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ABSTRACT

The aim of the present work is a complex study of structural and magnetic phase transitions in Fe Al
(15 < x £ 25 at.%) alloy with the help of density functional theory at zero temperature. In this work, using the Korringa —
Kohn — Rostoker Greens function method with a coherent potential approximation of the equilibrium lattice parameters,
ground-state energy, and magnetic exchange interactions for DO,, B2, and A2 structures are calculated. The equilibrium
lattice constants demonstrate increasing behavior with increasing Al content. Studies of the ground-state energies show
that the DO, structure is the most stable at all concentrations. Using the values of the equilibrium total energies of the
system, the temperatures of structural phase transitions are estimated. With the help of mean-field approximation in the
frame of the Heisenberg model, the Curie temperatures are obtained in a wide concentration range. Curie temperatures
decrease with increasing of Al content. Based on structural and magnetic transition temperatures, the theoretical phase
diagram of Fe, Al alloy was plotted. The phase diagram follows that the structural transitions from the ordered cubic
phase to a completely disordered structure occur via a partially ordered structure over the entire concentration range
with temperature increasing. The obtained phase diagram is in qualitative agreement with experimental data.
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AHHOTALIUS

Llenbto paboTbl ABNAETCA KOMMAEKCHOE WMCCAefO0BaHWE CTPYKTYPHbIX M MarHWTHbIX $a30BbIX MepexosoB B Crnjase
Fe .00 AIX(15 < x £ 25 at.%) c nomoLbio Teopun GyHKLMOHANA NAOTHOCTM NpU HyNAeBOM TemnepaType. Mcnonbsya me-
Toa, GyHKLMM MprHa KoppuHrn — KoHa — PocToKkepa paccumTaHbl paBHOBECHbIE MAapaMeTpbl KPUCTANIMYECKON PeLLEeTKM,
3Heprua OCHOBHOTO COCTOAHMA W MapameTpbl MarHUTHOro 06MeHHOro B3aumogeicTsua ans cTpyktyp DO, B2 n A2.
PaBHOBeCHbIe MOCTOAHHbIE KPUCTAIZIMYECKON peLIeTKM AeMOHCTPUPYIOT BO3pacTatoLlee NoBeAeHWe C yBenYeHnem co-
Aepskanua Al. UccnenosaHna OCHOBHOIO COCTOAHMUA MOKa3bIBAOT, 4TO CTPYKTYpa DO, aBnseTca Hambosee ycToinunBom Bo
BCEM AMana3oHe KOHUEHTpauni. Micnonb3ya 3HaYeHUA PAaBHOBECHbIX NOHbIX SIHEPTUA CUCTEMBI, OLEHEHbI TEMNEpPaTy-
pbl CTPYKTYPHbIX Gpa3oBbix nepexofos. C NOMOLLbI0 NPUBAMMKEHMA MOEKYAAPHOIO NOAA B paMKax Mogenu lerizeHbepra
nony4eHbl TemnepaTtypbl Kiopy B LUMPOKOM AMana3oHe KOHUeHTpaumi. TemnepaTypbl Kiopu yobIBatOT € yBENUYEHUEM
cofepkaHua Al. MocTpoeHa TeopeTnyeckas $a3oBan AMarpamma MarHUTHbIX U CTPYKTYPHbIX $a30BbIX Nepexoaos A
cnnasa Fe Al . W3 dasosoi gnarpammbl cneslyeT, 4TO BO BCEM PacCMaTPMBaEMOM WHTEPBA/e KOHLEHTPALWiA CTPYK-
TYPHblE NEepPeXoabl U3 YyNopaLoYeHHOW Kybuyeckoi ¢asbl B NOHOCTbIO Pa3ynopAL0YEHHYO Yepes YaCTUYHO-YNopaL0-
YeHHYI0 NPOUCXOAAT C POCTOM TemnepaTypbl. MNonyyeHHasa ¢pa3oBas Anarpamma HaxoAUTCA B KAYECTBEHHOM COr1acum
C 9KCMEepPUMEHTAIbHbIMU AAHHbIMMU.

KJIFOYEBBLIE CJIOBA

Cnnas Fe-Al; da3oBasn guarpamma; nepseble NpUHLMNbLI; TemnepaTtypa Kiopu.
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BBenenue

CmuiaBel Fe-Al mpeacrarmsitor coboit mpu-
BJICKaTENbHBIA MaTepuas, JAeMOHCTPUPYIOLIUI
XOpOIIYI0 CTOMKOCTh K OKHUCJICHHIO, a0pa3uB-
HOMY HW3HOCY U 3PO3HH, BBICOKYIO MPOYHOCTb,
OTHOCHUTEJIbHO HHM3KYIO TUIOTHOCTH U BBICOKYIO
MarHuTHyw mnpoHunaeMocts [1-3]. bmaromaps
CBOMM YHUKaJbHBIM CBONCTBaM, >K€JI€30-aJio-
MUHUEBbIE CIUJIaBBl SBISIOTCS MHOT000EIIAI0-
UIMMH MaTepuajaMu JIjs IpUMEHEHUs B Kaue-
CTBE BBICOKOTEMIIEPATYPHBIX KOHCTPYKIIMOHHBIX
MaTepuaioB, (QYHKIHOHAJIBHBIX MaTepHalioB
JUISL. MarHUTHBIX MPWIOXKEHU u 1p. Xopoiee
3HaHue ($a30BOM JUArpaMMbl JIBOMHOM CHCTE-
MBI SIBJISIETCSI OCHOBOM AJis pa3pabOTKU TaKHX
MatepuanoB. CoOrmacHo 3KCIepUMEHTAIbHON
(dazoBoil guarpamme, B OHMHApHBIX CIUIaBax
(bopMUPYIOTCS CTPYKTYpbl Ha OCHOBE OOBEM-
HO-LIEHTPUPOBAaHHONW KyOWYECKOW pELIeTKU C
Pa3IMYHON CTENEeHbIO YMOPSJA0YEHHOCTH B 3a-
BUCHMOCTH OT TemmepaTypbl U cocTaBa: A2
(a-Fe), B2 (FeAl) u DO, (Fe,Al) [1, 3-5]. Ilo pe-
3yJbTaTaMm 0oJsiee mo3aHuX paboT K oJHO(A3HBIM
obnacTsamM 1o0aBisrOTCs ByX(haszHbie 00IacTH
A2+ D0, u B2 + D0,. B psine crareii paccmarpu-
BaeTcsl 00JaCTh COCYIIECTBOBAHUS CTPYKTYpP A2
u B2. B o6miem cirydae cymiecTByeT JBa MpeBpa-
IICHUS TUTIA ITOPSA0K-Oeciopsanok» (B2«<>A2 u
D0,<>B2) v ONMH MarHUTHBIH TIEPEXO] U3 Hapa-
MarHuTHOTO B (heppOMarHUTHOE COCTOsTHUE [6].

Llenbto maHHOW pabOTHI SABISETCS UCCIENO-
BaHUE CTPYKTYPHBIX U MarHUTHBIX (ha30BbIX I1e-
pexozos B crutaBax Fe Al (15 <x <25 ar.%)
C MOMOIIIbIO TeOpUH (YHKIMOHANA IIOTHOCTH
IIpU HYJEBOM TeMIieparype.

1. leTraau BoIuMCJIeHUI

Jns u3ydeHuss CTPYKTYpPHBIX W MarHuT-
HbIX (a30BbIX NepexonoB B cucreme Fe =~ Al
(15 < x < 25 ar.%) ObUT UCHOIB30BAaH METOJ
¢dbynknumii ['puaa Koppunru — Kona — Poctokepa,
peaJM30BaHHbIM B MporpamMmMHoM mnakete SPR-
KKR [7]. B pabore uccieqoBaiuch Cieayomue
SKCIEPUMEHTAJIbHO HaOIIoqaemMble CTPYKTYPbI
CIUIaBOB: ynopsaouennas DO, (rpynna cumme-
Tpuu Ne 225, 4 atoMa B DJIIGMEHTapHOM STUCHKE),

YaCTUYHO-YTOpsAOUeHHas B2 (Tpymmna cuMMme-

Tpun Ne 221, 2 atoma B 2IeMEHTapHOU STYCHKE),
a Takke pasyrnopsaodeHHast A2 (rpymmna cuMMme-
Tpun Ne 229, 2 atoma B 2JIEeMEHTapHOU STUCUKE).
s sKcTiepuMeHTalIbHO HaOIIOIaeMBIX CTPYK-
Typ DO, B2 u A2 Oblia NpoBeIeHa F€OMETpUYE-
CKasl ONTUMMU3AIIMS, B pe3yabTaTe KOTOPOW ObLIN
MOJTYYCHbI PAaBHOBECHBIC MapaMeTPhl KPHUCTAI-
JIMYECKOW PELIETKHU (a,), PABHOBECHBIE MOJHbIE
SHEPrUHU CUCTEMBI (E|) ¢ TIOMOLIBIO ypaBHEHHUS
coctosiaust bepua — Mypnarana [8, 9]. s 06-
MEHHO-KOPPEJSAIIMOHHOTO NOTEHIINAIa UCIIOb30-
BaJIOCh 0000IIIEHHOE TPAMEHTHOE MPUOTKEHNE
(General gradient approximation — GGA) B Buje
¢yukuunonana PBE (Perdew-Burke-Ernzerhof)
[10]. duyst co3maHust XAMUYECKOTO U CTPYKTYPHO-
ro Oecrnopsiika HMCIOJIb30BaJIOCh MPUOIMKEHNE
korepeHTHoro mnoreHuuana (Coherent potential
approximation) [7]. Ilomy4deHHBIC paBHOBECHbBIC
napaMeTpsl PeleTKd UCIOIb30BAIUCH AJIs pac-
yeTa nmapaMeTpoB MarHUTHOTO OOMEHHOTO B3au-
MOZIEUCTBUSL ¥ OUEHKH Temrieparypbl Kropu (T,.)
B IpUOIMKEHUH MoJieKysipHoro mnois [11, 12].
[TapameTpbl MarHUTHOTO OOMEHHOTO B3aWMO-
JEeNCTBUS OBUIM PACCUUTAHBI C CITIOJIb30BAHUEM
CHHMH-TIOJSIPU30BAHHOIO  CKaJISIPHO-PEIISTUBH-
CTCKOro ramwibToHHaHa Jlupaka B npuOnu-
JKEHUW JIOKaJIIbHOW TuioTHOCTU (Local density
approximation — LDA) B dpopme VWN (Vosko-
Wilk-Nusair) [13]. Onenka temmeparyp CTpyK-
TYpPHBIX (DAa30BBIX MEPEXOJ0B OblIa MPOBEICHA
¢ momouisro rpydoro npubnwkenus AE = kT,
me AE = E, — E_ (E . — oHeprus Haubonee
BBITOZIHOM (asbl, k, — mocTosHHas bonbumana).
Crnemyet OTMETUTB, 9TO TTOJIOOHBIHN CITOCO0 OIIEeH-
KA Temneparyp (a3oBbIX MEPEXOJOB SBIISETCS
rpyObIM, U JUIs 60JIe€ TOUHBIX PACYETOB HEOOXO-
JMMO BBITIOJIHUTBH PacueThl CBOOOAHOM sHEprun
[14], xoTOpBIE BKITIOYAIOT 3JIEKTPOHHBIE, KOJeha-
TeJbHBIE U MAarHUTHBIE BO30OYXKICHHUS, AAIOIINe
TEMIIepaTyphl MpeBpaIleHus], OIM3KUe K JKCIIe-
PUMEHTAJIbHBIM.

2. Pe3yabrarbl M 00CyKIeHUE

B pesynbrare reoMerpuyueckoil omTuMm3a-
[IUU KPHUCTAJUTMYECKOW CTPYKTYPBI JJISI CHCTE-
mel Fe Al B 3aBucumocTn ot comepxkanus Al
(15 < x <25 ar.%) nonyyeHbl 3HAUCHUS PaBHO-
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BECHBIX MapaMeTPOB KPUCTAJUIMICCKON pemieT-
KM, a TakK€ PaBHOBECHBIX SHEPruil MO OTHO-
LICHUIO K SHEPruM Hambosiee BBITOJAHOM CTPYK-
Typhl st pas DO,, B2 n A2. 3nadenns a, s
(ha3el A2 BO3pacTalOT C POCTOM KOHIIEHTpAIlUU
Al. AHanoruyHasi 3aBHCHMOCTb HaOIIOaeTcs
u B (ase DO,, 0nHAKO POCT 3HAYEHMS PABHO-
BECHOTO IapameTpa HECKOJIbKO MEHbILE, YeM
B (paze A2. [Ins ¢a3sl B2 paBHOBECHBIE 3HAYE-
HUS napameTpa pemeTk pactyT a0 20 at.% Al
Ot 20 1o 24 ar.% Al npoucXOauT yMEHBITICHUE
3HAUEHUs] PAaBHOBECHOTO MapaMeTpa pPEeLIeTKH,
a nociie 24 ar.% Al BHOBB ero poct. OTKJIOHE-
HHE OT JIMHEMHOTO MOBEJICHMUS KPUBOU mapame-
Tpa pemeTku ¢a3pl B2, M0-BUIMMOMY, CBSI3aHO
C aTOMHBIMH TIEpeCTpOCHUsAMHU Wi dPdexramu
ynopsijouenust B obnactu Fe,Al. TToBropHbiit
pocT mapameTpa pemeTky ¢a3pl B2 HabmonaeT-
cs 1 Ha skcniepumenTe [15]. s criaBoB, 3aka-
JIeHHbIX npu Temmneparype 550 K, MokHO BUIETh
OTYETVIMBBI MakCUMyM TP KOHILIEHTPALUU
22 ar% Al, HeryOOKMH MHHUMYM TIpU
x = 24 ar.% Al u nocnenyromuii poct. [ToBese-
HUE MapaMeTpa peleTky B ¢aze B2 moBTopser
3Ty 3aBUCUMOCTb. B 11€710M 1osrydeHHbIe TaHHbIe

XOPOILIO COMIACYIOTCA C IKCIIEPUMEHTAIBHBIMH.
Pe3ynbpTaThl reOMETpUYECKON ONITUMU3AIUHN TaK-
’K€ TIOKa3bIBAIOT, YTO BO BCEM PACCMOTPEHHOM
JranasoHe KoHIeHTpanui Al Hanbosee BBITOA-
HOI sIBJIsIETCs CTPYKTYpa DO,

[TomyyenHble 3HaYeHUs napameTpa pemeT-
KM TIO3BOJIMJIA BBIYUCIIUTH TTapaMeTPhl MarHUT-
HOTO OOMEHHOIO B3aMMOJEWUCTBUS U OLEHUTh
temniepatypel Kropu. [lomyuenHbie pesynbrarsl
MOKa3bIBAIOT, YTO TeMrieparypbl Kropu asis ¢azbl
D0, MennieHHO yOBIBAIOT C yBETMYEHUEM COZIEP-
xaHus Al, B To BpeMs Kak Ui CTpyKTyp B2 u
A2 TPOUCXOAUT PE3KOE CHUIKEHUE 3HAYCHMI.
CpaBHeHHUE TMOIYYEHHBIX 3HAYEHUN C HKCIEpHU-
MEHTAJIbHBIMU JTaHHBIMH, B3SATBIMH W3 PaboT
[6, 16] mOKa3pIBalOT KAYECTBEHHOE COTJIaCHE.
PacxoxxneHne pacdyeTHBIX M IKCIIEPUMEHTAJIb-
HBIX JIaHHBIX, BBI3BAHO TE€M, YTO MPHUOIMIKEHUE
MOJIEKYJISIPHOTO TOJIS 1A€T 3aBBIIICHHBIE 3HAUe-
HUS, 10 CPABHEHUIO C SKCIIEPUMEHTOM M BBIUHC-
JICHUSIMH C TIOMOUIBIO MOZEIMPOBAHUS METOAOM
Mounte-Kapmno [17-19]. B tabn. 1 cobpansr mo-
Jy4EHHBIE [TapaMeTpBl IS BCEX CIUIABOB CHCTE-
Mol Fe Al (15 <x <25 ar.%).

Tabnuna 1
Table 1

PaBHOBeCHbIE MapaMeTPbl KPUCTAJINYECKOIi pemeTku a, (B A), paBHOBecHbI€ 0JIHBIE YHEPIUH
OTHOCHTEJILHO YJHePruH Hanbosiee BLIT0AHOI CTPYKTYPHI AE (B M3B/aTom) u Temneparypa Kiwopu 7,
(8 K) cucremnr Fe Al B 3aBncumoctu ot conepxanusi Al (15 < x < 25 a1.%), BoIunc/IeHHbIE
mast crpykryp DO, B2 u A2

Equilibrium lattice parameters a, (in A), equilibrium total energies relative to the energy of the most

favourable structure AE (in meV/atom) and Curie temperature 7. (in K) of the Fe

100 Al_system

as function on the Al content (15 < x < 25 at.%) calculated for structures D0,, B2 and A2

DO, B2 A2

* a, AE T. a, AE T. a, AE T.

15 | 5782 | 0 1302 2,800 | 27,40 1235 | 2,893 3801 | 1214
18 | 578 | 0 1268 2,891 | 37,77 1127 | 2,897 5403 | 1143
20 | 5789 | 0 1254 | 2,891 | 4522 1050 | 2,900 66,10 | 1093
21 | 5,791 0 1249 2,801 | 49,20 1010 | 2,902 72,66 | 1068
24 | 579 | 0 1242 2,800 | 61,23 891 2,907 94,21 992
25 | 5798 | 0 1243 2,891 | 65,14 851 2,909 | 10146 | 968
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Ha puc. 1 mpencraBnena ¢aszoBas jaua-
rpamma crtaBa Fe . Al (15 < x < 25 ar.%).
Jannast ¢azoBas quarpamMmma COCTOUT U3 TEM-
neparyp Kropu u tremmneparyp CTpyKTypHBIX (a-
30BbIX nepexofoB. Temmneparypel Kropu B3sTHI
u3 1abn. 1, a TemmepaTrypbl CTPYKTYpHBIX (a-
30BBIX TE€PEXOAO0B OLEHEHBbl W3 MPHONMKEHUS
AE = kT, B xoTOpOoM 3HaueHust AE B3ATHl U3
tabn. 1. Jlunus temneparyp Kropu paznenser
(dbeppoMarHuTHOE W W MapaMarHUTHOE COCTOS-
HUS.

CornacHo 3KcriepuMeHTaIbHON (a30Boi JI1-
arpamme, oOnactu cMemaHHbIX (a3 Habirona-
IOTCSl B JIMAINIa30HE KOHILEHTpauui mexnay 17 u
24 at.% (cwm. puc. 1, 6). Ha nanno#t nuarpamme
obmacth cMemannoi ¢pasel 42 + DO, pacnona-
raercst 10 811 K, obmacte 42 + B2 HaxomguTcs
B MHTEpBaje temneparyp mexay 811-863 K, u
Janee 001acTb «4UCTOM» CTPYKTYphI B2 (CTpyK-
typa FeAl) [6]. B ciyuae TeopeTudeckoii amua-
rpaMMbl JaHHBIN TMANa30H OTHOCUTCS K CTPYK-
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800 —e—Do.e>B2

----- ?11

Temperature (K)
>
~
2

n 1 1 1 i 1
15 17 19 21
Concentration (Al, at.%)

600

a

Puc. 1. Teopernuecku nocrpoeHHas (@) u skcepuMeHTasibHas (6) 7—x ¢a3oBblie 1uarpamMmsl ciiaBoB Fe

Type B2. [Ins DOCTH>KEHUS TOYHOCTHU CIEAYET
MOJIEIMPOBaTh OOJiee CIIOKHBIE CTPYKTYphl Ha
OCHOBE CTPYKTypbl D0, ¢ pasindyHbIM COIep-
JKaHHEM KJIACTEPOB CO CTPYKTypou A2 win B2.
Opnako B JMaHHOM TpyOOM TPHUOTHKEHUH MO-
JIETbHYIO CTPYKTYpY B2 MOXXHO paccMaTpuBaTh
KaK «49uCTyIo» ¢azy B2, a Takke Kak cMech (a3
A2 + D0, n A2 + B2. B neniom, Kak 1oKa3aHo Ha
puc. 1, a, AMana3oHbl KOHLIEHTPAMKA CyIECTBO-
BaHUs ONMHOYHBIX (a3 A2 u DO, cormacyrorcs
¢ puc. 1, 6. TeopeTnyeckn oCTpOSHHAs TPAHUIIA
crpykrypbl DO, B uHTepBase temreparyp ot 600 K
1o 800 K (cm. puc. 1, a) naunnaercs ¢ 22 at.%
Y UMEET MEHbILINHI yroji HaKJIoOHa K ocH abcuuce
10 CpaBHEHUIO ¢ puc. 1, 6. [lomydennsie Temrie-
parypsl niepexonos D0,/B2 cocrasistor 710 K un
756 K nns comepxanusi Al 24 u 25 ar.% coort-
BeTCTBEHHO. [lomyueHHbIe pe3ynpTaThl XOpPOIIO
COITIACYIOTCS C SKCIIEPUMEHTAILHBIMU JAHHBIMU
[6], a Takke TeopeTnyeckuMHU (Ha30BBIMU JHA-
rpammami [19, 20].

1100 ——
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600 L—— - : :
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7]

Al

100-x

(15 <x <25 ar.%). Ha Teopetnyeckoii hazoBoii quarpamMme temreparypsbl Gpasosoro nepexona D0,«<>B2
st x =15 at.% (T'=319,6 K), x = 18 at.% (T'=439,6 K) u x = 20 at.%. (T'= 528,6 K), a Takxe Temmneparypa
(hazosoro nepexona B2—A2 s x = 15 ar.% (T = 441,7 K) Haxozsrcs 3a npenesnamu odaactu rpaduka.
DkcnepuMeHTajbHas (a3oBas AUarpamMma ajanTHpoBaHa u3 [6]

Fig. 1. Theoretically constructed (a) and experimental (6) 7-x phase diagrams of Fe

Al (15 <x <25 ar.%).

100-x x

On the theoretical phase diagram temperatures of the D0,«>B2 phase transition for x = 15 ar.% (T=1319.6 K),
x =18 ar.% (7'=439.6 K), and x = 20 at.%. (T'= 528.6 K) as well as temperature of the B2<»A42 phase transition for
x=15ar.% (I'=441.7 K) are out of plotted area. Experimental diagram is adapted from [6]
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BriBoanl

B paGote ¢ moMonibio BeIYUCICHUH ab initio
MPOBE/ICHO MCCIIEAOBAHUE CTPYKTYPHBIX M Mar-
HUTHBIX (A30BBIX MEPEXOIOB cItaBoB Fe, Al
(15 < x < 25 ar.%). Paccmorpensl skcnepu-
MEHTAJIIBHO HaOJI0MaeMble  KPUCTAJUTHYECKUE
crpykrypel D0,, B2 n A2. llpoBeneHHbie TEO-
peTHYECKHE UCCIIEIOBaHUS CBONCTB OCHOBHOIO
COCTOSIHMSI U CTPYKTYPHBIX NEPEXOJ0B MOKa3a-
JIM, 9YTO BCE PacCMOTPEHHbIE (Da3bl YCTONYMBHI,
a cTpykrypa D0, SHEPreTUYECKH BBITOJHA Ha
BCeM auana3oHe kKoHreHTpamnuii Al. beuto ooHa-
PY’>KEHO, YTO paBHOBECHBIE TTapaMETPhl KPUCTAII-
JIMYECKOM PEIICTKH YBEIMUHUBAIOTCS C yBEIUYE-
HueM conepkanust Al. Paccuntannbie 3HaYEHUS
temriepatyp Kropu I1eMOHCTPUPYIOT CHIKEHUE
3HaueHUH ¢ pocTtoM KoHueHTtparuid Al. Tlomy-
YEHHBIC TEMIIEPATypbl CTPYKTYPHBIX U MarHHT-
HOTO (ha30BBIX MEPEXOJOB IMO3BOJISIIOT MOCTPO-
WUTh KOHIICHTPAIIMOHHYIO (ha30BYIO AHArpaMMy
U1 CILUIaBOB Feloofx Alx. Ha ocHoBanuu mpen-
CTaBJECHHBLIX HMCCJIEI0BaHUM MOXKHO CIIEJIaTh BhI-
BOJI, YTO TIOBEICHHUE TeMrepatyp (a30BbIX Mepe-
XOJIOB KQUE€CTBEHHO COIVIACYeTCs C MMEIOIIEHCS
AKCIIEPUMEHTAJIbHOW JUArpaMMOM JJIsl CIIJIABOB
Fe , Al.

100-x
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