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CIIEKTPAJIbHI ®YHKIIOHAJIA TEH30PA MPYKHOI ’KOPCTKOCTI SIK
®I3UYHO OBIPYHTOBAHA OCHOBA JJI51 TIPOTHO3YBAHHS TBEPJIOCTI
TA CIIPAMOBAHOTI'O ITIOIIYKY KPUCTAJITYHUX CTPYKTYP

AHoTanis. 3anponoHoBaHO (I3UYHO MOTHUBOBaHY MOJIENb IMPOTHO3YBaHHS TBEPAOCTI 3a
Bikkepcom Hy Ha OCHOBI CrieKTpaIbHUX (YHKIIOHATIB TEH30pa MPYKHOI KOPCTKOCTI A1 < A2
< ... < Js. JIBonapamerpuune criBigHomeHHs Hy = 0.123 - Aharm®®* - CV 29?7 (ne Aharm —
rapMOHIYHE CepelHe BIAacHUX 3HaueHb, CV — koedilieHT Bapiamii BIaCHUX 3HAYCHb)
nocsrae R?2 = 0.911 Ta MAE = 3.91 I'Tla Ha 84 KpHCTANiYHNUX CTPYKTypax, epeBepuIyIOUH
Teter, Tian i Mazhnik—Oganov 6e3 VRH-ycepenHenns. Ha ocHOBI BIacHUX BEKTOPIB TEH30pa
sarpononoBano meronx EDE  (Eigenvalue-Directed Exploration) - copsmoBanmii  3a
BJIACTHBOCTSIMH TIOIIYK KPUCTATIUHUX CTPYKTYyp: y cuctemi Nb—B BinHoBiCeHO 3 3 6 Bimomux
da3 i3 TOYHOIO MPOCTOPOBOIO TPYIMOK Ta copmMoBaHO y 3 pasu OUIbILY CTPYKTYpHY
pi3HOMaHITHICTh (74 TPOTH 25 YHIKAIBHHX TMPOCTOPOBUX TPYI), HIX Y EBOIIOIIHHOMY
nomryky USPEX.

KarwouoBi cioBa: TBepaicTh 32 Bikkepcom, TeH30p MPYKHOI KOPCTKOCTI, BJIACHI 3HAYCHHS,
MLIP, GRACE, cniektpanbauii QyHKIIOHAI, TOUTYK KPUCTATIUYHUX CTPYKTYp, MeTolr EDE.
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Huryk, Ihor Koval
SPECTRAL FUNCTIONALS OF THE ELASTIC STIFFNESS TENSOR AS A
PHYSICALLY GROUNDED BASIS FOR HARDNESS PREDICTION AND
DIRECTED CRYSTAL STRUCTURE SEARCH

Abstract. We propose a physically motivated model for Vickers hardness prediction Hy
based on spectral functionals of the elastic stiffness tensor 11 <> < ... < 1e. A two-parameter
relation Hy = 0.123 - Jnarm®"* - CV %927 (Where Jnarm is the harmonic mean of eigenvalues and
CV is the coefficient of variation of eigenvalues) achieves R? = 0.911 and MAE = 3.91 GPa
on 84 crystal structures, outperforming Teter, Tian, and Mazhnik—Oganov without VRH
averaging. Based on eigenvectors of the stiffness tensor we propose the EDE method
(Eigenvalue-Directed Exploration) — a property-directed crystal-structure search: in the Nb—
B system, EDE recovered 3 of 6 known phases with exact space group and produced 3%
greater structural diversity (74 vs. 25 unique space groups) than the USPEX evolutionary
search.

Keywords: Vickers hardness, elastic stiffness tensor, eigenvalues, MLIP, GRACE, spectral
functional, crystal structure prediction.

[Tporno3yBanHst TBepaocTi 3a Bikkepcom (Hv) 3 mepionpuHIMIIHUX PO3PaXyHKIB €
aKTyaJbHUM 3aBJaHHSAM, OCKUIBKH €KCIIEpPUMEHTAJbHE BHUMIPIOBAHHS 3aJCKUTh Bill
KOHKPETHUX YMOB HaBaHTa)KEHHs Ta sIKOCTI 3pa3ka. Knacuuni mogeni — Teter (Hy = 0.151 -
G), Tian (Hy = 0.92 - (G/B)**%" - G%7%8) ta Mazhnik—Oganov (3 Buxopucrarusam G, B, v) —
BUKOPUCTOBYIOTh JIMIIE Bl 3 IIECTH HE3AJEKHUX XAPAKTEPUCTHK MPYKHOCTI, BTpadarOuu
iH(opMarliro Mpo aHi3oTpoIiio, Ta MoTpedyroTh yecepeanenus Voigt—Reuss—Hill.
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Ten3op npyxHoi xopctkocti C (6%6 y HoTamnii doiirrta) Koaye CIpsMOBAaHUHN OIp
nedopmarrii yepe3 mIicTh BIACHUX 3Ha4eHb A1 < A» < ... < Ag Ta IIICTh BJIACHUX BEKTOPIB.
YmoBa MmexaniuHOi crabinbHocTi (Born—Huang) exsiBanentna Ai > 0 mis Bcix i. Buachi
3HAYCHHS 33J]al0Th MacIITald KOPCTKOCTI Ta 11 CIEKTpalIbHUI pO3MOJIiI, BIACHI BEKTOPU —
¢iznyHO BHOKpemIieHI Moy aedopMariii, 1o GopMyIOTh OPIEHTOBAHY KAPTHHY aHI30TPOIIii.

Tenzopu npyxHOCTI po3paxoBaHo 3a gornomMoror noteHiany GRACE-2L [5] mus 45
marepianis. CTpykTypu penakcoBano a0 cun <107 eB/A ta manpyxens <0.01 I'Tla, micis
YOro BHKOHAHO PO3PaxyHOK TEH30pa TMPYXKHOCTI METOJOM CKiHUeHHHX pi3HHIb (+0.5%
nedopmariii). 3HaAYeHHS TBEPAOCTI 3a BikkepcoMm 3amo3uwdeHo 3 mepriokepen: Pierson
(1996), Kimm et al. (2019), opurinanbha miteparypa.

Busnaueno paBa Kkiacu JeCKpUINTOpiB. MacmrtabHi JECKpUNTOpH — 3arajibHa
KOPCTKICTB: Aharm = 6/ZAi"; ( A) = ZAil6; Ageom = ([TA)Y%; Amin = A1} 0 = N(Z(4i — { ) )46).
Jeckpuntopu aHi3oTpomii — crekTpaibHa HepiBHOMIipHiCTE: CV = af( 1) (koedimieHT

Bapialil BIAcCHHX 3HaueHb), Snorm = —XPi-IN(P)/INB); PR = (ZW)%(6-ZA); Anarm/{ ) ;
/lmin//'{max; O'(In /1)

Tpu knacuuni moxeni (Teter, Tian, Mazhnik—Oganov) BHKOpHCTaHO $K €TaJoH,
obuuciieni 3 VRH-ycepennennx moxymiB Ha Tux camux TeHzopax GRACE. Cninuit Tect
nepeHeceHHs BUKOHaHO Ha HesanexxHux TeHzopax DFT/PBE (VASP+VASPKIT) mns 12
marepiais.

Mogens CV-A nocsrae maitBumoro R2 = 0.911, naitamxdoro AIC. = 159.7 Ta
Haiimenmoro MAE = 3.91 I'Tla cepen 13 nmopiBHSIHUX MOJETICH:

Hy =0.123 - Aharm’®* - CV 097 [T'Ha; Aharm B T'Tla]

[Mokazuuk b ~ 0.87 npu Aharm O3HAUAE, IO JKOPCTKIIII MaTepialld MPOTHO3YIOThCS
TBepaimMMu; nokasHuk C =~ —0.93 npu CV e mrpadom 3a aHizorpomnito. J[Bomapamerpuyna
Mojens Haiicnabmoi manku (Hy = 0.101 - Amin*%"; R? = 0.889) nepesepuiye Bci knacHuHi
moneni. Kpoc-Baninanis miarBepauna HafiiHe y3aransHeHHs (CV R?=0.826+0.1 19).

Bei neckpunrtopu anizotpomii BusiBuiucs ekBiBaseHTHUMH: F(CV, 1-PR)=1.000;
r(CV, 1-Shorm)=0.962; r(1-Anam/{ ) , o(InX))=0.999. Yotupu maTepiaau IEMOHCTPYIOTbH
cucremarnyHi BiaxuieHHs |AH[>10 I'Tla B ycix mogensax: WC (+11.4, 6a3ucHe KOB3aHHS),
RuB2 (+14.5, cmabke xoBameHTHe 3B'si3yBaHHs Ru-B), BsC (—14.0, ikocaeapanbHe
3B's13yBaHHs), VC (—11.1) ta CrB2 (—11.2), mo nigrBep1xye oOMeXeHICTh NPYKHUX TEH30P1B
y KOZyBaHHi Oap'epiB 3apOJKEHHS AUCIOKALIIH.

[TopiBusuus 3 DFT/PBE nokasano, mo GRACE cucremarnyno nepesepiiye DFT sik
Bx11 s Beix 13 moneneit (AMAE Big —0.25 no —2.98 I'Tla na xopucts GRACE).

Brnacui Bexktopu Tensopa C = VAV' BuzHawaoTh rojioBHi AeopMaliitHi Momwu.
BrnacHuii BEKTOp Vi, IO BIANOBINAE Amin, 1IEHTH(QIKYE HaUM'SIKIIMN INPYKHUH MOJ —
HanpsAMoK Jedopmanii 3 HAHMEHIIO KOPCTKICTIO, B3JOBXK SKOIO KpHCTaliyHa IpaTka
YUHUTHh MIHIMAJIbHUM OIip. 3 TOYKU 30py €HEPreTUYHOro JiaHamadry, e HaliMOBIpHIIIUI
HaINpsIMOK MEPEX0/1y 10 CYCiIHbOT0 Oacenny.

Meron EDE peanizoBano y Burisiai irepaiiiiHoro aiaroputmy: (i) oO4HCICHHS
TeH30pa mnpyxkHocti; (i) imeHTHdikaiis HaiM'skimoro BiracHoro moxay; (iil) 3actocyBaHHS
CKiHUeHHOI edopMaltii B3IOBK Vk 3 aJaNTHBHOIO aMILTITYI0M0 & = &0 - (A1A)Y?; (iv) moBTopHa
penakcairisi Ta oIiiHka; (V) mpuiioM, SKIIO KoMIo3uTHa omiHka S = Hy — a - max(0, Ej)
nokpauryerbcsi (Ei — eHepris cTpyKTypu HaJ ONYKIOK OOOJIOHKOK CTaOlIbHOCTI; of —
mrpagHuil KoedillieHT 3a MeTacTabinbHICTH). Irepauis reHepye ¢i3MYHO MOTHBOBaHMMN
CIpPSIMOBAaHUN MapuIpyT Y KOH(IrypariitHoMy mpocTopi.

Anpobamito mpoBeneHo Ha cuctemi Nb-B [8]: xammanis 3 1000 xpoxie EDE
(xamskynmsaTop GRACE-2L) mopiBHioBaiachk i3 eomomiiiauM momrykom USPEX [6] (~800
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crpykryp, MLIP Mattersim). EDE BigHoBuB 3 3 6 Bimomux (a3 i3 TOYHOK MPOCTOPOBOIO
rpynoo (NbB2 P6/mmm, NbB Cmcm, NbzBz P4/mbm) ta chopmyBaB y 3 pasu Oinbimy
CTPYKTYpHY pi3HOMaHiTHICTh (74 mpotru 25 yHikampHHX mnpoctopoBux rpym). USPEX
BIIHOBHUB 5 3 5 BigoMmx ctexiomerpiid 3a 6azoro OQMD [7], anme >xomHO1 ¢a3u 3 TOYHOIO
pocTopoBoro rpynor — 1o6To EDE Ta USPEX oniHroBanucs 3a pisanMu Metpukamu (asu
3 TOYHOI CHUMETpi€r0 VS cTexiomerpuuHi ckimamu), i EDE kpamuii came y BiATBOpEHHI
cumetpii, a USPEX — y BusiBienHi crexiomeTpii.

JlBa moxka3oBi Tpaektopii EDE imoctpyrore Mexanizm: 3epro BsNbs 3 tproma
BiJ'€eMHUMH BJIACHUMH 3HAu€HHSIMH 3CYBY (A1 = A2 = A3 = —28.8 I'lla) meperBopuiocs y
Bigomy ¢a3zy NbB (Cmcm, Hy = 30.4 I'Tla) numie 3a Tpu npuidHATHX Kpoku. 3epHo BgNba i3
Maike HyJIbOBUM BiacHUM 3HaueHHSIM (A1 = 0.63 I'Tla) nocsarimo NbB2 (P6/mmm, Hy = 27.2
I'TIa) 3a nBa KpOKH.

Bucaosku: 1. Mogens CV-A gocsrae R? = 0.911 i MAE = 3.91 I'Tla, nepeBepuryroun Teter
(AR? = +0.093), Tian (+0.034) Ta Mazhnik—Oganov (+0.056); nmotpe6ye numie giaronamizanmii
matpuii 6e3 VRH-ycepeanenns.

2. JlomapaMeTpuyHa Mojenb Haiciabmoi mamku Hy = 0.101 - Amint®’ (R? = 0.889)
nepeBepuIye BCi KIACHYHI MOZETII.

3. Bei neckpunropu anizorporii (CV, criekrpansHa entpomnis, PR) kopensoBani npu r > 0.96
— pe3ysbTaT iHBapiaHTHUH BiIHOCHO BHOOPY MipH AHCIIEPCii.

4. BrnacHi BEKTOpH TEH30pa JKOPCTKOCTI BH3HAYAOTh (HI3MYHO MOTHBOBAHI HAIPSIMKH
HOUIYKY y TpOocTOpi Kpuctanigyaux ctpykryp. Merox EDE y cuctemi Nb—B BigHoBUB 3 3 6
BioMuX (a3 i3 TOUHOI MPOCTOPOBOIO TPYIOI0 Ta chopMyBaB y 3 pa3u OUIbLIY CTPYKTYpHY
pizHOMaHITHICTH (74 mpoTH 25 yHIKaIbHHUX MPOCTOPOBUX TPYIH), HIXK €BOJIOLIHHUI MOLIYK
USPEX, BusBisit0YM TBEpi KaHIUAATH, MPOMYIIEH] EHEPreTHYHO-OPIEHTOBAHUM MOIIYKOM.
Ile 3aknanae HOBUM MapaJWrMaTHUYHUMN MIJIX11 J0 MPOTHO3YBAHHS KPUCTAIIYHUX CTPYKTYD,
CIPSIMOBAHOTO 32 BIACTUBOCTSIMHU.
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