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ITPOTHO3YBAHHY KPUCTAJITYHOI
CTPYKTVYPU 3 BUKOPUCTAHHAM I'rEHETNYHUX

VK 539

AJITOPUTMIB BIBJIIOTEKN ASE HA MOBI PYTHON

Poboma npuceauena po3pobuyi ma 6nposadicenmio mMemoodury NpoeHO3YS8aAHHA KPUCTAAIWHOT
CMPYKMYPU 3 BUKOPUCTNAHHAM 2EHEMUNHUT AA20PUMMIG, ihmeeposanur y bibaiomexy ASE
na moei Python. Ioednyrouu enyukicmo ASE 31 weudkicmio KAaCUMHUT Peaakcamopis i mo-
ynicmio memodie DEFT, naw nidrid 3HawHO 3HUNCYE 00MUCAIO8ANDHE BUMPAMU, 800HOUAC 30€-
piearowu npoerocmuywhy Haditinicms. Memoduka byaa nepesipena Ha NOAIMOPPHAT KpeMHe3eMY
(Si02), de mawa cucmema 0ara 3mo2Yy YCNIUWHO OOMUCAUMU AK 2400aAbHI, MAK | NOKAALHI
MIHIMYMU eHepeemuyHozo aandwapmy. Taxoorc docaidorceno inme2payito pPesarxcamopis Ha
ocno6i netiponnur mepeoic, maxux ax MACE ma AIMNet2, das nodasvuwozo npuweudwenis
npouecy nowyky. Lle docaidorcenns saxnradac octosy Ois edexmuerozo, macwmabosarozo U
MOYH020 NPOZHOCTNUYNHO20 MOOEAIBAHHA KPUCTNANIWHUT MATNEPIANIE.

Katwwo6i ¢a06a: TPOrHO3YBAHHSI KPUCTAJIYHOI CTPYKTYPHU, PEHETUIHUIN AJITOPUTM, €HEDP-
reTudHU JaHAmadT, moaiMopdu KPUCTATIIHOrO KpeMHe3emy, SiOq, pesakcarlisi CTpYKTYPH,

ASE, GULP.
1. Beryno

Begynunnnit po3BUTOK JI0CHKOI TTUBiTi3aIil morpe-
Oye iHHOBAIIITHUX TexXHOJOTiH. /I IXHBOTO YCIIiIHO-
I'0 BIIPOBaJ?KEHHS IMOTPIOHO CTBOPEHHSI HOBITHIX Ma-
tepianiB. OmHak mporpec y miif rajysi 4acto ymo-
BIJIBHIOETHCS TPAIUITIHHAMEI METOJIAMU JOCIIXKEHH T
MaTepiaJis, gKi € piHaHCOBO BUTPATHUMHU, TPYAOMIC-
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TKUMHU §i BHAMPOOOBYIOTH HAIIOJIETJIUBICTD AOCIILTHU-
KiB. TexHnosorigamit mporpec yMOXK/JINBUB aBTOMAaTH-
3allif0 IIHOTO IPOIECY IIJISIXOM 1HTerpallii HOBUX KOM-
[IOHEHTIB, TaKNX $K KOMII'FOT€PHE MOJIEJIOBaHHS it
[IPOrHO3YBaHHS CTPYKTYpH [1,2], y crangaprHuil po-
Ooumif mporiec JOCTIIKEHHsT MaTepiaiB.

OCHOBHUM KOMITOHEHTOM I[HOT'O IUKJIY € TEXHOJIO-
risl MPOrHO3YBaHHS 1 cCMHTE3y cTPyKTypu. [Ipobiemu
IIOB’s13aHi He JInIIe 31 MBUIAKICTIO Ta TOYHICTIO AJI-
TOPUTMIB TIPOTHO3YBaHHs, a i i3 MPaKTUIHOIO 3HAa-
IYIIICTIO TPOTHO30BAHUX CTPYKTYp. B imeasi, Taki
MIPOTHO3W MOBUHHI CIIpUATH Oe3mocepeHiit eKcrepu-
MEHTAJIBHIN peaJi3allil 3a1rpoIIOHOBAHUX CIIOJIYK Y JIa-
GopaTtopuux ymoBax [2]. Tanysb o6UnCIOBAIBLHOIO
IIPOTHO3YBAHHS MAaTePiaJliB MBUJIKO PO3BUBAETHC U
MBUIKO OIAHOBYE HOBI MeTOmM, Taki K 3acobm Ma-
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NIMHHOIO HABYAHHs, HEHpOHHI Mepexi Tomo |3, 4].
BinpmmicTs anropurMmis st mocATHEHHS €T MeTH Oa-
3yIOTbCS Ha 3HAXO/KEHHI TTOOAIbHUX 1 JIOKAJTHHUX
MiHIMyMiB 6araTOBUMIPHOI'O €HEPIE€TUYHOIO JIAH/ITIa-
dry (puc. 1) [5].

Eneprernannii tananadT MOXKHA, ySIBUTH sIK 0e3-
[IEPEPBHY TOBEPXHIO, 0 CKJIAJAETHCA 3 HECKIHIEHHOT
KIJTbKOCTI TOYOK, KOXKHA 3 SKHUX BIJIIIOBijIa€ MEBHO-
My 3HAYEHHIO eHeprii Ta, B CBOIO Yepry, YHIKaJIbHIi
aTOMHIM KOHMIryparii. Y mpoMy MpeacTaBIeHHI Bep-
THKAJIbHA BiCh BiIOOparkae eHePrilo CUCTEeMU, TOJI sIK
TOPU3OHTAJIBHI OC1 Bi/IMTOBIAIOTH CTPYKTYPHUM MTapa-
MeTpaM, fKi MoKyTh 3MminoBarucs (puc. 1). Hanpu-
KJIaJI, 11l TapaMeTpUu MOXKYTh OyTH BEKTOPAMU I'PATKHI
I aTOMHUMHU IIOJIOJKEHHSIMU B eJleMeHTapHIl KOMip-
11i, YUsI KOJIEKTUBHA 3MiHA BI3HAYAE JOCTYIIHI 00J1aCTi
sganmadry.

YV KOHTEKCTI IPOrHO3yBAHHS CTPYKTYPH IIEHTPAJIb-
HOIO METOIO € BU3HAUEHHS MiHIMyMiB eHeprii, IK IJIo-
OaJIbHIX, TaK 1 JIOKAJIHHUX, Ha MMOTEHIIATLHOMY eHep-
reruanomy JjanamadTi. [mobaspuuit MiniMyM Bismo-
Bijae HaANOLIBIN TEPMOJMHAMIYHO CTaOIIbHINA CTPY-
KTypi, fKa TaKOXK € HANIMOBIPHIIINM KaHIAJIATOM
JUI YCIIIITHOTO €KCIIEPUMEHTAJIBHOTO CHUHTe3y. Bo-
JHOYAC, JIOKAJbHI MIiHIMyMH MPeICTaBISIOTH MeTa-
cTabipHi KOoHDIrypartii, ski, xoda #i MEHI CTabiIb-
Hi, BCe 2K MOXKYTh BUSIBJISITUCH €KCIIEPUMEHTAJIBHO 32
[IEBHUX TE€PMOJMHAMIYHUX ab0 KIHETHIHUX yMOB.

st imenTudikamii mux MiHIMyMIB BHKOPHUCTOBY-
IOTHCSl PI3HOMAHITHI TONIYKOBI aJITOPUTMU, TaKi K
nepecrpubyBanus depe3 Gaceitn (basin hopping) [6],
ctpubku mo minimymax (minima hopping) [7], mera-
nuHamika [8], imitamist Bigmasay (simulated anneali-
ng) [9], a TakoxK onTuMmizaliist poro YacTHHOK (particle
swarm optimization) [10]; mus. puc. 2, a-2, e). V wniit
poboTi MM BHUKOPHUCTOBYEMO T€HETUYHUN AJTOPUTM
(puc. 2, f) [11], sikuit mae moxkusicTh edeKTHBHO
JIOCTIPKYBATH i1 aHAII3yBaTH BeJIMKI obJacTi eHep-
PETUYHOTO JIAHIIIAMTY 3 IPUIAHSITHOK TOYHICTIO.

Meroro 1i€l poboTu € po3pobKa edEeKTUBHOI Me-
TOMOJIOTIT JOCTIIKEHHST eHepreTUIHUX JIaHImadTiB
[IJITXOM ITO€THAHHS T€HEeTHIHUX AJITOPUTMIB, peaJri-
zoBanux y 6ibuioreni Python ASE (Atomic Simulati-
on Environment) [12], 3 o6unciroBajbHIME TTAKETAMI
GULP [13] i Quantum ESPRESSO [14]. Ileit inTe-
rpoBaHMIt MiIXia OyB Po3pOOIEHUiT /115t 3a0e3eIeHHs
TOYHOTO f IPUAHSATHOIO 3 MOLJISATy OOUUCTIOBAIBHAX
pecypciB cocoby BU3HAYUEHHS TMTOOATBHUX MiHIMYMIiB
CKJIQ/THIX €HePreTHIHUX [TOBEPXOHbD.
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2. MeTogoJiorist o64ncjaeHb

Ycmimue 3acTOCYBaHHS T€HETUIHUX AJTOPUTMIB 3a-
JIEXKUTH BiJl BUKOPUCTAHHSI OOYMC/IIOBAJIBHUX “KaJlb-
kyagropis”. Ui imcrpymenTn mnoBuHHI OyTH 31a-
THI He JINIE OIIHIOBATU IOBHY €HEPTiI0 CTPYKTYD-
KaHJIMJIATIB, ajle 1 BUKOHYBATA CTPYKTYPHI peslakca-
1ii, To6To omTUMizyBaTH aTOMHI KOH®Iryparii, mob
3HAUTH HAROJIMKIU JIOKAJIbHAN MiHIMyM eHepril Ha
JrasamadTi.

l'enernynwmit ajaropuT™M peasi3oBaHO HaMU 3aCO-
6amu 6i6morekn ASE, cTBOpenol Ha OCHOBI MOBH
Python [12], Toxi sk cTpyKTypHI pesakcanil BUKOHY-
IOTBCS 32 JIOIIOMOTOIO JIBOX JIOJIATKOBUX KaJIbKYJIATO-
piB, GULP [13] i Quantum ESPRESSO [14]. GULP
BUKOPHUCTOBYE KJIACHYHI IMOTEHITIaJI Ha OCHOBI 3aKO-
uy Kysona [13], mo npussoaurh 10 HUXKYOI TOUHO-
CTi, aje Ja€ 3MOTY MPOBOIUTH OIIIHIOBAHHS HAOATATO
mBuamne. Haromicrs Quantum ESPRESSO coupae-
ThCsl Ha Teopito dyHkuionaxy rycruan (DFT) [15,16],
3a0e311e9IyI0un 3HAYHO BUIIY TOYHICTH 3aB/IAKN 3Ha-
9HO OLIBIIIMM OOYUCIIOBAIBHAM BATpaTaMm. Bukopu-
CTOBYIOUHN CHJIbHI CTOPOHM ODOX IHCTPYMEHTIB, HAII
miaxin nepenbadae Bukopucraniss GULP jyrst msu-
KOI'0 II0OYaTKOBOI'O CKPHWHIHIY CTPYKTYP-KaHJIWIATIB,
i3 MosIA/IBINNM YTOYHEHHAM 3a JiornomMoron Quantum
ESPRESSO nyia 3abesnedenss HAIIHOTO i TOTHOTO
BU3HAYEHHS MIHIMYyMiB €Heprii.

lemerwynnit aJropuT™M MPAIOE K iTepariitHuit
npouec [12] (puc. 3), me KoxkHa iTeparis Ha3uBae-
ThCsI TOKOJIHHAM (a0 nomyssiniero). ITonyk nounsa-
€THhCS 3 TTOYATKOBOI MOITYJIAIl BUMAIKOBO 3reHePOBa-
Hux crpykryp. llicas ominkum ixHIX eHepriit orpuma-
HUI PO3MOILT BinoBiae HabOpy BHUIAIKOBO PO3KU-
JIAHUX TOYOK 110 BCbOMY €HEPreTUYHOMY JaHIImadTy.

Ha nmacrynmaOMYy Kpoli CTPYKTYpH-KaHIAJIATH OIli-

HIOIOThCA ¥ BHOPSJIKOBYIOTHCA BIJITOBITHO IO IXHIX

Puc. 1. BaratosuMipHi eHepreruasi sanamadTn [5]
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Simulated Annealing
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Puc. 2. Pizui Mmeroau onTumizaril riobajibHIX
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Puc. 3. IteparnsHuii rerernannii agropurym [11,12]

enepriit. Koxxna cTpykTypa crodaTKy peslakcyeThCs,
a 1oTiM Bu3HavaeThes 11 Kinnena eHeprisg. CTpykry-
PU BHOPSJIKOBYIOTHCS 34 MUMU 3HAYEHHSIMU, TPUIO-
My KOHDIrypartist 3 HAHUKIOI0 €HEPTi€io MPeICTaB-
Jisie HajicTabimbHinTe po3ranryBanis. Hacrymre moko-
JIiHHST Oy/IyeThcs 3 cyminr BuOpanHux (ppakiiii: 1me —
IIMHOXKIHA HAHKpAIUX CTPYKTYDP, IMEPEHECEHUX 3
MIOTIEPETHHOTO TTOKOJIIHHS; YJACTUHA MYyTOBAHUX Bapi-
aHTiB, OTPUMAHUX MLITXOM 3aCTOCYBAHHS OIEPATOPIB
MyTaIlil JI0 HasiBHUX CTPYKTYpP, 1 9aCTKa HOBOCTBO-
pPEHUX BUIAJKOBUX CTPYKTYP, AHAJOTIYHAX THM, IIIO
HaJIe’KATh MOYATKOBIN momyJrsrnii. [leit muka perakca-
Iisi—OIliHKa—BUOIP ITEPATUBHO MTOBTOPIOETHCSI, TOCTY-
[IOBO CIIPSIMOBYIOUH IIONIYK oOsiacTeil Jjanmadry 3
HUXKYOIO €HEPTI€Io.

Omneparopu MyTaliiif BiZirpaloTh BUPIMIAIBHY POJIb
y IIiif eBOJIIOMIHI#M cxeMi, JJaf0un 3MOTYy JIOCJIi Ky Ba-
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Minima Hopping

MinimMyMmiB eneprernanoro sjanmmadTy [11]

TH JIOKAJIbHI MiHIMyMH HABKOJIO OATHKIBCHKUX CTPY-
KTyp. 3aB/sIKH KOHTPOJIbOBAHUM 30ypPEHHSIM BOHH
3a1obiraloTh MmepevacHiii KOHBEPreHIll, Jaovu aJ-
FOPUTMY MOKJIUBICTh YHUKHYTHU JIOKAJBHUX IACTOK
Ta edeKTUBHiIIEe BUOIPKOBO JOC/III>KyBaTH HABKOJIU-
mHi obsacti enepreruunoro jangmadTy. Hamn 6y-
JIO BUKOPHUCTAHO TPHU THUIU otepaTopis myrariii. Orte-
patop cnaprosanna (cut-and-slice) nmoeanye sl Ga-
TBKIBCbKi CTPYKTYPH, PO3PIi3ai0vn X B3/I0BXK IIJIOTIIH-
HU it OOMIHIOIOYM X YACTUHU JIJIsi CTBOPEHHSI TIOTOM-
CTBa, TUM CAMHUM YMOXKJIUBJIIOIOYN [T€PEHECEHHsT CTa~
O1IbHIX ATOMHUX PO3TAITYBAaHb Bil OIHIET CTPYKTYPH
JI0 HACTyIHOTO mokoJiHHs. Onepartop deghopmysa-
Ha (Strain) BBOIUTH BUNAJKOBI 3MiHM JI0 TTapaMeTpiB
€JIEMEHTAPHOI KOMIDKHU, IOJIETTIYIOYN JTOCIIIIZKEeHHSI
cycimHix obsacreii emepreruanoro Janmmadry. Ha-
perri, onepaTop m’axoi mymauii (softmutation) 36y-
DIOE ATOMHI TIOJIO2KEHHS B3/I0BXK HU3bKOYACTOTHUX
KOJIMBAJIbHUX MO/, OI[iHEHUX 33 JIOIIOMOI'OI0 IIPOCTOI
MOJIeJIi TAPMOHIYHUX 3B S3KIB, TUM CAMUM CIIPUSTFOYN
edeKkTuBHIl BUOIPIII CTPYKTYPHO PEJIEBAHTHUX KOH-
dirypamiit [17-20].

Ilin wac BUKOHAHHA aJIrOPUTMY, KAJIBKYJIATOD
GULP B 0oCHOBHOMY BUKOPUCTOBYBABCS JIJIsi IIPOBE-
JIeHHsI MBUJKHUX OIIHOK y KIJIBKOX MOKOJIHHSX (I0-
nyssiisx). [onyk 3aBepiyBaBest micisl JOCATHEHHST
3a3/1aJ1eTi b BUSHAYEHOrO0 KPUTEPIito 301KHOCT, sIKuit
BU3HAYABCH $K IIOBTOPDHA IOSBA 1IEHTUYHUX CTPY-
KTYp Ha JiarpamMi eHepris—IpuIaTHICTD, 10 Oy/e e-
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TaJbHie po3mIgHyTo Huk4e. Ls nmpornenypa mae Ha-
Oip CTPYKTYp-KaHIUJIATIB i3 cUMETPi€io Ta reoMeTpi-
€10, IO Jly’Ke HAraJyloTh IIb0BYy (eranoHHy) ¢dasy.
IIi BubpaHi CTPYKTYpH 3r0J0OM YTOYHIOIOTHCS IILIsi-
XOM OCTATOYHOI PEJIAKCAIlil 33 JOIMOMOTOI0 KAJIbKYJIs-
topa Quantum ESPRESSO. Baxuimpo, 1o 1ieit eran
BUMarag€ JINIe KiJIbKOX JEeCATKIB IUKJIIB OOYMCIeHb,
Ha BiJIMiHY BiJI COT€Hb IMKJIiB, BUKOHAHUX Ha €Ta-
Il TIOYaTKOBOIrO AOCJiMKeHHs 3a gornoMoroio GULP,
3aBJSIKU YOMY MOXKHA, JOCSII'TU 3HAYHOI EKOHOMII 3a-
raJIbHUX OOYUC/IIOBAIBHUX BUTPAT.

Bukonyroun pospaxyuku meronoMm DFT, gk moua-
TKOBY iH(OPMAII0 MU BUKOPUCTOBYBaJIU KPHUCTAJIi-
9HI CTPYKTYPH, TONEPETHBO PEJTAKCOBaHI 3a JOITOMO-
roro GULP. CrpykrypHi onTumizariii TpoBOIHIIAC 32
mornomoror Quantum ESPRESSO v6.8 [14, 21, 22]
3 BUKODUCTAHHSIM KBa3iHBIOTOHIBCHKOI'O AJINOPUTMY
BFGS, winiMizyroun gk 3arajbHy eHepriio, Tak i
mixkaTomui cuau. OOMIHHO-KOpeJAiianit (pyHKITIO-
HaJI OyJ10 PO3IVIAHYTO B PAMKAX y3araJbHEHOrO I'Pa/Ti-
enrHoro nabsmxkens (generalized gradient approxi-
mation GGA) Perdew—Burke-Ernzerhof (PBE) [23],
peaJri3oBaHOTO 3 BUKOPUCTAHHSIM IICEBJIONOTEHITIAJIIB
PBEsol i meToma mpoeKTOBaHO-I0MOBHEHNX TLJIOCKUAX
xBHUJIb [24]. Bukopucrana eHeprist BijcideHHs MI0CKOT
xBui, mo gopisaioe 80 Ry. Penakcarii Ta pospaxyn-
KU CaAMOY3T0/IZKEHOT'0 II0JIS IIPOBOUIINCS 38 JOIIOMO-
rofo cxemn Mounkxopcra—Ilaka 3 BUKOpUCTAHHAM Ci-
TKHU po3MipoM 8 X 8 X 8 3 k-TOYOK JjIs MOJIETIOBAHHS
3ouu Bpinaoena.

3. PesysabTraTtnn Ta 06roBOpeHHS

Jtst mepeBipKu it miATBepIKeHHsT ePeKTUBHOCTI Ha-
ol MEeTOJMKHU MU 00pajin MaTepiaj, sSKuil BUPa3HO
JIEMOHCTPY€E HASIBHICTH TJIODAIBHOTO # 6araTrbox Jio-
KaJbHUX MIHIMyMiB B €HEPTeTUIHOMY JIaHIIadTi.
Hiokenn xkpemtiro (SiO2) [25] 6yso obpano aist 1miel
MeTH 3aBJIgKH fforo 6araromy nosiMopdiszmy (puc. 4).
3okpema, crabiipbHa (asza 3a yMOB HABKOJMIITHBO-
ro cepezioBuina (-KBapil) CJIyKATH TI00aIbHUM Mi-
HiMyMOM, ToAl aK Meracrabinbhi dasu (raki gk [S-
KBapll, - Ta (-KpUCTOOAJIT, TPUIUMIT, KEATHUT, KOe-
CHT 1 CTINIOBIT) € JIOKAJIBHUMU MiHIMyMaMH.
PesynbraTu, orpuMani Jjisl HMOC/IIIOBHUX IIOITYJIsi-
i, 3pyYHO Bi3yaJli3yBaTu 3a JOIOMOIOI0 Jiarpam
eHeprig—npugarHicts (puc. 5), 1e eHeprig KOXKHOI
CTPYKTYpHU BifoOparkaeTbCs 3ajIeKHO Bizm HOMepa 11
TTOKOJTIHHS Ta 11 mo3uIlil B 1boMy moko Tinai. Ha mmx
JiarpaMax KOXKHA CTPYKTypa IIPEJCTaBJIEHA KOJIBO-
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Puc. 4. PazoBa miarpama KpeMmHesemy [25]

POBOIO KPAITKOIO: MOYATKOBA BUITAJIKOBO 3reHEPOBa-
Ha TOMYJISAIs BiJOOPAKAETHCH 3€JIEHUM KOJIBOPOM;
CTPYKTYpH 3 HANKpaIlIUMU ITOKA3HUKAMU BHUJILIEH]
dioseToBUM, CHHIM, *KOBTUM i I€PBOHUM KOJIHOPAMU
(mo BimnoBimae IXHLOMY CTBOPEHHIO PI3HUMH Ollepa-
TOpaMU MyTallil); & YOpHI KPAIKHA MO3HAYAIOTH CTPY-
KTypH, 10 OyJid BiAKUHYTI Yepe3 HaITO BeJUKuit 00’
€M TXHBOI eJIEeMEHTapPHOI KOMIPKH.

IlopiBHsAHHS BCIX YOTHPBOX JiarpaM JIEMOHCTDYE
BUPA3HY 3aKOHOMIPHICTB: Ile — HAABHICTH YiTKHUX T'O-
PU30HTAJIBHUX JIHIN, YTBOPEHUX CTPYKTypaMu 3 Ppi-
3HUX ITOKOJIiHb, KOXKHA 3 fKAX DO3TAIlOBAaHA Ha Xa-
pakTepHOMy eHepreruyHomy pisHi. Il sinil Binmosin-
aloTh JIOKAJIBHUM 1 TJIODAJLHUM MiHIMyMaMm eHepre-
TUYIHOTO JIAHAMAMTY. ¥ IIHOMY BUIAJKY HAWHUAKYIA,
JIiHIA BIJITOBi/Ia€ -KBapILy, TOJI SIK BUIIE PO3TAIIO-
BaHi JiHIT BiAmoBiga0Th MeTacTabinmbauM a3am, Ta-
KUM $IK B-KBapll, Q- Ta S-KPUCTOOAJIT, TPUIUMIT, Ke-
artur i crimosit. [Tapamerpu Beix nux cTpykTyp Oy/u
YCHIITHO PO3PaX0OBaHi, 38 BUHATKOM KOECHUTY, IKUI He
OyB imenTudikoBaHUil Yepe3 BiIHOCHO BEJIMKWII PO3-
Mip #foro ejileMeHTapHOT KOMIPKH, OCKIJIbKU TaKi Mac-
mTabHi pO3paxyHKu He Mepeadavancs B MBOMY J0-
cimkendi. et pe3yabTar miIKpecioe 3aTHICTD 3a-
IIPOITOHOBAHOI METOJIMKYU BPAaXOBYBaTH HE JIUIIE Tep-
MOJIMHAMIYHO CTabULIbHY a3y, a i MUPOKUil CIeKTP
MeTacTablIbHuX MOIiMOPMdIB, THM CAMUM ITiIKPECITIO-
09H 11 e(DeKTUBHICTD JJIsT MPOTHO3YBAHHS CTPYKTYP
Y CKJIQJITHUX €HEPreTUIHUX JIaH,JIIIIaCbTa.X.

s 9iTKOro TOpIBHAHHS MMepeidadeHi CTPYKTY-
pP¥ pa3oM 3 BiJIIOBIITHUMHU €TAaJJOHHUMHU CTPYKTYpa-
mu 3 6asu gannx Materials Project [26] mpeacrasie-
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Puc. 5. Pesynbraru remepanil momyssmnil kpeMHe3eMy. 3eJI€HI Kojla IPEACTaBIA0Th BUIIAIKOBO CTBOPEHI CTPYKTYPH; POXKEBi —
e HafKpallli CTPYKTypU 3 IOIEePeIHbOl MOILYJIsIil; ChHi, >KOBTi iI 4epBOHI — Iie CTPYKTYPH, OTPUMaHi BapiallilHUMU OIIepaTo-
paMu criaproBaHHsI, M’sIKOI MyTalil Ta aedopmaril, BiANOBIIHO; YOPHI — Ile CTPYKTYPH, BUJAJEHI 3 IOIIYKY Yepe3 HeaJleKBaTHI

napaMerpu. EHepriss BUMipIOETbCSI B €JIEKTPOH-BOJIBTAX

Puc. 6. Kpucrasidui crpykTy-
pH, o BiamoBigamTh TAbI. 2.
ITomapanyesi cdepu mpejcras-
asioTh aromu Mg, cuni cde-
pu Bigmosimarore aromam Al
a 4epBOHI cdepu 03HAYAOTH
aromu O. Kpim Toro, moma-

paH4eBi 6araTorpaHHUKN HaMa-
JIOBaHO HaBKOJIO mo3urgiit Mg,
a cuHi — HaBKoJsiO mosuiliii Al
VYci Bizyastizanil KpuCTaJIiYHUX
CTPYKTYP CTBOPEHO 3a JIOIIOMO-
roto nporpamu VESTA [27]

vOo B Tabi. 1. Jlng 3abe3nedeHHst y3roKEHOCTI KO-
JKHA CTPYKTypa OyJia peTejibHO MOBTOPHO PeJIaKCO-
BaHa 3a jornomoroio Quantum ESPRESSO 3 Bukopu-

CTAHHSAM IJIGHTUIHUX OOYUCIIIOBAJIBHUX MAapaMeTPIB.
CrpykrypHa OAI0HICTL TTOTIM 6yJia KiTbKICHO BU3HA-
JeHa, NMIJIAXOM OOYHMCIeHHsS KOCHMHYCHOI BimcTaHi Mix
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Tabauus 1. PesynbraTn, OTPUMAaHi €BOJIOLiMHUM HOIILYKOM

(BepxHill psinok) i penakcaniero ctpykTyp 3 Materials Project (au»kuiii psiiok)

Hassa abe, i afBn,° IIpocToposa Eneprisi/aTom, KO.CI/IHyCHa
rpyna Ry BigCcTaHb
Q-KBapI| 4,961 4,961 5,452 90 90 120 152 —42,767192 0,0
mp-7000 496 4,96 5,452 90 90 120 152 —42,767615
B-xBapiy 5,081 5,081 5,562 90 90 120 180 —42,76719 0,0039
mp-6922 5,081 5,081 5,562 90 90 120 180 —42,767187
B-Tpugumir 5,254 5,254 8,575 90 90 120 194 —42,766982 0,0
mp-559091 5,254 5,254 8,575 90 90 120 194 —42,766976
[B-kpucrobamiT 7,430 7,430 7,430 90 90 90 227 —42,766908 0,0355
mp-8352 7,430 7,430 7,430 90 90 90 227 —42,766929
Crimosir 4,192 4,192 2,6805 90 90 90 136 —42,762639 0,0069
mp-6947 4,193 4,193 2,680 90 90 90 136 —42,762690
O roopuT 4,543 4,543 4,543 90 90 90 225 —42,684103 0,02
mp-10064 4,545 4,545 4,545 90 90 90 225 -42,684113
TigpodimiT 4,082 5,039 4,497 90 90 120 60 —42,581702 0,0025
mp-10498 4,082 5,041 4,497 90 90 120 60 —42,758837
Tabauus 2. Cucrema Mg—Al-O. CrpykTypu 3 Materials Project
(mepwii gBa psiaku) i pesysabsraTé eBosroniiiHoro nmoumryky (mosnadeni sik MgAlO-N)
o IT i
Hazsa abe (A) apBy(°) p:;;EEOBa EHeIg;H/aTOI\L
mp-3536 8,109 8,109 8,109 90 90 90 227 ~54,741383
mp-5857 8,672 2,794 9,969 90 90 90 62 —54,735592
MgAlO-1 3,010 14,010 7,006 90 90 90 63 —54,735508
MgAlO-2 4,903 15,213 5,291 90 111,16 90 9 —54,729543
MgAlO-3 14,769 10,307 5,041 90 90 90 43 ~54,729471
MgAlO-4 15,922 5,064 9,756 90 90 90 22 —54,726328

fingerprint BekTopamu [28], 1e 3HAUEHHS HyJIb O3HA-
qaJio iJieasibHy BimnosinnicTe. Ha ocHOBI 11b0T0 anasti-
3y OyJI0 MATBEPIKEHO, IO CTPYKTYPH, 3T€HEPOBaHi
HAIIIM MeTOJIOM, He Bi/IPI3HSIIOTHCS Bij BIIOMUX eTa-
JIOHHUX (pa3.

3 MeTO JI0/IATKOBOI ITEPEBIPKYA MU JIOCJIIJIUIA CHU-
cremy Mg—Al-O, 30cepeuBIICh Ha MIITHE aJioMi-
umary maraiio Mg(AlOg)se. g cuosyka Gysna obpama
gepe3 i1 CTPYKTYPHY CKJIAIHICTD 1 JOJATKOBY IpodJIe-
My, ToB’s13aHy 3 11 MOTPifiHUM CKJIaIOM, IO POOUTH
IIPOTHO3YBAHHSI CTPYKTYPH OCOOJIUBO CKJIATHUM. XO-
4Ja 1JI00aJbHAN MiHIMYM y I[bOMY BUIIAJIKY HE BIaJIO-
¢ BU3HAYUTH, HaIll iJIXi/T BUSBUB KiJTbKa paHiIle He-
BiZIOMUX HU3bKOEHEPIreTUIHNX METACTADIIbHUX CTPY-
KTYD, 110 POOUTH ITI0 CUCTEMY BapPTUM YBaru IPHUKJIa-
JoM it obroBopenHst (Tabir. 2).
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Baza mammx Materials Project micturs Bimomo-
CTi JUIIe PO Bl €KCIIEPUMEHTAJIBHO IiITBEp/I2KeH]
CTPYKTYPH 3 TaKUM CKJajioM: mp-3536 1 mp-5857
(muB. Tabs. 2 i puc. 6). Paza 3 HAHHUKIOIO e€Hep-
riero (mp-3536) KpucTai3yeThest B IPOCTOPOBIH Ipy-
ni Fd3m(227) i ckianaerses 3 terpaeapis [MgOy] Ta
oxtaempis [AlOg). Ti cranmapTia enemenTapma KoMip-
Ka MictuTh 56 aTomiB, 10 BimnoBimae 14 atomam B
npuMiTHBHI# KoMipmi. JIpyra ekcrmepuMeHTaIbHO Bi-
JoMa cTpyKTypa (mp-5857) Mae opTopoMbiuHy cume-
Tpito Pnma. IIpumiTHO, 1m0 OfHA 31 CTPYKTYP, OTPH-
MaHUX y HAIOMY TMONIyKy, mo3HadeHa sk MgAlO-
1 (tabn. 2, puc. 6), Maiizke BUDO/PKEHA 3a €HEP-
rielo 3i crpykryporo mp-3536 (ii enepris Jsuie Ha
8 x 107° Ry Buma) i KpucTamisyeTbes B IPOCTOPO-
Biit rpyni Cmem(63). ¥V crpykrypi mp-5857 atomu
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Mg koopmaumyioTbest 3 cimoma aromamu O, Tomi sk
aromu Al MalTh KoopauHaliifHe 4uciao mmicrs. Ha
nporusary oMy, B MgAlO-1 aromun Mg marorh 11's-
TUKPATHY KOODJMHAINIO, aJle OKTaeIPUYHI OIWHUIL
[AlOg] Bce e 36epirarorbesi. Y CTPYKTYpPax BHIIUX
enepriit — MgAlO-2, MgAlO-3 i MgAlO-4 (rabu. 2,
puc. 6) — TaKUX OKTAaeAPUIHUX OyIiBesbHUX GJIOKIB
HEeMAa€; HATOMICTD 11 (ha3u CKIAJAIOTHCA JIUIIE 3 Te-
rpaenpis [MgOy] i [AlOy]. Ile cBimauTs mpo TE, 110
st Mg(AlOg)s cuiBicHyBaHHSI TeTpaejpiB, IEHTPO-
Banux Ha Mg i Al, € eHeprerudno HeBUTiTHUM, TO-
i gk magBaicTb okTaeapis [AlOg] 3mauno mipoio
cripusie crabimizariii cTpyKTypH, PO IO CBiTIATEH SIK
eKCIIEpUMEHTAIBHO MATBep/KeHi (a3u, Tak i Halre
nepenbadenus MgAlO-1.

Icnye KisibKa MOXKJIMBUX HPUYUH, 9OMY IJI0DAJIb-
uuit minimym cucremu Mg—Al-O ne 6yB J0CATHYTHIA,
HE3BaXKAIOYN Ha 1JIEHTUMIKAII0 YUCJTEHHNX HU3BKO-
enepreruvynux craniB. Haitbiipim fiMoBipHUM mOSICHE-
HHSIM € PO3Mip eJIeMEHTapHOT KOMIPDKH: 3a HASBHOCTI
56 aToMiB 00’€M IIOIIYKY CTA€ HAI3BUYANHO BEJINKUAM
i Oro BaXXKO BUUYEpITHO jociiautu. Ipyrum daxro-
pom € obmexenHsi KaybKy/asstopa GULP, skuit cru-
paeTbcsd Ha KJIACHYHI KYJIOHIBCBKI B3aeMofil #f ToMy
MOKe He BpPaxOByBaTH BeCh CIEKTpP pizumuumx ede-
KTiB, HEOOXITHUX JJIsT TOYHOTO OIUCY ITi€l CUCTEMU.
Ile cBiguuTh PO Te, MO [JIA MOKPAIEHHS IOIIYKY
CHPaBXKHBOTO TJIO0AILHOTO MiHIMYMY TTOTPIOEH OibII
JIOCKOHAJINI KAJIBKYJISITOP 31 30€peyKeHHAM O09IMCITIO-
BaJIbHOI e(DeKTUBHOCTI.

4. BucHoBKku Ta MalibyTHI BJOCKOHAJIEHHS

Mu BupoBajuINM METOIWKY IIPOTHO3YBAHHSI KPHUCTA-
JIYHAX CTPYKTYP NLIsIXOM iHTerparii moBu Python 3
peaakcaropamu GULP i Quantum ESPRESSO. Ilei
migxig OyB ycmimHo mepeBipeHuit Ha OGiHAPHUX XiMmi-
YHUX CHCTEMaX, aJie HOro MPOIYKTUBHICTD € 0OMeXKe-
HOIO JIJIsT CKJIQJIHIIAX TOTPIHUX CHUCTEM, TAKUX SIK
Mg—Al-O. Bukopucranus JBOX PeJaKCaTOPIB CyTTE-
BO 3HHU3WJIO 3arajibHi OOYNCIIOBAILHI BUTPATH # BU-
ABUJIOCH €(DEKTUBHUM JIJIs BU3HAYEHHS K I[VI00AJIb-
HUX, TaK i JIOKaJbHUX MiHIMyMiB eHeprii. Bomnowac
1l NIPUBEJIO JI0 IIOSIBU HOBUX BUKJIMKIB, 30KpeMa He-
obximHocTi rerepyBatu BxinHi daim ais GULP, mo
BHUKYE 3araJIbHy 3Py 9IHICTD BUKOPUCTAHHS POOOIOTO
IIPOTIECY.

Xoua GULP 3abesmeuye mBumaki, ajge MEHIT TOYHI
omiaku, Quantum ESPRESSO, sk merom Ha OCHO-
Bi DFT, nporonye nabarato BHIIMY TOYHICTH 3aBJIsI-
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KM 3HAYHUM OGunc/oBaibauM pecypcam [29]. Hemo-
JIaBHI JIOCATHEHHS B TaJIy3i MOTEHITAJIB HEMPOHHUX
MeperK IIPOIOHYIOTh O0HA IIJINBY aJbTEePHATUBY: Ha-
BYAIOYNCH Ha HAOOpaX JaHUX, OTPUMAHUX METOJaMU
DFT, BoHu MOXyTb HAOJU3UTUCS 10 TOYHOCTI PiBHS
DFT, BogHOU9AC Pi3KO 3HUKYIOYN OOUIUC/TIOBAJIBHI BU-
MOT'H, X098 TOYHICTH OOMEYKYETHCHA SIKICTIO HABYAJIb-
noro Habopy. [11o6 momomaTn 11i 0OMEKeHHsI, MU Bpa-
XyBaJI IICEBJIONIOTEHIIAJM, OTPUMaHI Ha OCHOBI Ma-
IITHHOI'O HABYAHHS, B HAIIOMY pPOOOYOMY IIPOIIECI.
Bokpewma, mu 3acrocysain MACE [30] i AIMNet2 [31]
gk 3aminy GULP y pamMkax reHeTUIHOTO aJirOpuTMYy.
Sapa3 MU MparoeMo HaJ| ONTUMI3AI{€0 TXHBOI MPOo-
JIYKTHUBHOCTI ITiJT YaC TPOTHO3YBAHHS CTPYKTYPH.

Mu 60auni 6cim Hawum Kosezam 3a NAIOHT Juc-
Kycii ma ceminapevrur 3acidannar KAY: npogecopy
Ounexcandpy Kopdoky, npopecopy Eeszeny Jlewro, do-
xmopy Boaodumupy Beszybi, a makosc Hawomy Ko-
aabopamopy 3 Yruisepcumemy Kapneei-Meanora npo-
decopy Ounexcandpy Icaesy. O.D. daxye Ulrike Ni-
tzsche 3a meTHiwHYy doMOMO2Y 3 KOMN HOMEPHUM KAG-
cmepom IFW Dresden. Llsa poboma 6yaa nidmpuma-
Hna DPedepasvHum MIHICMEPCEOM 0CAIOHCEHD, Me-
xHon02il i Kocmocy Himewwunu (BMFTR) 6 pamkax
npoexmy GU-QuMat (01DK24008). Taxoorc us po-
6oma nidmpumyemuvca epanmom Hayionarvrot axa-
demii mayx Yxpainu das docaidnuyvrux sabopamo-
Pit monroduzr eueruxr “Ilowyr mononoeiwnoi naonpo-
810HOCME 8 KYNPAMaxr ma HaonposioHuKaT Ha 0CHOS]
3ani3a”.
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Tlepekitan ykpaiacoekoro O. Boiirenka

B. Semeniuk, O. Feia

IMPLEMENTATION OF A METHODOLOGY

FOR CRYSTAL STRUCTURE PREDICTION USING
GENETIC ALGORITHMS INTEGRATED

INTO THE PYTHON ASE LIBRARY

This work is dedicated to the development and implementa-
tion of a methodology for crystal structure prediction using ge-
netic algorithms integrated into the Python ASE library. Crys-
tal structure prediction plays a critical role in materials sci-
ence, chemistry, and nanotechnology, enabling the discovery of
novel compounds with tailored properties. By combining the
flexibility of ASE with the speed of classical relaxers and the
accuracy of DFT-based methods, our approach significantly re-
duces computational costs while maintaining predictive relia-
bility. The methodology was validated on polymorphs of silica
(SiO2), where our system successfully recovered both global
and local minima of the energy landscape. We also explore the
integration of neural network relaxers such as MACE and AIM-
Net2 to further accelerate the search process. This study lays
the groundwork for efficient, scalable, and accurate predictive
modeling of crystalline materials.

Keywords: crystal structure prediction, genetic algorithm,
energy landscape, crystalline silica polymorphs, SiO2, structure
relaxation, ASE, GULP.
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