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ABSTRACT

Spintronics, or spin electronics, utilizes spins of electrons in addition to their charge
for information storage and processing. Spintronics devices are superior to their con-
ventional counterparts due to faster processing speed and less energy dissipation. As
100% spin-polarized spin sources, half-metals are prospective spintronic materials that
can significantly boost the performance of spintronic devices, and has attracted much
attention. However, real-world applications impose certain requirements on their Curie
temperatures and magnetic anisotropy energy, which, so far, have not been met with.
With an abundance of possible structures and structure-property relationships, double
perovskites are prospective candidates for practical spintronic materials.

In this project, we seek to identify half-metallic double perovskites that retain fer-
romagnetism at high temperatures, have strong magnetic anisotropy and wide minority
spin bandgaps, by means of high-thoughput first-principles computation. Their elec-
tronic structures and mechanisms for half-metallicity are also studied.

In the first chapter, the basic paradigms of spintronics as well as past research on
spintronic devices and materials are briefly summarized. In the second chapter we de-
scribe the theoretical framework and implementataion of Density Functional Theory.
In the third chapter, we describe a high-throughput exhaustive calculation of electronic
structures and material parameters of a large quantity of double perovskites. Room-
temperature half-metallic double perovskites are identified. Conclusions are drawn
based on statistics on the data set. An instance of half-metallic double perovskite is

studied, and its mechanisms for half-metallicity investigated.

Keywords: Spintronics, half-metal, double perovskite, Density Functional Theory,

high-thoughput materials design
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F1E BiEEFEMREHIZI
1.1 BieBRFEHR

B e R A R . AR R e, R
B BEMTER 2L 52, Biekaaitinl, £8ar. shEZ ST
HHE.

H ERIAFAEAE Bt el 20 S0 — 2850t B3 Ry BB - 1oL 0 5 26 96 1IE
[1,2]; XLESLIG AL RUESKAFE TiE I i e R A sh 2. #iek, 128
TR HIAATE R AKhL e BB R AR S50 . 12 BHERL T, Wire 7 E IS H 0/1 Bl
of BRIy AER ST A A ] B SRR AN P 2 b, H sl w5 HoAh
M EHATI G AR TIHLN, BiGEdE 7 e RV QB b
B ERIAT Y, BEMSZRL T I RE & .

g i) P TR B X — B S B B e 157 [3-5] WA
M2 B EHE. £ERE75H, BROEEWE —gups 5HAE B EMHE
TERL, Mol (FEFJR 7 Eoleiht) P4, . . 2R, BIRE a1
FARRHAI TG 1 ivaat, EAHRS T2, BT R AR,
EZ KF R

H e FL 22 R IR EREHL TR, (GMR) IR [6, 710 XM TR 1)
KB [8-101 AN P A% Ge = S 4 L 1A ML 0 B e b 1A B I B2 1 [11] D HES)
TR AR TS AR . BRGNS TEREHAON [12, 13] Ja R 2
MBI IRk by R B e T A8 B R4F 10 BT AT 5 [14].

1.2 BiRETEHFHEHSENA

LR PR BH RN W] LB L B e iR 45 415 2 SE bR (151 il 1L 1s, fEH
JrM S5 F PN BREEZ B — R AR BB Z BT, Ferh — MR Z AL 5 1) O
HOEIE I 5B I D KRB R AZ AR S BT, AR R kA TS
[ B AR BT EU S BT RA SR, 28 R RS 7 SR, B
Jig 16 (4 L BE 2 Y B 2 AR Ao IX AT DL iR d gt S DL A St ok
I FRACNGERE ) — > L SLFH Aot A T s o

FIEN AT TR I e LTS A2 R P R R PEL N R R e £,
REUT NS B BN 1 B e 2R 8L an B 1207, fE ANk i il 2 TR
—RBTHL, BT FLBTEL, B RIFEJ K AR RS .
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Bl1.2 RARBIESS R e K

TR o B R S AN B e T 1A BT TR S A H A O, B T AR AT H
bR 2 A B SRS A N, BRI BON,  hte] BUE RS 5
v N el SR N N

br 1 BRI &8 0 B e T AR A, A AR B e T SRS AT RO
g S A g I AR, 2RI Z TE. N T el E g a3k
LR ThEE, — AR R B e i 1A g R e s B R TIRE [11]: [ FAA
FIEN HERAL I B, X AR B e AL I 7 IR R 7%, B B etk
R R, b, S NERBARE N RSB B eEN i E e E
5 H Al E W R EAE A (BB E RE R RO, SRR R AN [16] 55D i Ab
Ykt B R AL R L REBEAT R G B RE RN L % T T PEL R A B E IR 2L
N [17] 900 & B el AL FL -

1.3 BIEETEMR, &R

XFFERMLER R B et g SO
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Y

Ep

13 FefErEE

_ Ni(Er) — N(Er)
Ny(Erp) + Ny (EF)

B, BBRHLTE BB T MR B IR R R B m I, BT A
TIPERE R BINCR GG . T HARRE S, 4l 100% (1) B ettt w4
RMR S 7 100 16 e R A B b oAl E e <y 1E 1) B8 2 AR AT, MR e e R R,
LRI, BERESERRE . B, X Tk a e et iE
N LI E IR A 2 g SRR, T 2 E e A 3 B KT 100% i 2544
PERE 2 SRR 1% [18]. BRI, = H A3 2 B e fl 157 S8 1 7 [ s I 0 22
XA

PR 4 8 R oG S AF N B et Al 1 1 — B R LRI . Wald
SR [19] 2 LU IF AR AT FE R IZAE — PRl O — R U)o T TR VR )
J&)o T ML TR R R S AR BB AN AT A, HOBUE S )
H Ak, & 28GR E e R . FRREE SR LR AT Bk F] 700 $% 1K
B LA L [20].

B o HR, 584 (100%) B R KA R — B GBI FGER . TIAE
RETFIC I PR MRESE R, 564 B R A MR 2 2 4 )8 (half-metal)[21]. Q1
KK 130TR, &R FKRESE T 100% 1) B Tetktt, RIA30 A ey m B35
BN, MaRNEREE. B, FE&ENSHRRSTE B IRRAT; (F
N 100% H BER A B B AN TR, AR LA B8 20 SR AL B IE HEL - R R R
(CE

XPEEEAMRH S Bl 70 FAGHITIR 1 [22]. SRR
Ve B SRS R BRI S [22-241:  TNERAT 254 B U < Jm Wl R AL & ) A I
WA [25-27]: BEDR™ [28]; ZAALES [29]: —4EAkl, WS Aad I & )8 kN
KA [30] A1 GI N ERGRFEH EACERDK  [31]: ARG SRR, k1B
1] 3-SiC[32] 1 Cd;As,[33]; Heusler &4 (b XNX,YZ 80 XYZ, X F1Y &id
WSJE, Z NFEHEILER) [21,34]; REERE ((h¥ 308 A,BB Oy) [35,36]; I
BEMAY, W E A PIST,CaRe;Cu,0,,[37], 1524475 2 fINaSr,Cr,0s,0,[38] H
ZrCuSiAs A ffJLa(Mn, sZn, s)AsO[39] %5

4 @ MR FE R M Y £ )& A kL (HMF, half-metallic ferromagnet) A1 5 2k
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G424 JB A4 #] (half-metallic antiferromagnet). &3 SEbr _FoNIRKE &)@ MR IE
BRELARE, b PRl DL B T B R TS A B AR 32 B R R L A 2R
EIEIEL

b 7w, tnr DL A A I T POR RE S, AR AIE S iR
100% FJ E el At XAF a] LLSEILPTAN 7 180 B9 5 BetR AL, B9 XU B~ 44
[40]-

1.4 $5EKH#H

£ H AT S RILEE & @M R A, A Heusler A 4 AR R #4861+ &k B0
T AT ER N JE IR [41], DRI R R D B e BT SRR B
TS, SO HATRSZ RE . RFEERWRLE @A EHIEIE. Heusler &4
S oy i an wic S It =37 5 DiPRN = O Sy o G e SR Y VTSR i =t [T =P SR 2
A LA R HEP R WA, HAARRF S B I RIR A B R 2% & . B,
BUESERA 2 AH XA B 32 SSVE e S @A s i, B2 XU SR AL (double
perovskites, A,BB Oy, @i ZEMWIEIFTR) B0 N Y48 -

WU ERA AR 4 2% ONALBB O, Horb A B NI - &R 8if Lt &K,
B M B H AN ESE. HEMEGE (AFIE Peierls tH3855) RNIUT7 ML,
LAF7R, HH A ERAT af i DA = 4 B A& . X T458K0 ABO,, H
FOE S BV T
RA+ Ro
~ V2(Rg + Ro)

A% [42],

S b, USRI A ERE T A, LRSI (e, — to,
B JS R R T A . B A B R R A 2 7 R ) s
B, By B 55 O B T2 I — M Bess e i i, SR Hpe T 48 B T 10
oo FCRIANELAEFIHEA R AEIEBB O, J2 o RIA B AR FIT B3 15 36 0 i 2
FE Yl R TR T AT WAPE DA T 0. — MR, OUBT B 0 8 s 2 o
S g4 2 R B F R 30 T 4 R M e R A

KSR BB P B BN EERHEIN SR, B EEE SN . FERPHAL
N BN EE [41); HIUTS5H. witE. 45 R & 4«00 H BAE
H, 1 Jahn-Teller XU, 5EKHE, &FhH KBAHLE], F3755%, Anderson JRiiH,
W [43]; MR, HIFEE REFATEEA (31000 FO ORI E CEE)E)
PERHA T H K R
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1.5 BhedFFEM R Schrin) @

HATde i Ee @k, A vk gt B 1E N B e i1 22 ARHE B Z R IE R
—EBEES . MWSCHMERIMAEE, XEE&REMENSHERN T Bk, BRIR
fEwE TR, DU AR TR R = T RERE TR, A& 7E Heusler A 4 LA
FU R MR D SE B XU R NaSrCrOsO, 11 & BL il 5 N 600K DA L
[44], Heulser &4 Co2FeSi & B EEAE 1000K LA _E [45]. 2=, NfE H He A )
REDHBHATRES), FRIMERE. Rl R G SR, JFEFBRNWE
) SR RE CRIE BEPUE #8535 350 B AR T S A% AN [F) 7 1) B ) B ) R it 22 570
(La 75Cay ,5)(Mny sZn, 5)AsO I & 0] S VEREAE 0.5meV /if [39]. =, WK
P RAebt. DL A B e T Y 2 oK BE A R T 4R RF 2 IR iR
FERMARsE, FEPiE T B I R R A 9 8 4 )8 (46, 47]. IEAk, XS
EKATE G B 0] BE 2 40 R A — SRR AR B AH, TR fm k. s Ilse i m)
i@ A BEH T M RE, X S ST ) T B AR

deak, B bthad 80 AR LA, HI B TH I 48 — B DLE i s ag sk
P, SEIGUF ST E A N, IR 5 STINIE R ERES A KR B AT B Wik
[FIAA BB Og XUEGERA -5 & 5 5 i) [48-60] CEBREAEE BRI WAER
WX B M B R FPEAERL, Bl 1L5FR.
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F2E8 FBEZREBLAEERENH
2.1 #%ig

THREAER TR TECE TR, SMRLT R FEmEs. H8ETE
HP R B R B e T R 5. Be b, BEEE T ' TR A AW
TR — MR B R FA T 2 R TRHARA R T, At &
PAFREAERE B R BT T ROR B A BB 3L, H AT S AR X
JR 7 ROBEAN B RO #EAT BONFE R ITH B, IFo0 B R RS 44 R AT L L 0 1
J RIS o

VR — PR I - BORORFRIR B S 777, Bz R e (DFT,
Density functional theory) J7iEfE RTF BRI FEINS, R 78 —MEE BT E
IV Rl . Hokg BE AN B 4b T Hatree-Fock 7775 A1 Post-HF 575 (WASMHEAER
&) A,

1 775 B R UMk 38 2050 ) | i AR AR [61) AlEE € 75 [62] £ 20
2l 20 SFARAHGRIR s o ) & 14 5 AR T DAAS 21 8 B RS i RE . 1927
4, Heitler A1 London H & ¥ /15 W 7 A B T &5+ R HAL 88, AE T
2. 1928 4, Hatree /7 FEHEH [63], Hatree-Fock J7iEFIGTE . 1964 4,
Hohenberg-Kohn 7€ B $g H [63], % Bz sk BC I BIG AL A A 7. 20 4D 70 4F
R, Rl I Bl . 1998 £F, Walter Kohn [X%5 B y2 pf FRIS R0 U1 R4 2232

RIEZRS, F—M B AR TGIE R S i T &, (HEEIndRdE; @it H
Pb H R, RS R L E M ERE MBS B . 7Rk %O A EHMA R 1R
B I AT DA A BT BT SR RE TR A R I, — SR A SR E . (an K3k
PEAERINLAR 2. Rl EMENHE ) a8 K E, TR IR IES 2 E
IR HEMREEAE IR AT EIEAERR

2.2 Schrodinger 2R HE &

XTI S AR &, HORSRA AN B s e 2 15 T AR TE RO
f{n,ean,e = E\Ijn,e
Hrhmy i e 0 AR TSR T,, BRI T, = —V? (LU H
FREAD, B2 OB Vo = X, e BT SR EBE T, 5
T2 AR V.,
IA{n,e - Tn + Te + Vn—n + ‘Za—n + ‘A/e—e
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SXATREA [ RN — T SR RO 2 A (r) o A8 B0 7 5 e 5 g 3K
MRT U, KT, LA &A B H BT ARG

2.3 Born-Oppenheimer iT{i\

Born-Oppenheimer 184 [64] f#H T BT FR FRZ RS o
HTREFREKTEFZRE, Breshmih TR e, ST E
RIS BN R AZIE T “A8)” (ARGERD, BRI Ry AE . Ihhf

U, = U, x U,
HL 3053 W, XF . PR G 5 10 A
[:[e - Te + ‘A/e—n + ‘76—6

BRI, BRI E LT A AR R BRI R S A R T TR EE SR R
(F0, AHECANSLIEAR AR L, 20 W7 1Al AR B A 51 A R B 45 12 &
JF 51 PRI, 5 2 FIPE B B 5 R I AS M ONE s e o AR IR ARG S iR
B R R PR B LT Z SR 2 5 ECAH AR “Fa 7 Mm sk R aeEH bt
PTG DL EE— AR o TR A I 7 IR A% Lol A T U T S BRI P A R

2.4 Hatree-Fock /573: 187

NI A /> Hatree-Fock 7712 1XXF DFT W 2 H @i . %55 1,
Hatree-Fock 75T —M&e1e . 1& Hatree-Fock i, HL¥ 8] (¥ AH EAEH
Viee = D i rlr”’ fE—Brin el iU S i B A o0, R T3 2 H
55 ][] HAthy L5 R B8P Sk PR R R AH [ 20 A B FELAT (I AN 2 B R H Al
+O AR BIER

‘A/e—e,O = ‘A/e—e,O (p)
X il KRBV RN 5 K. i, ZB—HHEsas, 5
e R
H=Hy,+ H,
HMEEE, FEW IR BN Hy SRR, R Hy o7 Ao RN E T B AN
TH 5 BT A LTI BRSO 5% R P A R 1 0 ) A
Ho = hilp(V)]
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BRI ST A BHEIEEMER, HEEEX LCa@ie TiR2. #t—
A, AT AR TS HE ) 5 2 X A 1]

(3 lp(W)¥ — B)¥ =0

Horb, fERRAESHET, p W E— PR BT, R E 1.
Hy = Zﬁz‘[ﬂ/]
HERF—2, ST AT RS, BT RS
hi = T; + Benj + e,
B AT, TR o B AR B 4 ) 9 K 0 ek B T LT SR, A
ARG — 2 R B I B A W RN T B 21 Slater 47815

Y1) a(1) ... wn(1)
%(rhrz?m,rn):\/% w1:(2) ¢2:<2) ¢N:(2)
Pi(N) Pa(N) ... PN (N)

HA psi; ST TR, B, SERMIHEL, SeR T ARFE T2 E
P ARG 2 o

BT A U R 0 T AT AL R SRR B A U 1 4
B E = (WolH|Wo ). %5t 5451

. 1
E = (Wol H%0) = 3 Fo,+ 5 2 (i — Ky
i 2,]

Hrf B N5 1A BRI R TR R AR G b B AN AED I
{1 BE

E; =< %%V? + Ven,i|ths >
Jij ST AN 8 A [R5 R A R B I AN L ) B R TR R HE R 5 R
HIREE X
Jij = // '(b?(l) ¢? drldrg

ry — 1o
K;j e AR EE R ) fe e, 5643 W Slater 178N RIE R, FRIF HEH
F 2[RI A R

Kij = // W(l‘l)iﬁ;(l’?);%(1’2)%’(1’1)dl‘ldl’2

r1 — 1y

FETHHL AR Hatree-Fock ¢ BB fi, IO 75 2R HARE R s B by 3
A LA 0T S B 1 R B AL 555
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H1F Hatree-Fock i b8 B0 B ) 2 B s S5 il B H HORIRAEIUI 2 i 7 5 5
HoAth r L fer 25 FEAH R ER R = A BEAE A AR E 200 2 H 1 R BRI %5
i, SEFRAY) Coulomb HEF A& RIME 2 B K, XM IERRN RIS (5
Z RIS H AN FFEHD e 55—t sk Bl FHEZME (hnEik &)
KAE 1E M Hatree-Fock YR %L, FRA Post-HF J5ik.

2.5 FEEZHRIEIR
2.5.1 Hohenberg-Kohn EIE

5 Hatree-Fock J7iERE 2 AR, %5 B2V bR BEAL 2@ 10 2 W H R B %
A Dy BT SR BN LA B R, TR SR R R AL RS B b, R s ) e e
KIEZEZ RN I AT B — P F % . HA% 042 Hohenberg-Kohn
F I [63].

Hohenberg-Kohn 25— @ BEUE I, X T [FEFE R LA AT % L n(r), R R HIRG
) AN A UAH ZE A — AN R BCE U, RS FLAT R ME— L R E RS
MG, PR ME— e T RAN AR Z BT RRBEAN R rE R B,
ALK 2 L B HEE A — DN B AT, T A P A 3 72 AR X A2 FE Oy
G T

Hohenberg-Kohn 25 — g # i B, AN IEZS B 7 % BEE — e R R IV AE R,

HeeEENEERZ AT ERER: X T4 o(r),

Bwaldl = Flol + [ ooyp(e) s

1M H, XANZ AL, 2 HACH RE RS OIS N, XN bR LS )
. Bk, AFRUR S R AT S B R B ANz i b, R /M AT BT 2
SLAS LT L, TS B A A 1 B P

Ey = min E[p(r)]

45 B 1A Hatree-Fock 7 VM8, 25 B Eli‘_/\*iﬁﬁé HIVZ BRI A RN

Elp(e)] = Tlpto)) + [ vestlptry e+ 5 [ 46

Hr B lp(r)] B3 1 w5 B Anr AH BAE FH B A B B AR IR W SR . DA R
MR VAR S B E XM LR N 7 i B A 2 22
THE RS AL,

N, B, G8F% THRAMEME LM EERE. BHAE IR N
#& DFT W% 0 it
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2.5.2 Kohn-Sham Density Functional Theory

Hohenberg-Kohn j& HUH K R EAS NG NREEIZ R E(p] WA AT 5 2
p H#/Mb . Kohn-Sham DFT[65] #F — 24432 ok (1) fe /INMb 223K B4 4 08 J7 12 1
A TR VASP SEH b S PR R AR Y )

FIRA 7 R B, Rz R

Elpte)) = 1) + [ weatrlpte)dr 5 [[ 25 avie + B lpte)
Wi/ MU RO TTRE, AN R TR E BT R

ﬁqub(r) = egb(r)

k&t

. 1
Hys = _EVQ + Vext(r) + Vitatree (r) + Vie(r)

o] AL SR AR B T B 15 T RE, AT A B 2 5 #5406 3] Kohn-Sham Hamil-
tonian Hys I

2.5.3 BEliRFRZEEZRIER

TETC PR R A A PR Al 25 32 bR i) (S B ARl TR E S 7 RS, |
Tk e A AR R IR AT SR AR TG PR R, T LN R T,

Bloch & H¥G 55 2 (4> FHUE (CRAEMED) A Bloch 325 k Ay, M fE
A BR S ST AR X T PR 2 A N AT BE . Bloch i BEEE B A v (1) FAL HL 1
P R AT LS R R K [66]

b(r) = **u(r)

HoA u(r) 25 S ARE H R FR R R A, kA 7eAm I X EUE

FAL T A IR 8, E(x, k) FTLAH n A1k 5E2br7E, B E(n,K); [H
— n ARRMRAMFER “0FHUE” FONEET, AR kAR B A s B iR
AFE [67]. BEHTHRRIREEAN k ZIESER), T2 RMX AR k ST
AR E SR

9 BRI A R Bt 28 AR ) B E 8 BR EOGT Fourier 2 R A
BT
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2.5.4 IHKELIZER

ZHTF U, R IR T, FrA MR (R pra i SR o
&) #IHBIREEZ bR SRR By, B BT By BRSHIRARBEE TR B
KEIR SEbr BB BRI RIS, PRI B s B T,/ 20
HHATIAL; JEAARI L IR R THEL RS 5, AT ABLA 220 P ks TSR 2

2.5.4.1 BEEZEIRLL

B (] ORI 1) By AU AL I I AL B, MBS b, JEITE
EEM S —2 1 B p, XN R I (LDA)[68]:

ELPA = / p(D)exe(p) Pr

H AR a5 St A .

BT R X RAER RIS T T A AT b 1S, Sehs Rild & 755 R
BT B 25 BN R AT I AL AT A, AR BIZE VASP S5 3 Hh H LK S s
RV 7124045 Vosko-Wilk-Nusair (VWN)[69], Perdew-Wang (PW92)[70] £%.

JR 38 B AUAE T REBR SRS DL T A R IR 22 A R A SRR
ISR A

¥ ERMNFELE, LDA i R A e .

2542 | MNESEIE

RS 0 1) A DR 52 8 R K A JE T B0 2 FELAT B RE O BR B2, PR ) OB I
L [71, 71]
EggA:/Exc(pT,pi,VpT,Vpi)p(r) dr

BB R, A RE K BRI SO

E,[GGA] = E,[LSDA - Y / F(sy)n"/3 dr

_ |Vpo(r)|
Voo’ (x)

RE F(s) MARTER, 4 GGA 708 GRYE S o3 (1) 14 Jog i3 AT I 5 45
21D Perdew-Wang 1991 (PW91)[72], Perdew-Burke-Ernzerhof 1996 (PBE)[73] LA
J% BLYP[74, 75]. PBE Al BLYP ;& & N5 WA .

GGA TEHAT JUT g5 /AR AL AL S e BT T B ORGSR i, (Hi RS
Aty B ATS A 1]

MRS FE AL R ) SRR RS AT AL, S BRI T3 p B—Br s &
HE— B 1IN I 2 BRI T meta-GGA[76]; meta-GGA &4t T K& EBEX

18

o



B BB R R AR LR S

2543 DFT+U

XF T om ORI d A £, SR 3 BE A DU SO B I B e AR I Hh
Ao AW RT DL A R P PO R TR S R Ak R 2 TR R RO B
YEH, ®kN DFT+U[77, 78] 7EF|H LDA+U il GGA+U 251, FERML UM J
PN 533 5 R 3 P S I RN A2 4 35U AT % A 48 56 . X M B AU — ol i
HSGW A1 3], FEN 1-10eV.

2.5.4.4 ZMLZER

Z 8B KLBR BRI /N T A HeBE [79], #2H T K Hatree-Fock A i 22 #3451\
DFT, i@id# DFT 1 HF “4%58 7. AT 3 R THE S v 5 DU B0 =k B 1 2%
132 B [80]0 244z BRI XTI 2 LDA Fl GGA ToiEAR IRk i 1) B e, 25
AR AL T . B, 456 F, PBE+U MR TRIRFE4EE, 1
AT RS

Z vz pR AP A e Iz BR HH Hatree-Fock & ifi 32 #2372 bR

1 1
E" = —3 Z// ¢f(r1)¢;(r2)m%’(l’z)%‘(rl) drydry
i

5 A B AW S H Rz s e R H SR A E RBOE IS 78 B B 4
RIS R GMAAE. HEAFKAREHAEGTTA, RIUZ K78 B3LYP
(Becke, three-parameter, Lee-Yang-Parr)[81], PBEO[82, 83], HSE (Heyd-Scuseria-
Ernzerhof)[84] %5

2.6 VASP I

VASP (Vienna Ab-Initio Simulation Package, 4 8 44§ 55 — V4 Jif 2 82 fUL 4%
[)[85] A H: T H 2 MBI . R STIEMES [86] BB LUIN-T- T /72 [87]
AT R 1 56 — MR R B Ak S B, TR 2 4E 9 K5 1) Hafner 4.
VEN— Pl A 25 & ThRE A4, VASP 2 i O & FA etk 2 —, 1&
A EEE T ENER TS TSI 15% TS %R, VASP SZREARLIZ R .
WEARBR BT VA ZARMINERWR . MEETHE, DhRe QA0 T3l 5. Ui, o6
PR BT RS

o0 [F) HAR ) B AL S 3 —FF, VASP K B 63977 75 # Kohn-Sham 77 1%
315 Kohn-Sham 3 PR 2 Ik FEAur 5 BE VTSRS S5 000 A, -l ok e % 0 o fot P AT
WL, (EFEFEVFE T, VASP i HIEACRE FEXT AL ) 7%, VASP f§ ] Broyden
F1 Pulay mixing HJ77% [88, 89] LAMNER Hatree-Fock H V31t & HIUSIGH .
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EI3F ETEMEETENERKEISART FEBH
LY =18 B ik

31 MfinE=
3.1.1 WS FEBMRIBARIA

ENZERFEEME R B REE 2 —, SR ME—EWRS TRZH
PRI LI T 488 BT A,BB Og BB ARKM H B, THEDRGE. HIHE
B, SUSERE - a B AR B S TR B R S T .

Xt FABBO, MK, B4 kI T A=Sr[90-98, 98-101, 101], Ba[90, 102,
103],La[104-107] FIXES R -4 )8, A T —EWAA.BB.O, Y28 M
kBl Hrh A ,A’=La,Ca,Sr,Ba % [50, 108].

VA RIS R 2 4 8 10— ML o S2Br b, X T B 8 [ Sr, FeMoO [ 351,
S EMENIRERR T Fe ty,-0 2p-Mo to, 2205 ST H BEJ7 A 13507 3 78 1)
HMIEZ A, ARG TR EE LR SRS AR E b E e RERR LT [109]— /54 &
SR 100% H eI e MR & . Mt T AR Sr,FeReO,,  H iEHL
TEH AR 724 @ [110]; [FIRF, Sr,FeMoO, tH4 52 2 tEA ARSI [111].
XL, 100% B MRS & — e HEE (BRMEAKH
WERIE T EZEGMASRREFEED, e 48 KA 808 H ik R L] .
X BV A2 AATTAT DARRSE [r) X A4S RUHE 7K, (HUXE DA — 57 7K 3% b A 13X A X8 AT
g /I H IR 2 —

WIRTFTIR, P& BRI BN RR A, 8A — SRS Ui XL
S, B TEFEEHE I E B A, g e sk DR E e RS S
., HArmARS 270 S [39]. [FIES, BT PBE fil PBE+U Xf -4 J& 14 1)
IRRMEZR A RIRAEA, Rz g TI0 R SR D). RPN
B B T RS AR AR R SE bR S, T I R R B S bR S A A
BN & B A KL

312 SEEMRERN

i, REEBIOTER IR, W LUK IAT RN UZ R R L+
(3N T 3 Sl w15 2 17315 S M A R i 3= (PR VS SRV € Y WPNE 2 &6
MBHE DFT Rt E SR T mMe, KEdE R Ba s Uk ik
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Ko XFERITEHEFEMREE A TR [112], TR FFR D ReA R CanfE k7D
Wt [113], H 25T SCHR B s AL 2% ) 096 B A2 Tt (Allanore Group, MIT)
o REWRIEN—1F BT M, U6 5] 55 2 N BI7E & /7 (Reed Group, Stanford).

AR 2 WA R —FE, F5ER MR s iz R B8 EBL T i B
KA T 5y ERAR RS R 5 i RS T 3K — BEORAE T Bl A
45728 KAk 5] U0 First-Principles Study of Half-Metallic Materials in Double-
Perovskite A,FeMO, (M = Mo, Re, and W) with IVA Group Elements Set on the A-Site
Position[114] f# H B & Bor 71X —#%. £45 41k, BARCEAXTA,BB.O, 15
BRAAPRLE 73 25 PRI SRR SS [115], S0 3CE X IXRESERA AR B BB IS )
fe i AT

NHECR BT, T XS SR AR B X — H Y, RIS E TS
TIRAAATI WA DB MBI, W XS B M R &b A
FERRLIE () THSRRE B2, 16 2 3F4T PBE+U HG TR I ILE LA /N I BRI
TH, T AA=LaSrBa, BB=TWEEEN (C5 + CF) x Cgy = 2268 PRH 7
XS B 2 < Ja e e A REBEAT 3 i, P 5 I 1) 7E LA H 8R4 b, 2T B
Ao

eI BT SR PR A0 A U T XU BT 2 <5 e 1 3 T S A o A B B I
HMeo WETATAR, EARNE BRI VR 2 U0 BRI, B 4R I L
MR K —# R i T “Eiz”. T2, PRI MR Bt st X seikEe
A ES . 1 H, @R T ok se R E, md T 8E
R R B SRR A R 2, TORBEZUR X T/ B e REFR AL
B eV FRZERRIEFEHHEN: XaEemn g — MUK L
B ERENLR AR, TR R EUE RIS R TRE ST B, AW
A REA il S 7T 5 IR EAT XU B~ < JE AR BT

AE, BATR R @R RIS, THEZ) 1500 MOSUES S R H
TE VLS DR A B B WA BAE L B WS R SRR S, Pk
H AT BE B B AT BT S B = IR B m A

3.2 ItEFEMRER

3.2.1 DFTitES#

VBRI 58 — R T R G Uy U 1 SUBRJE AT 0L PBE 32 6K, R
Fil VASP BCPEHEAT . R GGA+U J7 ik R A6 10 d A0 £ FB T & T
HHCU R T IRET AU 0 D RE A OB B 4 B AR 16 3
[91, 94, 96, 99, 102, 104, 106, 108, 116-126]. TFEAH #5281 ¥ ik, P
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T 98¢ ik R 2 A AR T RE U 400e Vs B REE ISR HERUN 1 x 107%eV. £ETHRL 1
PEAHELAF A& RO R 2 x 1 x 1.

322 SEEHERE

RN 1500 Ff A2 A5 B NAA BB O HIXUES ER A 1 RFEAT T 55 28 it 5,
Hr A,A=La,St,Ba (FJHEE), BB=rFdIE®)E; &I 7 A,A=LaB,B=3d
SIRMITE, BONIX R SR e g 12 i 7. tF RN X
TR RESERS MRHEAT TR IR L SR, A ABTE. &
EEEITE, R RS I SR AT 1. B, N T ARG RS
JEME IR, TR T LR R SRR (1 B e, AR A T R REAH B R A
TR HAT T k. &, XN THASRUEEESR, T 7 RS W Rk ae.
W2, WRARDEA T M EAEREE OB BIRED . M m R R/t
B ki & @ ARl AT HE P, it B B LS N & JEm M R . A 4h,
NPRUEAERAYE, TR 7 B %) i e AR AT e i 25 s R () L AR 45 4 A AT
SRS, DASGIE B 1R 25 AN 2715 K n) 7

fEEnlE T E IR, O E T =R DR E R R A BAE A
WA O BEE . W& m RrEee; HEAEAEE G E AT

4B E SUNFKAER DOS< 1 x 1074 (IRl DB E e B € o %k
REZ M /D% A iE DOS< 1 x 1073 [FIN 28 HBE > 1 x 1073 BE M, il gmis
R E AP SZH

R R LA ) 0 A M — ) Tsing BEARL (K 52 S, (HARE B E e & 78,
BIREE B = Js189,8; = £1. {EmRBEIIEMGIIERES, WO B AE R W £ 2
MEAE AN SR RE R 2 2 Epy — Eapn RAE. X KRB, CH—Fh
RIS T REMEAE EAE R AR 4P A N o RIS R k% T LA

E - F
J— AFM4 FM

SO TG BAE R R AETE 4P O RS b, Ising BERAHARIE E (F IR
Te) ARM

2
kpTe)J = — = ~ 297
w1/ In(1 + v/2)

LT AN Eapy — Eppy #EH E BIEEE

Fi % 1) S 1 A T 3R LR K) <001>,<100> F11 <110> J7 [a] () JESL 2k it 45 3
FRBRL S RE AU AR T ZE 3R
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3.23 HEEMESH

T XU AN E T EY), LB b2z Mg (s
R B 45 52, B @R RO BREEENH
25 KT DL FH LA B R o K TG R R A v 3 s A 16 ] S0 ek )
5 RN T A S B R 2 B AT AT R 2 AT

B BT 23 18 B H T VA B SN b, F 2 1) gt 2 G e R 40 e )
JRFs RN FEIR RS, FEKT7E TS Mulliken A1 J& 73 A [127], Bader A1 J& 73
BT [128] 55 BRT R 4 M E B H E R A, A SR A B 2 S #2& VASP
AT B IR RRAS s T e FE A 45 1 Wigner-Seitz 242 N BT A BT 55 5 19 AR
55, WHX s,p,d, fPUEIR A RNEIE EWATREG BHIAEN o, B BB R 2. X
LeZE B AT LA OUTCAR Hiel; [FRF, fEAXTH, M V_RHFIN A1 POTCAR 3C
R AT R T T 45

3.2.4 TE=MHEXMES
NS IR R, TEERZANRTHTEMNHBRFESS

HASPERTZREAR DS . X LR, B AT 2 AR BAR S E i, T3k b
T 2L R ¢, ..., ¢, MIEAEREy, HXRE 5w SN

> Ty — NIy
Toy = —
NSy Sy
JE M [
= (Totys s Tuny) "
L 5E R
T'z1z1 Tz1z2 -+ TzizN
Rac:c -
TeNz1 TaNz2 .- TzNzN

WJ 22 A% B A R A B r 3 SN

2 _ Tp-l
r"=c R_c

MRAREO <r < 1, BEEL 1 B 2y, ... 2, EERMEE RS y BHK, —
BORUL, 7 > 50% A BEMEAE N B ZPER GV B ik . i TG R T
B WSS EZ AR LRI, A iz e CRENS B i € 1 ik
AR
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e Ba2
La2

e |aBa

e LaSr

e Sr2

e SrBa

3.1 ADHATERERYE BB AT FEIIRR

32 BREIARS R BRARE RS BB B TR R
33 HEERS5S
331 SBETESRITERS S

XFIE 2000 AL R THR A, 1500 2 A BIRPRNIGR] 58 G5, 29 185 F
TERRMEA T 4 FIWT oA & 8, R4y 105 MONERRL &8 =TS H8 7 B
A EHERET 50 Z 3L 7 F, Sr,HfOsO,, SrBaMoLaOy, Sr,MoLaO,, Ba,VZrO,,
La,ZnMoOy, Sr,RuHfOy, SrBaRuHfO4. i =FSE B A ML, A4 PZIL R I
13 i, TR S b g B AR LA B = b 2 B R I e R N Y, B = 28 [A]
HAHRREDUY . XIFAETOEA . IR AR B E AR, 3d i 4 )8 2
B ERER) GETIE NGB IR, B, mERPERS FEAR
JLE (4d,5d) HRA, FRFATFE. XAlfedks B A B (192142 LR g
SR RN R 7 R K

W bk =R b2 4o B M B W R 7 EUE R, anE 3.1, B 3.2, I 3.3

Hohiik th =S BB AR, S80S 201 R 32 80 [118] AR
T3 0% . TR B BORSGE . WA 1 6 e P A BORBEA LY R
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e Ba2
La2
e |aBa
e LaSr
e Sr2
e SrBa

(A®) AVWIAS

=)

002

& 3.3 HismAFERES BB R TR R

* 3.1 ZHEBIF RIS &R

i35 M S VERE / meV | JEHEIRE /1000K | DEE e / eV
Sr,HfOsO, 2.836303855 0.871521628 2.489
Ba, VZrO, 2.357496271 0.78644282 1.897
La,ZnMoy 3.2807 0.933049186 1.837
(JACS)La(Mn,Zn)AsO 0.5 0.55 1.4

B, ARSI R P —REHUATAE CuRB ) e 5 P B A ik
MK

332 tHEXMSH

FEIET B MR M TH AR BT b, Btk AR TR b, R RERT S EE R
b EYIRI e R M. P SORE, IR EAE A RS RO 347 E 1
AT, AR EARE I T B B AR S (RS R SR RS R R AT B T
e, WLLEEEETRAN AT FED 5 HIRS AR 52 B A7
RFERIR R M excel T4 B,B” Ji1 ¢ BR3¢ PERE . B BB E . D HE
Jiert BRIAHOR R AR 320

#*&32 BB ETFHEESHIEMRAL

R | WEA T VERE / meV | JEHLIERJE / 1000K | D HCE Ews B / eV
La2 0.2114 0.2652 0.3613
Sr2 0.1811 0.0997 0.2820
Ba2 0.3084 0.3431 0.3749
LaBa 0.4727 0.1589 0.1405
SrBa 0.0986 0.22 0.2277

ATLAVEH, rEFEE 0.2 /245 (LaBa [ o {H A2 H T 0T Sk 104 @ ARk
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FEARR D). Britbz sh, R an B,B” J5 17 8o KAE Wi /IME . B RE S /b
EFEZHS BT THK O (AMERSIHE R, WA KISGE: 52,
BHBEHNNIGRARM LS B WA ER R e, Ageily B A B #§
2 3d JuEmR. AM TR RE A TS m A A LR b, ZRTEH TR R
THRGEZ RN 3d mEAN—D3d iR, DM EERTCERER
G E R . AN R T B A BT ER BUA A T A B R A 1)
X A] A2 R 25 0] e PRI T L S5 RN d LA IR AOH TR 2 &N R
TR TR, i, DA R 4 4
PP B — ELIR A S B .

YA R TE A, RATIAE T LSRN [ 5 A H SR R X
U S R AR T SRR B R AR, (EO L N AE AL B 2 A B B R T
TR 2 < Jeg 1 F) B i —— 8k — 2P S B TE A JE AN 2 DL IR X B 24

B/, HEITA S50 BESH NS EE =S80 CH . K 94 i IR
SRR & B EME AREAR, AABB O, ' AA BB’ Ji T A5 LR
T HETEE . O ERE J5 5 7 i SRS B/BY I p/d BUIE AT R
fERBEZE, DEATTIR. SRS R E 2. B 17 = P ReAE
BRITFEAHK R, [315% 3.3,

AEERE, DT BRI E ER BRI S80S fT A R R R
AIRITE CERARICIEA 13 2 DU 15 € oM MR AR D . IR WU W] A
WA E T MRLR SRR AREEREEIR BXENIZN 0
HETUE: BB, WHNAG . BHEERD R4 & Sr,FeMoO, Hi /2
E M A (mixed valence) FIML &Y, LTF-A] LUK X NI G AERE N : 48 T B %
FIAR I 2 3 E ehiE, X5 B M B B FRIMmESE I, #5400 EEE %

N BRI DA e RS &SR . WKL, KA S
AN MRIER, Z2ERBEMICRBIEARAZE, XIIE T A/A XSGR A
PR TRENS. Bk B/B Wi, 83 %4 B/B 1 p/d #liE
A R4, G RECER 52 50% oA X RO I/ A ey IRA S p/d
MIEAR, M5 s IEA KR, KXWV LLHARENNK s PUBEERT BT/ RB
s NI S22 50 H e AR E I S E MR . RIUIIRRAE p P Bk AT [37]. A
b, X H/EE et R B2 PBE ARz BITHE 25 3, AT Re e A HE
) (SEhp b, AR A RES S, PBE ARAHLAAE .

BRmiYEsRSS, BAREW EEMZEIORAR GEHA3dJE T KN
Ky FHRPERMR 22, X BV 2294 T 85800 o mT 52 B 3000 2 Fh B R AL HIL AR (1)
FHEAE F AT AR AN B o MNIX BTG IR 25 1) S 1R e 5 P4 e I R )
KFZ, MiEdE— P, XU, BrmaEIFACEEWRER, Wk
PERI5RES -

Wi R, ARENE, 5 A FRNERESMHMHLARE 0.5 K2
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0.3 ik, WY A/A XA RSEAEN: HEE A/A 1 6 fidls, 45
WREFN. BT A PIFRAITNd Rz, B AR A/ Haaks
AFRERETRUEH: BT A/A FEECRISHS R E, A/A TR
i, [ B/B” ) d FUIE STRR A LT, ELEEEN S AR 1R S A ORI LT BOH
B4k, B/B® IR TG 5 KA AR R R B, XU W R B A LA B
BUE L, ARG REE, XERSEEN. B, BB WEEREA
SR R EL HAEON s UBANKEE, 1 p/d PUB NS B SR 7 if T
LN

®33  JuEAN. AR SRR PR S A A o B

B3t DEETET R | B S AR B2 | S I R VERE / eV
AR R AL 0.7075 0.4176 0.5067

g H R RS B IERE S EH R R B R B R REH S IR 34008,

*®34  AMUAK RN RN HEEAE

2 ITUNEES e

AEE R | BB AGLIE Ui 78 R R . BERE . B/B p/d HUIEA 5 EL

FaAS R EERE | A/A PIOLE BTG BB IO A L SR L

3.4 FUSHH FE BB TN

341 HEFESKRE

AT, T RS BE L S T 0T R H A ORI U R
SIRMBIHEAT T SRRAE, M Hos T A M NI V5T, B — B R TS B
SRR BTE

THECR S — MR E % B R ER 7 ik, T B LBl PBE 28R, R A
VASP BAEHEAT . K A AREUN 8 x 8 x 65 JUAT 45 KA Ak i B B Ut SICH 48 BN
1 x 10—6eV, SZJJFIH N 0.01eV/A, KEARFRM:: FaASTHE R EURSCHHEICY
1 x 1078, THEEA S H PBE+U (15 8 2 KA HE % 2 5 F A iz i i A%,
H A A0TZ bR T 5 LA R

TN 4R H AT S G T SRR Ba, VZO 4G R
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NI TP PRTIN TP U FPRTY RTIN PUEE FUUTN PR PUTTT EYUIN PEETE FEUTE FETTL M RPETE
40 05 00 05 10 15 20 25 30 35 40 45 50 55 60 65 70 75
‘Energy (V)

3.4 Ba,VZrO4 ff PBE i5 RIS %E

3.4.2 JLEE1k

THRCR XS SR MR SR S i, i LaPR . &l sbig, R )E s
FITE 0.1 HIREFE T AR A SRR 7 )\ AR BOIRAR s A9 DU 77 @, a = 5.81A,b =
5.81A,c = 8.30A, ZRIFEA P42/m.

343 HT4EH

THE A3 2" Ba,VZrO, 7£ PBE tFH R (43ik) % WK 3.4f7R (T
XA 3B ARz R T B AE %, BEAA B0 DOS B s % FE % +UD.
Kl ed,, fid, 2 EIER, BUE—ZE S . WA, REER,, d, fFd,.,,
LT A 3 R B K R s it /D 1 e B A TR A

T IR T A B AR B oK e (384LLT- VASP 7E OUTCAR 1 7E Wigner-
Seitz - 12 PN 7 B bR BB R B spdf PLIED, AT LLIR A S AN PUIE 0 A R G
KR35, [FRF, Wigner-Seitz 45 N & IR 1 IS AT EOUNER 3.6/ 7; WESE
EHEVIET L, N0.96up/RF .

3.6 HIEYS (57 H LAECHG=TRUE. ff)) Bader 7> #7 4% % 3 4 AH [
R 3.6 4, e TT AAE Ba I H T4 Bas"s?5p°, O O3 s?2p°, Hif
O JiF 3R % Hid /b & th T H a8 Fr 3, Bader charge Bl 4 7.5, 3K 3.6[A B} >¢
FEVT FIZe T AR, MR Ze TR, VAT V EY) Lug BIRE
AR IX AN E AR

P, R 3S5ULH V EIEA — d BUBRET, 12 &N UIERE S 5
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T35 VI Zr T A HUE A AL

V1 [s024p,0.15p. 0.14 p, 0.15 d,. 041 d,, 0.34 d 2 0.37 d,. 0.33 dyz_,2 0.30

V2 |s024p,0.15p,0.14 p, 0.15d,, 0.42 d,,, 0.33 d.> 0.36 d,, 0.33 d,2_,2 0.31

V1, |s024p,021p,0.14p, 021d,,0.41d,,0.14d.2 036 d,. 0.14 d,2_,» 0.16

V2, [s024p,020p.0.15 p, 022 d,. 0.39 d,, 0.14 d 2 0.37 d,. 0.14 d,>_,2 0.16

Zrly | s0.26 p, 0.13 p, 0.13 p, 0.13 d,. 0.30 d,,, 0.17 d 2 0.32 d,. 0.17 dy2_,2 0.17

Zr2y | s0.26p,0.13p, 0.13p, 0.13 d,. 0.30 dyyy 0.17 d2 0.31 d, 0.17 dp2_,2 0.17

Zrl, | $024p, 0.14p. 0.14 p, 0.14 d,. 0.41 d,, 0.16 d.> 0.36 d,. 0.16 dyz_,2 0.17

Zr2, |s0.25p,0.14p, 0.14 p, 0.14 d,. 0.42 d,, 0.16 d.> 0.36 d,. 0.16 dy2_,2 0.17

F3.6 ST AT

Ba 7.947.947.947.94

\% 4.854.85

Zr 3.70 3.70

O | 5.055.055.055.055.055.055.05 5.05 5.05 5.05 5.05 5.05

SAHTE: IR AR B AR EUE WA IR (R (A 10
FEZIE ARV AN T HA B 2 PR D, 7 34
HURIOE A, d,, Fld,, , BUE——15 DOS B & 1K= /ML B4 A E
DR T LB 8 A R RS e, —t, ML, X AT EXHE R, BF
SZHHTRON, AT, SO EGE, BT REAEGE, FORAERERA
Ji0 DOS AE%: i T MR R fF LU 2B O 0y, 53— L e T 7 A
ARt BB A TR IR . BORhF 4 B RIHLER 5 Sr, FeMoO,
UM, #0500 PR A TR BT

ATLLBH U 045 d,, S0 4 EON R B BN U 0PI, AT
SRk R

35 BEHES5RE

AT, A mEE VRS T ik, XE 1500 FROSUES BT AR H
TER AT, IR o g m Bk E AR, TR DM A ERERR . S HLIR
& WA SR EEVERES B, AT LR RS M RE B I = TR S AR
EJEMEL EATS BN L DURT I Z5 RAT 7RISR T, AT RERON R4 1 B i
2R

I, X el RS 2R RN 1500 BRSSO 2 etk AT 17—
et MM ZAEMKRE, ot 7 eR4lls F & R RS PERES HU %
#, VLM S B R A [FIET, 2B T SR M R & T R
M BT RAUIEA S 5 AR RE S BN R AR . BURIIH SSHE R A Wl |1
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Ao fE A R DR 2T L& R IE S MERE, F&EMEANAE
A7 “EEAEER LA SRR AR R, T H, B R — 5 5 AR G
KEIzH, WeZREMEERNSER. B PBE tHERME T EWHREE. 4
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