDKWIIM HCCIEOBaHUE COCIMHEHWH TI'epMaHHMs W aHAJOTMYHO NPOBENU HCCIEeIOBaHHE
ounapubix cucreM Na-Ge m K-Ge. Ha puc. Ill.1 u puc. I11.2 n300paxeHs! BhITyKIIble 000J0YKH B JaHHBIX
OMHAPHBIX CHCTEMaX, 0TOOpakaroIue CTadIbHBIC M MeTacTa0mIbHBIE coenuaeHus. B cucreme Na-Ge, cormacao
HammM pacderaM 4 tepmoanHammyecku ctadmbHbIe (pas3er: NaGe, NaisGes, NagGes n NaisGes. B cucreme K-Ge
coriacHO pacueraMm 2 ctaOmibHBIX cTpykTypsl: KsGeir m KGe. Kak u panee, s BceX TepMOAMHAMIYECKH
CTaOMIIBHBIX COSIMHEHUH M HU3KOJETAIINX METACTAOMIBHBIX (a3 MBI MIPOBEIH PacyeT B KBa3UTapMOHHIECKOM
MPUOIIMKEHNN KOJIeOaTeIbHBIX YacTOT JUIA ONIPEeNICHIs BKJIaJa SHTPOIMH B cBOOOJHYIO 3Hepruto [ mb6ca. B
cucreme Na-Ge Obuio HaiijeHo uTO mHpW yBenuueHuH TemmepaTypel 10 350 u 200 K craHoBsiTcs
MeracTaOuiIbHBIMU cTPYKTYphl NaizGes n NaisGes, coorBercTBeHHO. A B crpykType NagGes mpoucxomut
¢azossrii nepexoa C2/m — P6s/mmc (moxpo6Ho Ha pucyske 111.3). B cucreme K-Ge Mbl Hanutu Gpa3oBsiil iepexos
KGe: P4-3n — P1 npu temnieparype 430 K, kxpome Toro, Mel Hatwi uto ¢aza KsGeiz npu Temneparypax Bblie
200 K cranoButcsi mMeracTaOWiIbHOW, a mpu Temmeparypax Bbime 100 K TepMoauHamMu4eckd CTaOHIBHON
cranoButcs (aza KiGezs (moapobro Ha pucyske 111.4).
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Pucynoxk I11.1. (2) Paccunrannast Beimykiast 06oso4ka cuctemsl Na-Ge npu T=0 K ¢ ydyerom sHepruii HyJaeBbIX
KoJIeOaHUH, CHHHIE KPYXKKHU MPEACTABIAIOT CTaOMIbHBIC COSIUHEHUS, KPAaCHBIE POMOBI — MeTacTabHIIbHBIC
cTpykTypbl. (b) Pa3oBas auarpamMma cocraB-Temneparypa. (C) Kpucraaiundeckue CTpyKTYpbl pacCMaTPHBaSMBbIX
coemunenuii Na-Ge, jxesITbie aTOMbI U (PHOJIETOBBIE ATOMBI ITPEACTaBIsIFOT 000 Na 1 Ge COOTBETCTBEHHO.
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Pucynok 111.2. (a) Paccunrtannas Beimykiast obonouka cucrembl K-Ge pu T=0 K ¢ yueTom sHepriii HyJIeBbIX
KoJieOaHHUH, CHHUE KPYKKH NPE/ICTABISIIOT CTaONIIbHBIE COSAMHEHUS], KPaCHbIE POMOBI — MeTacTaOHIbHbIC
ctpykrypsl. (b) ®azoBas nuarpamMma cocraB-Temreparypa. (C) Kpucraammdaeckue CTpyKTypbl pacCMaTPHBASMBIX
coenuHennit K-Ge.
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Pucynox 11.3 Dueprus odpazoanus daz NagGes.
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Pucynox 111.4 Dueprus oopazoBanus daz KGe.

B naHHBIF MOMEHT MBI 3aHMMAaeTCs MOCTPOSHHEM HOTEHIMAIOB MALIMHHOTO OOydeHHs B OMHAPHBIX
cucremax Na-Ge m K-Ge ans pacuera MOHHOM IPOBOAMMOCTH, ¥ TOTOBUM CTaThIO ISl IyONMKAIMM, OJHAKO
MOYKEM CJIeNaTh PEIBapUTEIbHBIC BEIBOIBL:

1. MbI H3y4njau TEPMOIMHAMHUYECKYIO CTAOMIIBHOCTH C y4eTOM 3HTPONUIHOIrO BK/JIa1a B CBOOOAHYIO0
sHepruio I'n66ca B 6unapubix cucremax K-Ge m Na-Ge, onpenennin Bce TepMOAMHAMHYECKH
cTadujabHble U MeTacTa0uiIbHbIe ¢a3bl, a TaK:Ke ONpeAeTWIN HHAYUHPOBAHHbIE TeMIlepaTypoi
(¢azoBbie nepexonnbl.



Yacrs 4. Li-Ge-P, Na-Ge-P, K-Ge-P

Taroke MbI paccMoTpenu Tpoitabie cuctemsl Li-Ge-S, Na-Ge-S, K-Ge-S. Ha puc. 1V.1 — V.3 noka3anst
(ha3oBbIe TUAarpaMMbl TPEXKOMIIOHEHTHBIX CHcTeM U3 0a3 manubix Materials project, OQMD u mamux USPEX
pacuetoB. B cucreme Li-Ge-S, cormacHo HammM pacdyetam, TOJIBKO cTpykTypa LisGeSs siBrstieTcst cTabubHOIM,
gro coriacyercst ¢ nanasiMu u3 OQMD, ommako B Materials project Li,GeS; taxske siBiseTcst cTaGuabHON. Mbr
HCIIONB30BANIN JAHHYIO CTPYKTYPY B HAIlIMX pacyeTax, U OHa 0Ka3ajach METacTaOWIbHON (PHEPTUs HAJ JIUHUEH
nexommosunuu 0.03 eV). B cucreme Na-Ge-S nanssie n3 6a3 JaHHBIX Tak)Ke HMEIOTCS pa3zinnyus. B wactHOCTH,
B OQMD, B orstmumu ot Materials Project umeetcs crabunbhast dpaza NasGeSs, KoTopast B HAIlIMX pacieTax TakKe
npucyTcTByeT Ha (azoBoit nuarpamme. Pacuersr meromom USPEX mnokasamm, yro B cucreme Na-Ge-S
CYILECTBYET ellle OJTHa CTPYKTYpa KOTOpas He Oblia u3BecTHA panee, Na1gGesS1o. B maHHbBIH MOMEHT MBI ICTAIBHO
U3y4aeM 3Ty CTPYKTYPY NMPUMEHHTEIBHO €€ MePCIeKTUB HCIOJIb30BAHUS B TBEPAOTEIbHBIX AIICKTpoiauTax. B
cucteme K-Ge-S naunsie n3 Materials project u OQMD Tax xe He copnanarot, B OQMD nmeercst paza KoGeSs,
KoTopas B Hammnx pacuerax USPEX taroke siBsieTcst cTaOuIbHOM, B oTimdud ot Materials Project.

B naHHBI MOMEHT MBI IUIAaHUPYeM NOCTPOCHHUE MOTECHIMAJIIOB MAalIMHHOTO OOYYEHUsS M HPOBEICHUE
pac4eToB HOHHOM NPOBOAMMOCTH HOCTIE 3aBEPIICHNS PACUSTOB HOHHOI IPOBOANMOCTH B coeanHeHnsax Na-Ge n
K-Ge.

Mo pe3yabraTam u3ydyeHus TpoiiHbix cucrem Li-Ge-S, Na-Ge-S, K-Ge-S mMo:kHO caeaTh BbIBOJ
4T0 HHpoOpMALMS U3 Pa3HbIX 0a3 JaHHBIX SIBJISETCS HENMOJIHOM, U TPeOdyIoTCsl AONOJHUTeIbHbIE pacyeThl.

Tax:ke HaMu ¢ ucnosab30BaHueM MeToga USPEX naiinena noBasi crpykrypa NaioGesSio.
Materials project oambD USPEX
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Pucynox V.2 ®a3oBbie iuarpaMmbl TpeXKoMIIOHeHTHOH cuctemsl Na-Ge-S.
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Pucynox V.3 ®a3oBbie AuarpaMmbl TPEXKOMIIOHEHTHOH cucTembl K-Ge-S.



Yacts 5. ["'asnoreHu b1 AUTHA

Tanorenup! autust, Takue kak LizY Cls, LisY Cls mpuBiekaroT BHUMaHKE UCCeq0BaTe el Garoaapst ux
BBICOKO# HOHHOM mpoBogumocT (0.5 MCwm/cMm 1 1.7 MCM/cM ipu KOMHATHOHM TeMIIepaType, COOTBETCTBEHHO [8].
Poncreennsie coequnenus coctasa LisMHals (M = In, Ga, La, Y, u xp.; Hal = F, Cl, Br, ) mpusnekaroT Taxxke
6onbmioe BHEManue [8-16]. Kpome Toro, HemaBHeM wmccnemoBanuu (HossOpp 2023 r.) rpymmer DeepMind
xkommanun Google [17] GbUT TpUMEHEH HCKYCCTBEHHBIM WHTEIUIEKT ISl aHaim3a mpuMepHo 421 Teicsuu
CTPYKTYp, cpean KoTopbiii 381 Thics4a HOBBIX, B TOM uucie coctaBa LisMHalg, uro Takke mpuBieksio u Haiie
BHMMaHHe. MHOTHE W3 HOBBIX CTPYKTYp coctaBa LisMHals momyduensr MeTomoM 3aMeHBI aToMa B H3BECTHBIX
paHee KpHCTAJUIMYECKUX CTPYKTypax. HecMOTpst Ha TO, 4TO JaHHBIE COCTaBbl HE COOTBETCTBYIOT 3asiBICHHBIM
paHee B JJaHHOM IIPOEKTE COCTaBaM, Mbl M3YYWJIM MOHHYIO IPOBOJMMOCTh B JIAHHBIX CHCTEMaX, TaK KaK OHH
NIPEACTABILIIOT CYNIECTBEHHBIH MHTEpEC ISl pa3paOOTKH HOBBIX aKKyMYJIATOPOB C TBEPIBIM DJIEKTPOJIUTOM H
SIBJISIFOTCS paHee He N3yYEHHBIMH.

Msi paccmotpenu coemunenust coctaBa LisMHals tpex mpoctpanctBenubix rpymm: C2 (LisInCls;
Li3LaBr6; Li3GaC|e; Li3InBr3I3); C2m (Li3LaBr6); P-3c1 (Li3|n|5; Li3LaBr6; Li3LB.C|5; Li3InF6). I[aHHLIe
COCTMHEHUS BBIOpAaHBI HaMH, T.K. Ha OCHOBE HAIINX NpPEIBAPUTEIHHBIX PACUETOB OHU SBISIOTCA JHOO
TEPMOANHAMHYECCKH CTAOMIBHBIMHE, JTHOO SBISIOTCS HU3KOAYHEPTeTHUSCKUMH METacTa0MIbHBIME (a3amu. Kak u
paHee, UIA MaHHBIX CHCTEM MBI MOCTPOMIN MOTEHIMAJIBl MAIIMHHOTO OOydYeHHs (BaUAAIlH IOTCHIIMAIOB
oTpakeHbl Ha puc. V.4-V.9) m mpoBenm pacueTsl METOAOM MOJCKYISIPHOH JWHAMHUKU 3HAYCHUA HOHHOW
pOBOAUMOCTH. VIOHHBIE TPOBOAMMOCTH M aKTHUBAlMOHHBIE 0apbepbl Uil JaHHBIX CTPYKTYp IIOKa3aHbl Ha
pucynkax V.1-V.3. B pesynprare MOJIEKYJISpPHO IUHAMHUYECKOTO MOJETHPOBAHMS MBI HAlUIM, YTO BCE
paccMoTpeHHbIe (ha3bl 06J1aaI0T XOpOLIEH HOHHOM IIPOBOAUMOCTEIO, peBbinatomei 1072 Cv/cM. Mbl Hamy,
yro B coemuHeHuH LisINFs HOHHAS MPOBOIMMOCTH SIBISETCS HAWOONbIICH, a AKTUBAIMOHHBIH Oapbep
nanmenbimM. Coenunenus LisLaBrs, LislnBrsls takke o6namaror npuMevaTebHON HOHHON MPOBOAMMOCTHIO
COTJIACHO HAIIUM pacderaM. /laHHBIC COCIMHEHUS SBIITIOTCS IEPCICKTHBHBIME KaHIUIATAMH Ha PO TBEPHAOTO
AIIEKTPOJIUTA B IOTTHOCTHIO TBEPIOTENBHBIX aKKYMYIIATOpax. TeMm He MeHee TpeOyeTcs JOTOTHUTEILHBIN aHaIH3
ANEKTPOXUMHUIECKON M TEePMHUYCCKOH CTaOMIBPHOCTH [aHHBIX COCTUHEHHH. B HacTOSMmuii MOMEHT MBI
MPOAOIDKAEM U3y4daTh ATOT KIACC COCOUHEHHH W TOTOBUM CTaThl0 Ui ITyONUKAIMH, OIHAKO JeJiaeM
MIpeBapUTEIHLHBIC BHIBOJIBI:

1. M1 BiepBbIe paccMoTpesiu coequHenusi cocrapa LisMHals Tpex npocrpancrBennsix rpynm: C2
(LizInCls; LisLaBrs; LisGaCls; LisInBrsls); C2m (LisLaBrs); P-3cl (Lizlnls; LisLaBrs; LisLaCls; LizInFe).
Bce paccMoTpeHHBIEe cOeMHEHMsI 00/12/1al0T NOBBIIIEHHOH WOHHOW NPOBOAMMOCTBHIO M SIBJISIIOTCS
MEePCNEeKTHBHBIMH KaHIWAATAMH HA HCIOJb30BaHHE B NMOJHOCTHIO TBEPAOTEIbHBIX AKKYMYJSITOpPax ¢
MEeTaJUIMYeCKUM JIUTHEM.
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Pucynok V.1. MoHHas mpoBOJMMOCTB Kak (DYHKLHUS OT TeMIIepaTyphl M aKTUBALMOHHBIC Oapbephl (YKa3aHbl B
ckobkax) st coenunennii LisMHalg ¢ mpoctpancTeenHoit rpymmoit C2.



1.0
0.51 ® LisLaBrg (377 meV)
0.0+
—
€ os
A J
b.. —-1.0 ®
o —-1.51
—
(@)}
_O —-2.01 ®
—2.51
[ ]
-3.01
L)
2.0 2.2 2.4 2.6 2.8 3.0 3.2

1000/T, K1

Pucynok V.2. HoHHas IpOBOAUMOCTS Kak (GYHKIHS OT TeMIIEPATyphl H aKTHBALOHHBIC Oapbephl (yKa3aHbl B
ckobkax) juist coenunenuii LisMHals ¢ mpoctpancTBenHoit rpymnmoit C2m.
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Pucynox V.3. NoHHas MPOBOANMOCTE KaK QYHKITUS OT TEMIepaTyphbl U aKTHBAIIMOHHBIE Oaphephl (YKa3aHbI B
ckoOkax) 1yt coenunennii LisMHalg ¢ mpoctpancTBenHoi# rpymmoit P-3cl
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Pucynok V.4a. Omu0Kku U1 BaIUIAIMOHHOTO HAOb0opa CTPYKTYP B SHEPrHsiX Ha aToM (MdB/aTom)
paccuMTaHHBIX IS MoTeHuana Ha ocaose PBE-D3 ¢ynkironana amst cucremst Li-La-Br. AAE u RMSE
03Ha4aloT a0COJIIOTHYIO CPEIIHIOI0 OIIMOKY ¥ CPEAHEKBAIPATUYHOE OTKJIOHEHHE COOTBETCTBEHHO MEKIY
pacdyeTaMy METOJaMH TEOpHH (pyHKIMOHAA IUIOTHOCTH U ITOTCHIIMAIa MAIIMHHOTO 00y4YeHNSI.
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Pucynoxk V.4b. Ommbku 11s BaiuIallioHHOro Habopa CTPYKTYp B cuiax (3B/A) pacuuTanHbIX 1is oTeHIMANA
Ha ocHoBe PBE-D3 ¢ynkuuonana ans cucrems! Li-La-Br. AAE u RMSE o3HauaroT abCOTIOTHYIO CPETHIOK
OIIMOKY M CPEIHEKBa[PaTHYHOE OTKIOHEHHE COOTBETCTBEHHO MEX/y pacueTaMy METOJIaMH TEOPHH

(hyHKIHOHAJA TNIOTHOCTH U TIOTEHI[MANa MAIIMHHOTO 00Y4eHHSL.
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Pucynok V.5a. Omu0ku 111 BAIMAANMOHHOTO HA00Opa CTPYKTYP B SHEPTHIX Ha aToM (MdB/aTom)
paccuMTaHHbIX IS OTeHnKana Ha ocaose PBE-D3 dynkiuonana ais cucremsr Li-La-Cl. AAE u RMSE
03Ha4aloT a0COJIIOTHYIO CPEIIHIOI0 OIIMOKY ¥ CPEAHEKBAIPATUYHOE OTKJIOHEHHE COOTBETCTBEHHO MEKIY
pacdyeTaMy METOJaMH TeoprH (pyHKIMOHAA IUIOTHOCTH U MTOTEHIIMAJa MAlIMHHOTO O0y4JeHNSI.
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Pucynok V.5b. Omu6ku a1s BaMIaIMOHHOTO Habopa CTPYKTYp B cuiax (3B/A) pacuntanHbIX 15 IOTEHIMANA

Ha ocHoBe PBE-D3 ¢yukironana st cucremsl Li-La-Cl. AAE u RMSE o3Ha4aroT abCoMOTHYO CPEAHIO0
OILIMOKY M CPEIHEKBAIPaTHYHOE OTKJIOHEHHE COOTBETCTBEHHO MEX/y pacueTaMi METOIaMH TEOPHHU
(hyHKIIOHAJIA TNIOTHOCTH M TIOTEHIMANIA MAIMHHOTO 00Y4EHHSL.
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Pucynoxk V.6a. Ommbku A7t BATHAAIMOHHOT0 HA00pa CTPYKTYP B DHEPTHsX Ha aToM (M3B/aTom)
paccuMTaHHBIX IS MoTeHmana Ha ocaose PBE-D3 ¢ynkimonana st cuctemsl Li-Ga-Cl. AAE u RMSE
03Ha4aloT a0COJIIOTHYIO CPEIIHIOI0 OIIMOKY ¥ CPEAHEKBAIPATUYHOE OTKJIOHEHHE COOTBETCTBEHHO MEKIY
pacdyeraMy METOZAaMH TeopuH (PyHKIIMOHAJA IUIOTHOCTH ¥ MOTEHIHANa MAIIMHHOTO 00yJIeHNUS.
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Pucynok V.6b. Omu6ku 115 BaTMIalMOHHOTo Habopa CTPYKTYp B cunax (3B/A) pacunranubIx 11 HOTeHIMANA
Ha ocHoBe PBE-D3 ¢yukionana ais cucremsr Li-Ga-Cl. AAE u RMSE o3Ha4aroT abCONOTHYIO CPEAHION0
OILIMOKY M CPEIHEKBAIPaTHYHOE OTKJIOHEHHE COOTBETCTBEHHO MEX/y pacueTaMi METOIaMH TEOPHHU
(hyHKIIOHAJIA TNIOTHOCTH M TIOTEHIMANIA MAIMHHOTO 00Y4EHHSL.




MLIP energy per atom, eV/atom

MLIP Force, eV/A

— y=x < AAE = 0.002 eV/atom
2761 | Togteet , A RMSE = 0.002 eV/atom
'.. 6 -
-2.78 s
A ’ 5 7
y -
-2.80 - : G 4 -
Q
. 3
o
Q
3 -
-2.82
R=0.99 27
-2.84 ,
1 -
-2.86 -
T T T T T T O =
2.86 284 282 280 278 -2.76 400 -2.00 0.00 2.00 4.00

DFT energy per atom , eV/atom

Error, meV/atom

Pucynox V.7a. Omm0Ku A7t BATHAAIMOHHOTO Ha00Opa CTPYKTYP B SHEPTHsX Ha aToM (M3B/aTom)
paccumMTaHHbIX IS OTeHnuana Ha ocaose PBE-D3 ¢ynkironana st cucremst Li-In-1. AAE u RMSE
03Ha4aloT a0COJIIOTHYIO CPEIIHIOI0 OIIMOKY ¥ CPEAHEKBAIPATUYHOE OTKJIOHEHHE COOTBETCTBEHHO MEKIY

pacdyeTaMy METOZAaMH TeopuH (PyHKIIMOHAJA IUIOTHOCTH ¥ MOTEHIHANa MAIIMHHOTO 00y4IeHHSI.

— y=x AAE = 0.032 ev/A
. Test set 6,000 + RMSE = 0.045 eV/A
2.00 1 .
5,000 H
1.00 ‘2
¢’ 4,000
>
’ 2
0.00 1 " o
g 3,000
. [
-1.00 4
¥ 2,000
. . R =0.984
-2.00 ’ - 1,000
T T T T T 0 - T T
-2.00 -1.00 0.00 1.00 2.00 -0.4 -0.2 0.0 0.2 0.4
DFT Force , eV/A Error, eV/A

Pucynok V.7b. Omu6ku 1ist BaMIAIMOHHOTO Habopa CTPYKTYp B cuiax (3B/A) pacuntanHbIX 15 TOTEHIMANA
Ha ocHoBe PBE-D3 ¢yukionana amst cucremst Li-In-1. AAE 1 RMSE o3Ha49afoT abCONOTHYIO CPEIHIO0

OILIMOKY M CPEIHEKBAIPaTHYHOE OTKJIOHEHHE COOTBETCTBEHHO MEX/y pacueTaMi METOIaMH TEOPHHU
(hyHKIIOHAJIA TNIOTHOCTH M TIOTEHIMANIA MAIMHHOTO 00Y4EHHSL.
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Pucynox V.8a. Ommbku A7t BATHAAIMOHHOTO HA00Opa CTPYKTYP B DHEPTHsX Ha aToM (M3B/aTom)
paccuMTaHHBIX TS MoTeHrana Ha ocaose PBE-D3 ¢ynkimonana st cuctemst Li-In-Cl. AAE u RMSE
03Ha4aloT a0COJIIOTHYIO CPEIIHIOI0 OIIMOKY ¥ CPEAHEKBAIPATUYHOE OTKJIOHEHHE COOTBETCTBEHHO MEKIY

pacdyeraMy METOZAaMH TeopuH (PyHKIIMOHAJA IUIOTHOCTH ¥ MOTEHIHANa MAIIMHHOTO 00yJIeHNUS.
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Pucynok V.8b. Omu6ku s BaMIaIMOHHOTO Habopa CTPYKTYp B cuiax (3B/A) pacuntanHbIX 15 TOTEHIMANA
Ha ocHoBe PBE-D3 ¢yukironana st cucremsl Li-In-Cl. AAE u RMSE o3nadarot aGCoFOTHYIO CPETHIO0
OILIMOKY M CPEIHEKBAIPaTHYHOE OTKJIOHEHHE COOTBETCTBEHHO MEX/y pacueTaMi METOIaMH TEOPHHU
(hyHKIIOHAJIA TNIOTHOCTH M TIOTEHIMANIA MAIMHHOTO 00Y4EHHSL.
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Pucynox V.9a. Ommbku A7t BATHAAIMOHHOT0 Ha00pa CTPYKTYP B SHEPTHsX Ha aToM (M3B/aTom)
paccuMTaHHBIX [UIs MoTeHmana Ha ocaose PBE-D3 dynkimonana st cucremst Li-In-Br-1. AAE u RMSE
03Ha4aloT a0COJIIOTHYIO CPEIIHIOI0 OIIMOKY ¥ CPEAHEKBAIPATUYHOE OTKJIOHEHHE COOTBETCTBEHHO MEKIY
pacueTaMu METOIaMH TeOpHH (DYHKIIMOHAJA IIOTHOCTH U MOTECHIIHANIA MAIITTHHOTO 00y YeHUSI.
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Pucynok V.9b. Omm6ku s BaTuaalMOHHOTO Habopa CTPYKTyp B cuiax (3B/A) paccunranubix as

notenpaia Ha ocioe PBE-D3 ¢ynkiuonana aius cucremsr Li-1-Br-1. AAE u RMSE o3HauaroT aGCoIIOTHYO
CPENHIOI OMMOKY ¥ CPEAHEKBAPaTUIHOE OTKIIOHEHHE COOTBETCTBEHHO MEXTy pacueTaMy METOIaMU TEOPHUH
(hyHKIIMOHATA IUIOTHOCTH U MOTCHI[HANIA MAIITMHHOTO O0yUYCHHS.
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6. ddexT 0T HCMOTB30BAHUSA KJIAcCTepa B JOCTHKEHHH 1eseii padoThl

bonpmras 49acTh BBINOJHEHHBIX pabOT OblIa INIpOBEeIEHa C HCHONB30BAaHHEM IIakeTa Ui
MOJIEKYJISIpHOAMHAMUYecKUX uccienoBannii LAMMPS, kortopelii mo3BonsieT 3(QGEKTHBHO HCIIOIb30BAThH
MHOTOIIPOIIECCOPHBIC BBIYUCICHUS, B TOM uucie Texnonsoruto GPU. B wactHocTH, mpoBeneHHE YHCIEHHOTO
MOJICTIMPOBAHMSI METOAOM MOJICKYJISIDHOW JWHAMHUKH Ha OOBIYHBIX pabOYMX CTAHIMSAX  SIBISETCA
TPYIHOBBINIOJHAMOMN 3ajadeil BCIEICTBHE OONBIIOrO BpeMEeHM cuera. [loaToMy HCIIONb30BaHUE KiacTepa
SIBIISIETCSI OTIPEICIISIFOLIMM JUTS YCHEUIHOTO JOCTYKEHHUS IIOCTaBJICHHBIX LEIIEH.

7. BieyaT/ieHHs1 OT padoThl KoMIIekca U AesiteasHoctd UBII HI'Y

Xorenu Obl BoIpa3uth 6aarogaprocts MBI HI'Y 3a BO3MOXXHOCTB IPOBOJIUTE pacyeThl Ha KIacTepe U
OTMETUTH NPO(PECCHOHAIN3M C KOTOPHIM MPOU3BOIUTCS aIMUHUCTPUPOBAHHUE KIacTepa.
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