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Résumé :

Dans ce travail, nous avons appliqué 1'onde plane augmentée linéarisée et le potentiel
complet (FP-LAPW) qui est basée sur la théorie fonctionnelle de la densité (DFT)
Implanté dans le code WIEN2K pour analyser systématiquement de dix composés
quaternaires Heusler AgCoFeZ(Z = Al,Ga,Si1,Ge, Sn), NiFeCrZ(Z = Al,Si1,Ge,In) et
NdCoMnGa. La structure de bande et la densité électroniques des états (DOS) sont
déterminées en utilisant les approximations GGA, GGA + U, mBJ, mBJ + U et SCAN.
Le calcul de GGA montre que les composés AgCoFeGe, AgCoFeSn, NdCoMnGa et
NiFeCrAl a son équilibre et la constante de maille sont demi-métallique
ferromagnétique avec un gap d’énergie indirect de 0.200 , 0.242 et de 0.522¢eV et un
gap direct de 0.434eV respectivement et ont un moment magnétique total myy de 4, 4, 7
et de 3up satisfaisant la regle de Slater-Pauling et les autres composés sont
ferromagnétiques métalliques et des résultats semblables sont également obtenus par
d'autres approximations. Les propriétés thermoélectriques ont été également étudiées
comme le facteur de Seebeck, la conductivité électrique, la conductivité thermique, le
facteur de puissance et la figure du mérite ZT. Par conséquent, nous croyons que notre
étude augmentera l'intérét pour les composés quaternaires Heusler pour les applications
spintronic et thermoélectrique.

Mots-clés : DFT, Alliages quaternaires Heusler, demi-métallique ferromagnétique,
thermoélectriques.

Abstract :

In this work, we have applied the full-potential linearized augmented plane wave (FP-
LAPW) which is based on the density functional theory (DFT) code WIEN2k to
systematically analyze the AgCoFeZ(Z = Al,Ga,Si,Ge, Sn), NiFeCrZ(Z = Al,S1,Ge,In)
and NdCoMnGa materials. The electronic band structure and density of states (DOS)
are determined using GGA, GGA + U, mBJ, mBJ + U and SCAN approximations.

The GGA calculation shows the AgCoFeGe, AgCoFeSn, NdCoMnGa and NiFeCrAl
compounds at its equilibrium lattice constant are HM ferromagnet with an indirect band
gap of 0.200 , 0.242eV and 0.522 and direct band gap of 0.434eV respectively and they
have an integer total magnetic moment of 4, 4, 7 and 3up satisfying the Slater—Pauling
rule and others compounds are ferromagnetic metal. The similar results are also
obtained by an others approximations. The thermoelectric properties have also been




investigated in terms of Seebeck, electrical conductivity, thermal conductivity, power
factor and figure of merit ZT. We believe that our study will augment the interest in
Quaternary Heusler compounds for spintronic and thermoelectric applications.
Keywords : DFT, Quaternary Heusler alloys, Half-metallic ferromagets,

Thermoelectric.
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. WIEN2K 5 VASP <ABINIT ¢SIESTA«CASTEP Jis <IN daindall mal jull (1

DRl ) €01 5 Ll 3l Fial) & gineall A sall 2l Uil 8 Liaadind ol3a Ulee JMU&
52018 43 Wien2K gl & 4wl DFT 48US) 43lla 4 jlas jla) 8 FP-LAPW
3 sall elaasS dgma Aoy skl a3 (Lunix Jaeddl) aUad ae Sy ¢ Slaa gt i 58

l ,iiey 3 B.k. Schwarz, 5 Trickey, P. Blaha <k (3 Lind 8 4,56 daalally

o Jadi 5l sl Ailasll 5 450 5l (ailiadll 48 jaal gal ) Cpuad (e aa) 5 galial
Slleall ¢ Y i ¢(02.11T) JSEN giain 53 LeS Alemiiall fe Jall gl (pa e sana

Al phaal) as Aylusal

a5 o 5 bl Cale oLis) oy 1(Structure generatore) 4l Cale yuias -]
B30 (2 O il YA shl) ASaBl il 1l e il Adlaiall il slall

(RMT) 5,3 JIM.T Lké caai 5l Al 48l 50 ¢(space groupe) dxibadll

Adlae Jal clpharall gien gm0 zeali ll 138 5 8 Cus :(Tnitialisation) ey zeli 0 -2

leie bise e b el die o AL i o S
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FP-LAPW Jals) ¢y 5aS g ke 5y al) &y sl ) gl Ay sl I Juait

Dbkl dpan 8 ac oy LS 8 s 530 JS G bl el ) 138 205, 'NIN

k.i\).ﬂ\

@g%gm\g}g&\)\w\ G\Luﬁd‘)ﬂ\ Gy g 4 HAll 48U Gaﬁu‘)..\j‘ laa Ao :L.STAR

Al Gllac

81 sl Al e ganall Conny cileal) & Bl Cllee ali il 134 A5 :SYMMETRY

s sall () ) sall 48 ghian il 5 403 40 ga jed sl Jalaall Al gy el AL dialal
by dshie 8K Gl Ay :KGEN

3l gl 5 )3l AU (ge daiall SCF 33 cloaal) Aol 3 431 23USH o3 :DSTART

.LSTART

Al Lalaal) 8 3a3a0 SCF (S Glaadl &l 93 (685 4
AU e B ) eI A oy :LAPWO

Al 4l 5 A8l sl el Gllae Clua :LAPWI
AN 4asY e 58K A8US Clas :LAPW?2

A o duldl eVl Gl -LCORE

Axlad) g asal) Al Ly MIXER
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FP-LAPW Jal&l) ¢ gasl) g Lbad 3. Fiall Ay ghecal) 720 ga¥) A pha GV Juadl)

SYMMETRY
‘-eﬁﬁeerl non- LSTART fichier struct
chevauchement calcul atomique fichier
des sphéres Hyrmr = Eujynl d l:a](m-r A
dgt;s'ités ‘atom.i KGEN
Fichier d entrer
génération
dela
maille k
| I

L

DSTART
superposition des
densités atomiques

L]

1

LAPWO

VZVC =—8mp Poisson

Vie(P) 1DA
V=V +Vxc
’ v Vur
LAPW1 LCORE
V2 v -E caleul atomique
[_ N }Wk = SkVE Hyry = Eyjying
Ex Yk Pecore Ecore
LAPW2
-
Pval = 2 ¥kWk
Ep<EgR
Pval P <
I—\l, Pold
MIXER
Pnew = Pold @ (Pval + Pcore)
I

Prnew

out
Converge 7
non

Wien2K gl 4 :(2.111) Jsill
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LU 5 alild) Al Sl

ot -~

+4.al8a

3¢ ¢ purhling s pb 98 CuyMnAL =S el Gl 1903 il sa (adigall LIS i
9 Do) Al 5l Ll 6S3 Gialll (ol e ) e Lelaia) o sall s s LS 5
Clapdail) 8 has Laga |50 Cual g8 (HM Aiane sl Jlussa IS 5o 4als ([ 74]
Aail) Gl duay | 51S Ladic [983 dbu Ao saclua 5 g )2 (53 ¢[75] dan sl 53l
[76] Faxe ol dpald AANIMNSb S jall Gl 1583580 clilaal) anad 4 5 <1y
4 S (QHAS) As Ll sl sa @il CaLESILY cialill U (e Wl Jaii 3 S Dl s
[78 -77] F-43m(No. 216) sbadl de sans 5 LiMgPdSn- type & sl (e 4u2Sa &y ) 1y
Ol (e palic AY 5 X X Cua (XXTYZ I e ddle dribial daaa L
ST X 58S (585 LS sp de sanall yualic (o 568 7l 50Ul Al 51l jualiall i A0y
QHAS @l o GLISTLI sa Canl) 138 8 Laa | Y 38IS5 (e ST o) s o3) X7 581S5 (e
13 aadaii o5 38 55 a5 eSU sl (s SV Gl Jlae (2 Gaadaill ALE (ailiad Lol s

AL Al pally Llia 5 28000 5 il e piie sl By 51 - LS Joadl
sqiwal) 48y b 1TV

LS a8 plial Al a5 56 s Apnnlalinall ¢ 5 SV ey gl pailiadl] Ay, Lidd
NiFeCrZ(Z=Al, Si, Ge , In) <AgCoFeZ(Z=Al, Ga, Si, Ge , Sn) el )}l L o
FP-LAPW JalSll () 5aSll 5 Lua 3yl Siall 4 shusall As sall Laxdind Cus NdCoMnGass
O dualy 3 DFT 486D 4y 45 ka3 jUa) 8 [80]Wien2k zebip b dswdall [79]
«mBJ ¢[81](GGA-PBE) pexall z il 40l iy 8l il S E, o b)) -Jabs
U af Juia) &3 s [82]U bt s Jlialy sl aladinly Liayl Ld LS SCAN

.Cr <Mn «Ni «Nd ;<3 7.00eV s Fe «Co ;<A 3.82¢eV ¢ 3.88 43 sbue
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LU 5 alild) Al Sl

IS A 5 paall Abassll pualiall g SV ) 6il) ()5S0

Nd : 1s? 2s? 2p° 3s? 3p° 4s? 3d" 4p° 4d'? 557 5p° 4f* 657
Sn : 1% 2s% 2p° 3s? 3p° 4s? 3d'° 4p° 4d'? 55% 5p?
In : 1% 2s” 2p° 35 3p° 4s% 3d'° 4p°® 4d'? 557 5p!
Ag: 1s? 287 2p°® 35 3p° 4s? 3d'° 4p°® 4d"° 55"

Ge : 1s® 2s? 2p°® 35 3p° 4s? 3d"° 4p?

Ga : 15 287 2p°® 3s? 3p° 45> 3d'° 4p'

Ni : 1s% 2s% 2p° 3s? 3p° 4s% 3d°

Co : 1s® 2s* 2p°® 3s? 3p° 4s° 3d’

Fe : 1s® 2s® 2p° 3s” 3p° 4s” 3d°

Mn : 1s? 252 2p° 3% 3p° 4s” 3d°

Cr: 1s® 2s* 2p° 3s% 3p°® 4s' 3d°

Si : 1s” 2s* 2p° 3s* 3p

Al : 1s% 25% 2p° 3s* 3p’

55130 a el A U JLa) 5 VLT 58 s i sall &) sl oy il 3] LS
1o leS LA MLT <l _S Jals e Ja 5 (panmi 48 g Rmt s s Ly = 10

Ao sl LS yall Rmt(u.a) MLT 38 kil ilail (1.TV) Jsaal)

LS yall Rmt(u.a) M. T 5,8 sl Cilasl
AgCoFeAl 2.32,2.32,2.32,2.14
AgCoFeGa 2.32,2.32,2.32,2.26
AgCoFeSi 2.32,2.32,2.32,1.96
AgCoFeGe 2.32,2.32,2.32,2.26
AgCoFeSn 2.32,2.32,2.32,2.32
NiFeCrAl 2.28,2.28,2.17,2.06
NiFeCrSi 2.28,2.28,2.17,1.87
NiFeCrGe 2.28,2.28,2.17,2.20
NiFeCrln 2.28,2.28,2.17,2.32
NdCoMnGa 2.38,2.26,2.26, 1.26
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LU 5 alild) Al Sl

Aly o Al Sy Kioine 3 (cut-off gdadll dale ) Ry Ky Asaladl Lalail) sl o5

ALl Waie @i Al (Self consistent) 51 cluadl Jlasiuly

ol 8 o sall pladll padae V1 Aadll K o s yaall 4080 (5 50yl Caal s Ry Cus

AU 2 gaall Jals elmdll 8 A SV Al de gane (pana Aleaioaal) 4 giasall da gl

3500 <wils :\3-’1-“‘]‘ ‘L’L"’Jﬂ\ dS c.é Kpoint

A8l i i Al Juadl L3 A jaall LS sall asead Ry *Kpax = 9

QE} JL:\SA\ &= [83]B01tzTraP GAL-\‘)J e\daim\.ﬁ 4..).‘)\‘);))@5]\ UAJLAAJ\ &_11..»; ?3 9

T=5x 107" s ¢la i)

LS el RS e AN A i) JS £ 5 2(2.TV) Jsaall

0S5 a8l 90 s AgCoFeZ(Z= Al Ga, Ge, Si, Sn )

XYX'Z
Typell XX'YZ
Type Il X’ YXZ

Type I

4a(0,0,0) 4b(1/2,1/2,1/2) 4c(1/4,1/4,1/4) 4d(3/4,3/4,3/4)
Ag Co Fe V4
Ag Fe Co V4
Fe Ag Co V4

LS el RS e AN A i) JS £ i 2(3.TV) Jsaall

5505 a8l se cues NiFeCrZ(Z= Al, Ge, Si, In)

4a(0,0,0) 4b(1/2,172,172) 4c(1/4,1/4,1/4) 4d(3/4,3/4,3/4)

Type I
Type II

XYX’Z
XXYZ

Type I X'YXZ

Ni Fe Cr Z
Ni Cr Fe Z
Fe Ni Cr Z
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LABUal) gl a) ) Juadl)

AUl B S ) e Leadin) NdCoMnGa S el (aiy Lo

4a(0,0,0) 4b(1/2,1/2,172) 4c(1/4,1/4,1/4) 4d(3/4,3/4,3/4)
Typel ZXYX Z Mn Nd Co
Type Il ZXX'Y V4 Co Nd Mn
Type [l ZX’XY V4 Nd Co Mn

Aallddllh CGlS XX'YZ Sy @l se Ladinl Laxie NdCoMnGa S el dpully
s Eua Bgi= 0 eV dsaedapla shail laas s E =-28252.576861Ryd dsula)
ZXYX A g )il BB s Jiul ol ciliiae g e Gaadl clibae (g JalsS
Odne G Lb ) 4] E =-28252.672787Ryd Al Alal) &l Led il 3l
Jiud Cpaall ailly g dpiana danh Gl a up  lef Cpaall Ll BB Glbas Cus
Slo Bl Al 5 e Ju e Eg= 0.522 eV ABL Coai dagda &3 4 down
Oe OESI s ) S a3 i il al g3 Bl cdale Adiay g salall pal 52

LGS a a0 s andill Aaiie Jie dlild] dplliaal al 41l

»Q:Q

% o
m@ae © o ©

Type-II Type-1II

Type-1

Aacbll Hlusa S jal 4y 5hl Al (1. TV) &)
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A8l 9 =il

2 Juaail

1Ay gl ailadl) 2 TV

‘;ﬂ\ a3l parameters Cilalaa AAJM A8l salall "’L’J:’S g J\}d\ ?k' ‘zg caanl) g_ﬂkﬁg

alas al2230 ) gall anal) Jilia dallaa ) A8Uall dalas (33 yha (e 3ale Ledde J paall (S

Cua [84] el (8 JUdll Jass e 55 WS AWl Birch- Murnaghan oleli)se

dovnlalinal) Alal) 8 4dal) aas AV B(V)  danla) Al A8 Glaas ¢ jall 1 8 L

(2.IV) JS3 G daim sl 5 A3 ) kY & (PM) Amshliaadl Allall 5 (FM) dpaal

Al il B2 JsY) adiiie 5 B auhbicaty) Jelas o 28080 culi Glua Jal o

-20165.14
(@) — Type I(FM)
-20165.16 4 — Type lI(FM)
— Type llI(FM)
-20165.18 4
\ — Type |(PM)
@ -20165.20 \_/ $ype ::|(F;>'\|/\I/|)
3 -20165.22 1 yee lI(PM)
[0
(i -20165.24 -
-20165.26 4
-20165.28 -
-20165.30
300 350 460 4é0 500
Vqume(Bohrs)
-8174.69
(c) —— Type I(FM)
-8174.701 — Type lI(FM)
— Type llI(FM)
-8174.714 Type I(PM)

7 817472

=

S 8174.73

g

W g174.74
B174.75
817476

-8174.77

Type II(PM)
Type I(PM)

\%

250

300 350 400

Vqume(Bohr3)

-28325.26 - (b) /=—Type (FM)
/ /= Type lIFM)
i —— Type IlI(FM)
-28325.28
SN+ — Type |(PM)
& -28325.30 Type lI(PM)
‘é Type IlI(PM)
© -28325.32 1
L
-28325.34 - \/
-28325.36
-28325.38 . . :
350 400 450 500 550
Vqume(Bohr3)
Qs — Type I(FM)
-28252.45 1 Type II(FM)
— Type llI(FM)
-28252.50 1 — Type [(PM)
Fa Type lI(PM)
-28252.55 - Type llI(PM)
o
2 \\/
=
W 28252.601
-28252.65
-28252.70 . . . ; : :
300 350 400 450 500 550 600
Vqume(Bohr3)

« AgCoFeGe(a) :mbS yall anall al¥ay &<l dlall il yuas :(2.1V) JSa)

(GGA-PBE) « &l 43, NdCoMnGa(d) s NiFeCrAl(c) « AgCoFeSn(b)
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-16452.64 (6)  =——Typel(FM) +19855.18 1 f  =Typel(FM)
16452.66 — Type lIFM) -19855.201 — Type II(FM)
~16452.66 1 —— Type IlI(FM) -19855.22- —— Type llI(FM)

-16452.68 = Type |(PM) -19855.24 - — Type [(PM)
2 -16452.70 - Ppe ::fm & -19855.26 - o Ppe ::fm)
() =
£ 1645074 £-19855.30- ~——
16452.76 19895.321
' -19855.34
-16452.78 19855.36 ]
-16452.80 -19855.381
-16452.82 . . . -19855.40 . . .
300 350 400 450 500 300 350 400 450 500
Volume(Bohr3) Volume(Bohr3)
-16547.06 T
(g) - lype ) | h Type I(FM)
-16547.08 1 — Type II(FM) 11887.16 ) — Type II(FM)
— Type llI(FM) — Type lll
ype III(FM)
-16547.10 — Type I(PM) -11887.18 \/— Type [(PM)
> —— Type lI(PM) N —— Tvoe II(PM
hd _ i 4 ¥ ype ( )
% 16547.12 Type llI(PM) ‘S’-11887.20- Type llI(PM)
9 -16547.14 1 g
L Wi -11887.22
-16547.16 -
16547.18 1 -11887.241
-16547.20 - -11887.26
250 300 350 400 450 250 300 350 400
Vqume(Bohr3) Vqume(Bohr3)
- -19455.42 ——
—Type () ,=—Type
-8269.121 — Type lI(FM) -19455.441 — Type lI(FM)
— Type llI(FM) -19455.46 — Type llI(FM)
g—— — Type I(PM) _-19455.48 - — Type (PM)
2 : = Type [I|(PM) & -19455.50 ] = Type [I|(PM)
= Type IlI(PM) < ' Type IlI(PM)
3 81945552
4 [0}
g 826916 £ 19455 54 1 V
-19455 56 -
-8269.18 -19455.58 -
-19455.60
-8269.20 . . -19455.62 . . .
250 300 350 400 300 350 400 450 500
Vqume(Bohr3) Vqume(Bohr3)

« AgCoFeGa(f) « AgCoFeAl(e) :bS yall anall A1y I 2Uall <l 505 :(2.1TV) JSA

.(GGA-PBE) il 4& b NiFeCrIn(j) s NiFeCrSi(i) « NiFeCrGe(h) <AgCoFeSi(g)
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LU 5 alild) Al Sl

Y daiid) (B(GPa) dbbuaill dales ca(A) 100 Culd (e JS 2 1(5.1V)d s2ad)

(FM) Laaall dpphilina) Al E(Ry) daulol) Al 4l 5 Brahincai) Jalzal

matériaux structure ay(A) By(GPa) B’ Eo(Ry)
type 5.7451 189.3517 4.9717 -8174.761102
NiFeCrAl type 11 5.7718 149.7384 5.5619 -8174.742067
type 111 5.7452 189.2296 4.6490 -8174.761072
type 1 5.6874 194.4479 2.9033 -8269.193501
NiFeCrSi type 11 5.6636 185.1751 4.4857 -8269.187654
type 111 5.6607 209.6309 4.7071 -8269.190786
type I 5.7904 191.2750 4.9016 -11887.260348
NiFeCrGe type 11 5.8021 138.7255 6.8420 -11887.253419
type 111 5.7853 192.9000 6.0147 -11887.261028
type I 6.0192 151.9796 5.7932 -19455.601379
NiFeCrln type 11 6.1300 117.9029 3.6881 -19455.598180
type 111 6.0163 154.2813 6.2209 -19455.601308
type I 6.0564 134.7038 5.1107 -19855.383547
AgCoFeGa type 11 6.0407 131.8521 5.4852 -19855.377353
type 111 6.0573 133.7632 4.6092 -19855.383484
type I 6.0835 134.2014 49138 -20165.295000
AgCoFeGe type 11 6.0758 120.7239 4.7474 -20165.286314
type II1 6.0798 132.8577 5.5875 -20165.294629
type I 6.0317 137.8177 4.4041 -16452.813978
AgCoFeAl type 11 6.0123 136.9415 4.5416 -16452.806505
type II1 6.0317 137.0441 4.3687 -16452.813859
type I 5.9616 155.4422 5.0272 -16547.200325
AgCoFeSi type 11 5.9390 153.1241 5.0000 -16547.193444
type II1 5.9647 156.5292 4.6334 -16547.200040
type I 6.2991 127.7762 4.5480 -28325.374738
AgCoFeSn type 11 6.3077 118.5816 4.0020 -28325.359206
type II1 6.3021 126.5669 5.7944 -28325.373662
type I 6.3243 81.3007 6.4796 -28252.604878
NdCoMnGa type 11 6.6181 74.7673 4.7488 -28252.632618
type 111 6.3621 85.7208 4.9863 -28252.672787
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AgCoFeZ( Z = Al, Ga, Si, Ge, Sn)=bS all & 55 e Jual (3 LS e 4l Lian
S el 081 type (1) sl e denSall Al 45 j8ie NiFeCrZ(Z = Al Si, In) s
(e Adaale (S WS type (T11) 4l 8 1) g ST NdCoMnGa s NiFeCrGe
Lpnlalina ) A (e |yl il ST (FM Aauaadl Lulalizall Alad) of (2.1V) JSal

(PM)

LSyl S adde 5 o) gall Tdla g AdalicaiV) Julas o 4o 8 4Dl &llia o Cag jaa g8 WS
ade 5,8V @ NiFeCrGe S yall B dplbiaiV) dalea 30all (e dajall i ellai Y

» NdCoMnGa S sall i cas (3 s A1 S ) e Adla 58T S jall 138 5S4

LS el o2 ASa JBYI
Al A8al) bty LS el paes G dad 515 8 5 By clulail) d8Ua Gl Ui

_ 0 XX'Yz X X' y Z
Ecoh_ Etotal - Eiso - Eiso - Eiso - Eiso (1)

M AN BN EZ (EY (EXEX i oS Al dsa) FAXTYZ i cua

lso LSO LSO LSo total

Al s jaall

Gl LS jall Saali sa il 5 el ) V) 4 jad Byl 28l sy Licd LS
-4l 4830l
coh

XXYZ) _ ~(XXYZ) x) x) Y) )
AHf =E - (Ecoh + Ecoh + Ecoh + Ecoh) (2)

s B Bl By Bl 3 =S IS D B (AHTD)) m

coh

Lede Juanall cililuall af (06) Jsaall any 5 <3 IS B ¢ sana
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«AgCoFeGe: S yll Epdlidl ddla 5 B, dulaill d8a (e JS i :(6.1V) Jsaal)

.NdCoMnGa s NiFeCrAl <AgCoFeSn

Compounds | E{eV) | Econ(eV)
AgCoFeGe | -0.136 | -16.45
AgCoFeSn | -0.083 | -15.68
NiFeCrAl | -0.334 | -25.34
NdCoMnGa | -0.308 | -16.18

Aol S alinall Aalil (a5 e LS el (Gl J5 Al L 4 guunall i)
143 g S pailadl) 3.1V

s A Gubaill e 8l ) shaial) (e Aall 48 Case ya el ol gall A 5 ASIY) il Al
Alaal) cligdail) & <l S a3 sall 1S Caua g a8l IS (3l ) gad i
AAUS (p Ll Le 5 (AUl cliliac) g SIY) BUaill Ay Gl ¢ 3ol 130 8 Uil 2
(s spin polarisation ()5l CUadiu¥) GIAPDOS 4d sl 5 TDOS sl YL
.SCAN mBJ+U «mBJ «GGA+U «GGALy &l aladiuly @lld o ¢ 40l Cul 6

A8l clac1.3.1V

L o Lo g sema o e g yaall LS Jall gsead Bl Cliliae 340y 2285 o dll anddll 138 &
NiFeCrAl s AgCoFeSn «AgCoFeGe «NdCoMnGa <l () <, off Jadd Uias 5 38
ld A G e cpaall Al Bl Clilae (3.TV) JSEl mua gy | Fdre Chuai & L

Eg(gap) 48 6 528 3 5a 5 Cus AU Cimi dapla 3 o il Ganall iy 5 dives dapils

Ar ) LSl Gla e 59%100 dolS o il ) @l By (oo (5 sie s
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LU 5 alild) Al Sl

(e Caad dpaldy U NiFeCrAl s AgCoFeSn <AgCoFeGe «NdCoMnGa

005l die Al Al & (HM)

2
/AN N
N (a) N (b)
2 — o —
50 — % EF 50 — § EF
2 - 2 ]
L ) w y
-1 1
—— 7 > = /e
2 P 4& /N 2 N AN ya
W L r X W K W L r X W K
21 2 ——
/ \

\
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—_
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~

Energy(eV)
o

NG

m
Ll

. Energy(eV)
o
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AYAVIVZ |\ WAV

-
:

X W

1
N

TSN,
i

=
—
—
N

AgCoFeSn(b) « AgCoFeGe(a) : b jall A8Uall (o ja)bibac:(3.1V) JSA
(GGA-PBE) <&l 44 ;s NdCoMnGa(d) s NiFeCrAl(c) ¢
Lo 48Ul ulae dial alad) JS8N G sl ¢ AgCoFeSn s AgCoFeGe (S sall dnilly
3 dlie e Ao giee A8l 5 sad (lSlay LS ApbiaSl) Axpdall 5 4y ) slall 4l 4L sy Allaia
Eg = 0.242eV 5 Ey = 0.200V \iad 5 shasi (L-X) olad¥) bbbl dle Ll (s

& bl e de slea i3 nd INACoMnGa S pall Al X s il e
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48a 5 gad NiFeCrAl «Soal el s 8 Bg = 0.522 eV Liasd (5 sk (T -X) ola3Y)

Eg=0.434 eV iad (5 st T olai¥) ;33 5l de giaa

4053l 5 (DOS) Ll OV A8US Qs J3IA (4o Bl Gililiae JSE8 dpally

)53 caady d-d @l ladl Cpagd O (5.IV) S8 e ey 45 aall GLS Ll (PDOS)

U il YA Gl s sp e sanall yualin] ddpih daalie pe 48UalI 3 908 Jal 8 L g
de ganall jualic )3 o e A4 Cr 5 Ni «Fe ¢ Co 4y opalaall &l )3 8 Lull (S5
Ol (A Gl )l A G Je il g il G e 138 5 3 j0a daalua Led sp

d -p o covalent («abdll cpagdll J) 5 orbitals hybridizations d-d < ) oy

8 Ay
3xt,
. 2:"“31;
_3xt
. 2¢ |Cr
o|2xe oL 2xe, “RC
B, T T El—‘
5 J'\t]u 3thu
L BKL’g -._
Z.| 2xe "
Ixt
2g
—_—
2xe,

A8 5 gad Jual 5 <l plaad) (gl ea sy 1(4.TV) JS)
Gy 8l daally Lot ddlide s GGA + U 5 GGA Gra i) aladiuly 4 e il Las 5 LS
AgCoFeSn 5 AgCoFeGe (S »ll Lala SCAN(meta GGA) s mBJ + U «mBJ
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2 Juaail

(7IV)JJJL“G¢4}JLASJM\WMMM\EJMM u@@m@h\d@m\g’;\g}

«AgCoFeSn «<AgCoFeGe :lS jall E,(eV) 48all 5 s o :(7.1V) Jsaall

smBJ+U «mBJ «GGA+U «GGA : w8l NdCoMnGa s NiFeCrAl

.SCAN(meta GGA)
Compounds | GGA | GGA+U | mBJ | mBJ+U SCAN
AgCoFeGe 0.200 0.208 0 0 0
AgCoFeSn 0.242 0.241 0 0 0
NiFeCrAl 0.434 0.442 0.741 0.740 0.462
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2 el Lihasy GGA il o saall e

O 3 EY Al M) Al laaa l.@_/\\ AT (Band Gap Energy) (3l 3 gnd d8lda (8 7yd

(Band Gap) §Uaill 5 sad e (5 58I JUl Gasy (a5l @las ) 5885 (Glas (4

« (Direct Band Gap) 5_niluall (3laill 5 528 3 3 jilia ye 95 pdla ;i ) (i ylay

a3l dad (i i § pilie Jpea il (Gl g8 1) 58S (Gl e (e (9 ST Jiiy

zliss ¢ (Indirect Band Gap) s dball e 3Uaill 3 58 3 Wl (momentum)

AS e el allaty Lo We 5 ¢ sl 5 5Ll U5y i) oL s 50 yuas ) ()5 DY)

Adiasile A Sud )il 1S s (phonons) Gsisd sl (sist

73



LU 5 alild) Al Sl

s jad) g Kl elal) 48U 2 3 TV

Yl axe w355 o ol Bl sas 5 & CVlall dae aaad Cila anad YA A3US
5 Al VA 28U Calal bass d Lgnaal jedai (ddUall AV (ama pldail 4 g Iy
Cliban] A0 4y 5 IV V) dnpda 48 jre JOIA (e 4305 STV 4] agdl 40 500
S ¢ Al A LAl AES Ciliaie (ye B Abiasl) Ja ) sk 6L
VLA RS Gl U L i il it 5 Jlaa IS 85l 2,30 @ jlaal) ale apaas
s AgCoFeSn NiFeCrAlcAgCoFeGe <L sl (PDOS) 4l 5 (TDOS) 4l

(S e JS1Adads 120) Aealad) Blaidl) (e 200 aladiuly GGA <8 8 NdCoMnGa

S Ed) S el (PDOS) &2l 5 (DOS) &Sl CLal) B (5 1V) JSl e
3ga g cplall A bl e Lasae AgCoFeSn s AgCoFeGe (S el Al dua
352 -6eV die 5 By oo Gsius ) -TeV (e Al Jadll i (VB) $81S5 clbae
gl padaladll 5 Sn 5 Ge A p (Al (5 gl G5 S pand () dliandl a2 S
55 S e ) Aanll 34 S8 330 26V e 5 Ag A 4d(tyg - ey) (LAY
&= Fe @A 3d(tyg - ) (Bl (sl pe aalaill 5 Co A 3d(ty, - ) Sl (s sl

dnds...u\u.gm)upulc\ugmuﬂh‘éﬁSaneQ\)ﬂpuﬁLH\Lf}uﬂdB\:L&Lu

Glall L sed) alall e 4230 o (5 slue J g (AU 5 5adll) de giadll Alianll ) gela
SN p Al (5 ull 43 Aaaliss ae Fe A 3d(ty, - €,) 5 Co <A 3d(t, - €,)
5 Co LA 3d(tyg - €y) (Bl (5 suall 35S daalise a3 CB Jaill ddiac & .Sn 5 Ge
5Sn 5 Ge A p Al (5 suall Jil daalis e Fe <IN 3d(ty, - €,) 5 (s siaaall
il datlise 0585 el s Al 8 el Jid Gass Al 8 Ag il Al dadeia 408 daalins

74



LU 5 alild) Al Sl

s ) -7eV (e Gl Jadll 8 (VB) 5885 lac aa 55 NiFeCrAl S el nally
& Cr-ty 5 <Fe-tyy (Ni-tyy daall Gl siuall alaill M) dlasll 028 JS35 an g3 By (a8
(Ni-gg Al il siwall danbiss ol Lls Heday By (o (5 51 Jsn L Al-p 503 (5 siusal
dadeic 4pd 5l A Lgheabine 0S5 Al G sl 8L ae 43)l80 3 1S Cr-g, 5 <Fe-g,
JE ey a5 sine J o Aadnie YA AHES () 65 il Gaanall Al ¢ Ao an)
O Caual & gl AT NTFeCrAl S pall o caiy La 138 5 AN (553 (5 sisa (e i 5 Iy
Gl ginall 3 508 daalie Lad CB - Jiill dbiae g1 Jad) 3L ) By (e s (5 5se (10
O sinaall JBl daalin ga Cr-3d( to, - €) 5 Fe-3d( tyg - €,) <Ni-3d( tyy - ep)

Al).a.udlsjp U:‘-’JJ\

-7eV e Sl Jaddl & (VB) 38 dlac 32 s NdCoMnGa S el pady Lad
Mn-ty, «Co-tyy Gl ( siasall alaill ) dlianl) o8 JSUE5 3 g2y (B (oo (5 s )
Nd- 23 il sieal) Laalie o s sedas By (oo i (5 50 Jsn . Ga-p 50V (s sl aa
OS5 Al O sisall 8L 2o 4)la0 5 S Mn-3d( tyg - € ) 5 Co-3d( ty— ey)4f
Aaalow B30 OB il Aleme (5f ol 3y ) By o 5 sione (g il
J5 Laalaa 0) Min-3d( tag - €4 ) 35 CO-3d( b €g)sNd-4f & i sianall 55

Jiud 5 el s s N4 G 5 sl a5 LY LS (Ga-p @ & siuall

AUl A8Mally a3 gall (B ) se b (5 sinse ie (P) DU g SV Gllaiin dga )

_ pup (EF) — Pan (EF)

= X 100% (3)
Pup (Er) + pan (Er) ’

(e 6 sie die A grdiall (il o Aef)mandl YW S oy (Bp) s pyp (B) Jiad us
s b ydesma (Bp)pgn ) pup(Er) Ml il 13 %100 ) (P) baiin) o8 55

aall ) (P) aff Js58 (AFM) 4paaadl duplalizall s af sall ((NM) dauslalizadl) o) sall
75



LU 5 alild) Al Sl

[

TDOS{States/ eV

PDOS(States/eV) TDOS(States eV)

PDOS(StatesieV )

PROS(States/eV)

PDOS(S tateste V)

543 210123 45567

10

— £

—_

- i
L T o T T S SR K S Y = S |

[=]
(o]

%
| :

(=]

PDOS(8 talesteV) PDOS{StatesleV) TDOS(StlalesieV )

PDOS(Stateste V) PD O S(Stateste V) TDOS(S fatesie V)

133

4048 4 4 4 2

A0 1 2 3 4 5§
EnerawV) EnemvisV)

s T i 3 20123+ 5%
AgCoFeGe(a) :=Sall (PDOS) 4832l 5 (DOS) 4l w¥lall 45S o (5.1V) Jsll
(GGA-PBE) « &l 44 )ls NdCoMnGa(d)s NiFeCrAl(c) « AgCoFeSn(b)

76



LU 5 alild) Al Sl
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o 3 sy el L) dpusylabisedl) Al Al 53 i chpmphalised ailadl) Gads L
sl A gl AU Al 3 SN AEL) LS 5l Y 5 g (oIS (el

«AgCoFeGe 4elill Jlus SlS jal (Soall 5 SN oplalinall o jell 0 £(8.1V) Jsaall
.SCAN « mBJ «GGA(U) <lu &l & NdCoMnGa 5 NiFeCrAl <AgCoFeSn

COI’IlpOllIldS Methods MAg/Ni/Nd | MCo/Cr MpeMn | MGe/sn/arGa | Interstitial | myorar

GGA -0.00039 | 1.22708 | 2.86562 | -0.01530 | -0.07724 | 3.99

GGA +U | -0.00045 | 1.22665 | 2.86591 | -0.01525 | -0.07707 | 3.99

AgCoFeGe | mBJ -0.01172 | 1.46515 | 2.94221 | -0.04321 | -0.21108 | 4.14

mBJ+U -0.00703 | 1.64858 | 3.07708 | -0.03733 | -0.22443 | 4.45

SCAN 0.00371 | 1.64111 | 3.12040 | -0.01297 | -0.09463 | 4.65

GGA -0.01118 | 1.22616 | 2.89835 | -0.02280 | -0.10636 | 3.98

GGA +U | -0.01103 | 1.22582 | 2.89871 | -0.02271 | -0.10584 | 3.98

AgCoFeSn | mBJ -0.01398 | 1.44397 | 2.98306 | -0.03587 | -0.23466 | 4.14

mBJ+U -0.01111 | 1.61899 | 3.10888 | -0.03276 | -0.25188 | 4.43

SCAN -0.00921 | 1.53306 | 3.10614 | -0.01555 | -0.12758 | 4.48

GGA 0.63166 | 1.77658 | 0.56271 | -0.03114 | 0.06187 | 3.00

GGA +U | 0.63181 | 1.77788 | 0.56147 | -0.03110 | 0.06154 | 3.00

NiFeCrAl mBJ 0.63057 | 1.87380 | 0.63872 | -0.05374 | -0.08934 | 3.00

mBJ+U 0.63057 | 1.87380 | 0.63872 | -0.05374 | -0.08934 | 3.00

SCAN 0.58739 | 2.16800 | 0.26179 | -0.04774 | 0.02838 2.99

GGA 290795 | 0.66141 | 3.27568 | -0.04897 | 0.14208 | 6.93

GGA +U 291029 | 0.66076 | 3.27516 | -0.04861 0.14366 | 6.94

NdCoMnGa | mBJ 2.83449 | 1.02075 | 3.40071 | -0.07376 | -0.18282 | 6.99

mBJ+U 2.83413 | 1.02203 | 3.40028 | -0.07379 | -0.18324 | 6.99

SCAN 3.09513 | -0.02313 | 3.87905 | -0.07485 | 0.11635 | 6.99
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