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N3MEHEHWE SHEPT MM OCHOBHOI'O COCTOAHNA MnAs
NP MHAYUNPOBAHHbBIX JABINEHMEM MATHUTOCTPYKTYPHbIX
MEPEXOOAX «BbICOKNN CMUH-HU3KNA CMINH»

[oHeuknn unsmko-TexHnyeckmn MHCTUTYT um. A.A. NanknHa HAH YkpaunHbl
yn. P. JliokcemBypr, 72, r. [oHeuk, 83114, YkpaunHa

Tlepsonpunyunnvim memooom FP-LMTO uccredosanocy ocnognoe cocmosinue MnAs ¢
eexcazonanvrol (B81) u uckasicennoti pombuyecxou (B31) xpucmannuueckoi cmpyxmy-
poii. Iloxazano, umo 6 3mom coeounenuy npu UsMeHeHuu 00vema peuemKu nPouUcxooum
HenpepuleHblL Nepex00 Om GblCOKO- K HUBKOCHUHOBOMY COCMOoAHUI0. Mcxo0s u3 pe3ynv-
mamoe pacuema NOJHOU SHeP2UU UCCLedYeMOll CUCTHeMbl KaK (DYHKYuU napamempos
CMPYKMYPHLIX UCKANCEHUU, YCMAHOBNIEHO, YMO 8bICOKOCNUHOB0E COCMOsANUEe N00asisem
CMPYKIMYPHbIE UCKANICEHUs, a HUBKOCNUHOB0e — Haobopom, ycunusaem ux. Ilpeononooice-
HO, YMO KA4eCMEEHHAsl UHMEPNPEMAayUsi MEXAHUIMA MASHUMOCMPYKIMYPHLIX NEPEX0O08 6
MnAs oondxcna ucxo0ums U3 npeoCmasienus 0 2NA6eHCMEYiowel poiu cmenenu 3anoJ-
HEeHUs «AHIMUCEAZVIOWUX» COCMOSHUL KOJIeKMUBUZUPOBAHHBIX HOCUMENel MASHeMU3MA.

BBenenue

[Ipu armochepHOM NaBICHUH OCHOBHOMY COCTOSHHIO MnAS COOTBETCTBYET
«BBICOKOCTIMHOBas» (eppomarautHas (FM) daza ¢ HuKenb-apceHUTHON KpH-
CTaJUIMYECKOU CTpykTypou B8, (rpymma P63/mmc). [lon naBnenuem P ~ 8 kbar
HaOroaeTcst «HU3KOCIMHOBas» FM-¢paza ¢ pomMOWdYecKol KpHCTaITUYECKOM
crpykrypoit B31 (rpymna P,,,) [1,2]. IlocnenHsst Mmoxer ObITh OnMcaHa Kak HC-
KaxxeHHast B8|-cTpykrypa (puc. 1). KonnuecTBeHHOI Mepoii HCKaXEHUS PEILIeTKH
B8] MOryT CIy’KUTb MapaMmeTpbl @ = i‘ gz\/ c, e= i‘ gx‘/ a << @ AJi Maprasia u
¢1 = tlaiy/a, e; = 1| a./c << @ ansg meibska [3], Toe

g=uy—uytu3—uy,

(1a)

a=uy— Uy —uz+tuy,

g1 = us—ug+ug—uy,
(16)

aj =us—ue+ u7 — ug;

Uy — BEKTOp CMCIICHNA aTOMOB n-u MOAPCHICTKH.
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H(pc/4 [TpubnmkeHHO CTPYKTYpHBIN (ha30BbIi
— ,,,—-Fi-\\\ nepexoa B8 «» B31 MOXHO omnucarh, BbI-
| A OpaB B Ka4eCTBE MapaMEeTPOB CTPYKTYPHOTO

_ | Te — —-1|" nopsiika 6e3pa3MepHbIe BETUUUHBL O, Q.

| ¢,al4 K HacTosmemMy BpeMEHU UMEETCsl JOCTa-
TOYHO MHOI'O 3KCIEPUMEHTAIBHOTO U TEO-
pETHYECKOro Marepuala, 4ToObl IoJiararh,
YTO IMEPEXOAbl «BBICOKMH CHUH—HU3KUU
cruH» B MnAs U pOJACTBEHHBIX €MY COEJIH-
HEHUSIX CBSI3aHBI C U3MEHEHUEM JIOKAJIbHO-
r0 MarHUTHOTO MOMEHTAa MOHOB MapraHua,
CO3/1aBa€MOI0  KOJUIEKTUBU3UPOBAHHBIMU
3d-anektponamu. CieayeT OTMETHTh, YTO B
paccMaTpuBaeMoOM CIllydae U3MEHEHHE I0JI-
HOTO CIIMHAa Mn He CBSI3aHO C mepepaclpe-
JICJICHUEM JIOKAJIM30BAHHBIX 3JIEKTPOHOB IO
Puc. 1. Dnementapuas kpuctamm-  ATOMHBIM YPOBHAM N0J NEVCTBUEM KpHUCTAJI-
yeckass sueiika MnAs B pombuue-  THUYECKOTO IOJIA. B naukTHIax 3d-MeTamios,
ckoil ycraHoBke. ATomsl Mn (e) u K KOTOPBIM OTHOCHTCS MnAS, JIOKanbHbIH
As (0) moka3zaHbl CMEIICHHBIMH W3 MarHUTHBII MOMEHT OIPENENSAETCA 0o0OMeH-
CBOETO TOJIOYKEHUS B MCXONHOM HU-  HBIM PaCILEIJICHUEM JOKAJIBHOM CIIMHOBOU
KEeNIb-apCEHUIHON pemeTke. ¢ U ¢ IUIOTHOCTH B PE3yJbTaTe >KECTKON KOHKY-
COOTBETCTBYIOT OOO3HAYCHUSIM ISt PEHIIMA MEXAY BHYTPUATOMHON OOMEHHOM
crpykrypst B31. Llugpsr — HOMEpa  sueprueil u KMHETHUECKOH PHeprueii siek-
aTomoB basnca TPOHOB B KpHCTa/UIe. DTH SHEPTHU Ha He-
CKOJIBKO TMOPSIKOB MPEBBIIIAIOT IHEPTHUIO
KpUCTAJIMUECKOro mnoiid. M3mMeHeHne oOMEHHOro paclleIyIeHHs, Halpumep, B
pe3yabTaTe yBEJIMYEHHUS LIUPUHBI 30HBI MPUBOAUT K U3MEHEHHIO 33aCEIEHHOCTH
CIIMHOBBIX MOJIOC W, KaK CIEJACTBUE, K U3MEHEHHI0 MAarHUTHOTO MOMEHTa BCEU
CHUCTEMbI 3JIEKTPOHOB U JIOKAJIbHOTO MarHUTHOIO MOMEHTa aTOMa B YaCTHOCTH.
IToaTroMy wucTopuuecku yctosiBmuecs it MnAs TEpMUHBI «BBICOKMH CIHHY,
«HU3KUH cruB» [1,2] B3STHI B KaBBIYKHU, IOCKOJIBKY HE CBSI3aHbI C TPAAUIIMOHHBIM
ONpEJIETICHUEM CIIMHOBBIX COCTOSIHUM B MarHeTHKax C JIOKAIM30BaHHBIMH HOCH-
TEJISIMU MarHeTu3ma.
Henpto HacToOAmIEH paboOTHI SIBISETCS aHAIN3 MEXaHH3Ma MarHUTOCTPYKTYp-
HBIX MEPEXO0JI0B «BBICOKUM CMIMH—HU3KUN COUH» B MnAs moJl JaBJI€HUEM Ha OC-
HOBE NIEPBONPHUHIIUIIHBIX PACUETOB ITOJIHOW SHEPTHH.

1. Hcxoanbie NPEANOCHIJIKH U METOAMKHA PacCueTOB

HawnGosiee moaHbI MEpBONPUHIMITHBINA pacueT apceHua Maprania ObLI Impo-
BeJleH B [4], rae u3ydanack TOJBKO CTpykTypa B8,. Ham He u3BecTHBI paboThI, B
KOTOPBIX OBbI U3 MEPBBIX MPUHIUIIOB M3y4alach BO3MOXKHOCTh CTPYKTYPHOTO (a-
30Boro nepexojia B8 «» B31 u nosBiueHus «HU3KOCIIMHOBOWY» (pa3el B31(FM).
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YToObl U3y4UTh BIMSIHHE TMIPOCTATUYECKOIO JaBJIEHUS HA OCHOBHOE COCTOS-
HUE CUCTEMBbI, MbI MIPOBEJIU CAMOCOIJIACOBAHHBIA PacdeT SHEPIMH OCHOBHOI'O CO-
cTostHusE MnAs Kak (yHKIMH JABYX MapaMeTpPOB CTPYKTYPHOTO TOPSAKA (O U P
IIPU Pa3IUYHBIX 00bEMax AJIEMEHTApHOM SYEeHKH, 4TO TO3BOJIMIIO MIPOCIEAUTD YC-
JIOBUSI YCTOWYMBOCTH BBICOKOCTTMHOBOM (B8, ¢ = @ = 0) 1 HUCKa)KCHHOW HHU3KO-
criuHoBOM (B31, @ = ¢ > 0) MarHUTOYNOpsI0YEHHBIX (Ha3.

PacueTsl mpoBOAMIIM NOJHONOTEHIMATIBHBIM HEPEIATUBUCTCKUM MeTOI0M FP-
LMTO [5], xoTopsiii yuuTbiBaeT 3(pPekThl HECPEPUIHOCTH JICKTPOHHOM ILIOT-
HOCTU U KPUCTALTUIECKOTO MOTEHITMANIA, OTPEACIISIONINE CTPYKTYPHBIH (a30BBIii
nepexoJ tumna cMmeueHus. CnuH-opOuTaIbHOE B3aMMOJEICTBUE Ui BaJIEHTHBIX
COCTOSIHMM HE€ y4MUThIBaJM. MaKcUMalbHbIE 3HAYEHUsl YIJIOBOIO MOMEHTA B pa3-
JIO)KEHHSIX TI0 cPpepruecKruM rapMoHuKaM 0a3ucHBIX QyHKIUH BHyTpu MT-cdep,
B nepepasznoxenusix MT-opOuraneit BHe MT-cep, a Takke npu pasnokeHUH
KPUCTAJIMYECKOTr0 NOTEHIMANA U 3apsI0BOM MJIOTHOCTH PaBHbI COOTBETCTBEHHO
2, 4 n 6. nTerpupoBaHue 1o 30He bpuiuirosHa NpOBOAUIIN € UCIOIb30BAaHUEM B
ee HenpuBoaumoit yactu 50 (B8) u 45 (B31) k-touek. CornacHO 3KCHEPUMEHTY
(c/a)pg, = 1.532, (c/a)p31 = 0.8845, (b/a)p31 = 0.57735. IlockonbKy HaC MHTEPECO-

BaJIO BJIMSIHUE TpagueHTa IeKTPOoHHOU TIoTHOCTH (GGA) Ha COOTHOIICHHE Me-
K1y SKCIIEPUMEHTAIbHBIMU U PAaCUE€THBIMU 3HAYEHUSIMHU CTPYKTYpPHBIX Iapamer-
POB, TIOJIHYIO AHEPTHUI0 JIBYX CTPYKTYpPHBIX (a3 MnAsS BBIUMCISUIM B IBYX MpHU-
ONMMOKEHUSAX JUIsI OOMEHHO-KOPPENSUOHHOTO (PYHKIIMOHANIA: MPUOIMKEHUN JIO-
kanbHOU T1oTHOCTH (LDA) n1 GGA ¢ mapamerpuzarueit mo Bocko [6—8].

2. Pe3yabTaThl pacyeTroB

Ha puc. 2 npuBeaeHbl 3aBUCUMOCTH TOJHOM SHEPIrUU OCHOBHOI'O COCTOSIHHS
TUIIOTETUYECKOI0 TapaMarHuTHOro MnAs oT napameTpoB CTPYKTYpPHOTO IOPsIIKa
¢, @1 ¢ ucnoib3zoBanueMm LDA- (a) u GGA- (6) npubnmxenuii. [Ipu sTom 06beM
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Puc. 2. 3aBucumocts nomHoU 3Hepruu E(@,p1) — £(0,0) OT BeNMMYUHBI CTPYKTYPHBIX HC-
KaKESHHUH ¢, 1 6e3 yueTa (a) u ¢ yueToM (6) TPaANuCHTHBIX ITOIIPaBOK
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AIIEMEHTAPHOHN S4YeWKU Ha (OPMYINIBHYIO eIuHHIY V() BHIOpaH paBHBIM 3KCIIEpHU-
MEHTaJIbHOMY 3HAUEHUIO NPU KOMHATHOW TeMIepaType U aTMOC(hEpHOM JaBICHUH
33.72 A®. 06a MIPUOJIMHKEHUS TAFOT MUHUMYM TIOJTHOW SHEPTUH IPU KOHEUHBIX 3HAYe-
HUSIX TTApaMeTpoB CTpyKTypHOro nopsiaka: ¢ = 0.16, ¢ = 0.14 (LDA), ¢ = ¢; = 0.17
(GGA) u ¢ = 0.2, ¢; = 0.24 (3xcnepumenT [9]). D10 03Ha4aeT, 4To Mpu armochep-
HOM JIaBJIEHUM U OTCYTCTBUM MAarHUTHOIO NOpAaka MnAs B HU3KOTEMIIEPATypPHOM
COCTOSTHUM JIOJDKEH HMMETh CTpyKTypy B31. Ilpm 3TOM pacxokieHue pacyeTHBIX
(T'=0) u sxcnepumMenTanbHbIX (314 < T'< 400 K) 3HaueHuii mapamMeTpoB CTPYKTYp-
HOT'O TIOPSIIKAa MOYKET OBITh BBI3BAHO KaK HEIOCTATOYHO IMOJIHBIM YYETOM I'paeHTa
AJIEKTPOHHOM IJIOTHOCTH, KOTOPBIM TOIBKO YacTUYHO yuTteH B GGA, Tak u Tem, 4To
SKCIEPUMEHTAIIbHBIE IaHHBIE MOTYYEHBI IIPH KOHEUHBIX TEMIIEpATypax.

B panpHelinieM ucciieoBaHMsI yCTOMYMBOCTH CTPYKTYpbl 531 OTHOCUTENBHO
CTpYKTypHOTO (pa3oBoro nepexona B31 «» B8 npoBOAMUIHN BIOJIb IUHUU @ = (] C
ucrnonb3oBanueM LDA-npubnuxeHuss s 0OMEHHO-KOPPEISAIMOHHOTO (DYHK-
nuoHana. Ha puc. 3 npuBeneHbl 3aBUCUMOCTH IIOJIHOM SHEPrUM OT IIapaMeTpOB
CTPYKTYpPHOTO TOpsIIKa MpH pa3ivuHbIX AaBieHusix. [Ipu atmocdepHom nasie-
vuu V/Vy = 1 (puc. 3,a) cylmecTBoBaHHE METACTAOMIBHOW HEMArHUTHOU (a3bl
B31 ¢ ¢ = 0.15 monmycTrMoO, OJTHAKO YHEPTrEeTUYECKU OOJIee BHITOIHON OKa3bIBACT-
Csl «BBICOKOCTIMHOBAs» HeuckakeHHass FM-daza B8 ¢ ¢ = 0. Ilon naBmeHuem
(V1Vy = 0.8, puc. 3,0) curyanus MeHsieTcss. MUHUMYMY TTOJTHOW SHEPTHUU COOTBET-
CTBYET MCKaXeHHasi «HH3KocnuHoBas» FM-daza ¢ ¢ = 0.21. Bo3mMoxHO Takxke
CYIIECTBOBAaHUE METacTaOMIbHOM HeMarHuTHOU ¢a3el B31 ¢ ¢ = 0.2. Takum oOpa-
30M, B [TOJIHOM COOTBETCTBUU C IKCIIEPUMEHTAILHBIMU JaHHBIMH [ 1,2] yCTaHOBJIEHO:

1. ITpu atMochepHOM HaBICHUH «BBICOKOCTIMHOBBINY FM-Topsiiok He JomycKaeT
CYIIIECTBOBaHME CTAOMIILHON MCKaXEHHOM CTPYKTyphl B31. MuHumymy moiHOM
HEPTUU COOTBETCTBYET «BBICOKOCTIMHOBas» FM-dasa co cTpykrypoii B8;.

2. 'mapocraTrueckoe AaBjieHHE CTaOMIM3UPYET «HU3KOCTUHOBBINY FM-opsiaok.
MuHMMyMY TOJHON SHEPrHHM COOTBETCTBYET «HHU3KOCHHHOBas» FM-¢aza c uc-
Ka)KEHHOHU CTPYKTypoil B3 1.
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Puc. 3. 3aBucuMocTH TOJHOM SHEpPruv £ M MarHUTHOTO MOMEHTa MapraHna M,
(crutomTHAs TMHUS) OT BEIMYUHBI CTPYKTYPHBIX HUCKaxkeHu# npu V' = Vy (a) u V' = 0.8V
(6) Bnons KM @ = @1 B LDA-nmpubnmxenun: A — M =0, e — FM
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BriBoabl

Ha ocHoBe nosiy4yeHHBIX pe3ysIbTaTOB Mbl MPULUIA K BBIBOJY, YTO KauECTBEH-
Hasi MHTEpIpEeTalys MEXaHW3Ma MarHUTOCTPYKTYpPHBIX IE€pexoloB B MnAs
JOJIKHA MCXOAUTh U3 MPEACTABIEHUS O IJIaBEHCTBYIOLIEH POJIM 3aIllOJIHEHUS aH-
TUCBS3YIOIUX d-cocTosiHUM. [loJ aHTUCBA3YIOUIMMH MOHMMAIOTCS COCTOSIHHS,
KOTOpbIE JIeXKAT BBIIIE CEPEIUHBI d-30HbI B HEMarHUTHOM ciy4ae. [Ipu aTmo-
chepHOM JaBIEHWW WX BKJIAJ B IUIOTHOCTH AJICKTPOHHBIX COCTOSIHHM (puc. 4)
NpUOJIMKEHHO ONMMCHIBAETCS (PparMEHTOM KpPHBOW B MHTepBasie sHepruu ot 0.75
1o 1.1 Ry (puc. 4,a, NM). Ha 3ToM pucyHKe HI>KHUH W30JUPOBAHHBINA MUK COOT-
BETCTBYET S-COCTOSIHUSIM HEMArHUTHOTO 3JIEMEHTA, a OCHOBHAsl IPYIIa IHKOB,
yepe3 KOTOpPYI TPOXOAUT ypoBeHb DepMu, NPUHAICKUT p—d-rudpuan3u-
POBaHHBIM cOCTOSIHUAM (4p-As, 3d-Mn). OCHOBHOM BKJIaJ B IUNIOTHOCTb COCTOSI-
Hul Ha ypoBHEe Depmu BHOCAT 3d-cocTostHus Mn. [1ockonbKy BKIIabl COCTOSTHUN
4p-As HE3HAYUTEIBHBI, TO NMPUOIMIKEHHO MOXHO TOJaraTh, 4YTO JHY d-30HBI CO-
otBetcTBYET 0.4 Ry, ee cepennne — 0.75 Ry, a moronky — 1.1 Ry.

[Ipu cymiecTBEHHOM 3alOIHEHUH AHTUCBA3YIOLIMX COCTOSHUM, BO3ZHHUKAIOIIEM
B «BBICOKOCTIMHOBOI» (pa3e (Hampumep, i Moa30HbI «cnmuH—BBepx» (Up), puc.
4,a) sHepreTuyeckue cBsi3u Mn—Mn o0ecrednBalOT MUHUMYM TOJHON SHEPruUn
JUISL HUKeTb-apceHUIHOM peretku (¢ = ¢ = 0). B HemarautHoii (puc. 4,a, NM) unu
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Puc. 4. BiussHue ruApoCTaTUYECKOTO NABICHHUS W CTPYKTYPHBIX MCKAXCHHHA HA TUIOT-
HOCTB cocTostHuN MnAs: a — V="Vy, ¢ =0; 6 — V= 0.8Vy, ¢ = 0.2. BepTuKaibHO! TUHU-
el mokazaH ypoBeHb @epmu Ef
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c1ab0OMarHuTHON «HU3KOCTTMHOBOM» (puc. 4,0) (ha3e ykazaHHBIE CBSI3M OCiiabeBa-
IOT M3-32 YaCTUYHOTO OIYCTOIIEHHS aHTHCBS3YIOUINX COCTOSHUM. DTO MPUBOIUT
K TOBBIIICHUIO POJIM JPYTUX THIIOB CBSI3EH, 00ECIICUYMBAIOIINX MUHUMYM TIOJTHOM
SHEpruu A cTpykrypsl B31 (em. puc. 3,a, M = 0 unu puc. 3,6, FM).
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V.I Val’kov, A.V. Golovchan

CHANGE IN THE ENERGY OF MnAs GROUND STATE
UNDER THE PRESSURE-INDUCED «HIGH SPIN-LOW SPIN»
MAGNETOSTRUCTURAL TRANSITIONS

The first-principles method FP-LMTO was used to investigate the ground state of MnAs
with the hexagonal (B8;) and distorted rhombic (B31) crystal structure. It is shown that in
the compound, during the change of lattice volume, there occurs a continuous transition
from the high- to the low-spin state. Basing on the results of calculation of the total energy
of the investigated system as a function of parameters of structure distortions, it has been
determined that the high-spin state suppresses structure distortions, while the low-spin
one enhances the same. It is assumed that a qualitative interpretation of the mechanism of
magnetostructural transitions in MnAs should proceed from the idea of the predominant
role of the degree of filling the «antibonding» states of collective magnetism carriers.

Fig. 1. Unit cell of rhombic MnAs structure. Mn (o) and As (©) atoms are displaced from
their position in the initial nickel-arsenide lattice, @ and ¢ correspond to notation for
structure B3 1. Numerals stand for numbers of basal-plane atoms

Fig. 2. Dependence of the total energy E(¢,01) — £(0,0) on value of structure distortions
¢, ¢1 with no allowance (a) and with allowance (6) for gradient corrections

Fig. 3. Dependences of the total energy E and magnetic moment of manganese My
(solid line) on value of structure distortions for V' = ¥y (a) and V' = 0.8V (6) along line
¢ = ¢ within the LDA-approximation: A — M =0, e — FM

Fig. 4. Influence of hydrostatic pressure and structure distortions on density of MnAs
states: a — V="1p, 0=0; 6 — V= 0.8Vy, o = 0.2. The vertical line shows the Fermi level Er
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