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F)OWEEXu X vy FYREROME 2RO LD, RO ZAE Y =7 X
MEE LTI SN TwaE, RIFZETIE, I bPEmMlZEE T T, SGS &yl
ENTWBEKRA AT —4H4 Mn,CoAl DL REMEZ MG L7z, WERE %L 100°C &
L72C2 & TR MY O % WY — B0 i 2 3 bR AL O Mn, CoAl #E D
PESLZE I L7z, L Lads, By AXRD HIEB X N ZF0Mhrk R 5, fF# L7
Mn, CoAl HRDH iR 1L SGS FF DT S 2 XA HERETIE R <, BFDOANREDY
% % A 72 Disordered-L2,B #ii5Tdh 5 Z L AN L 72,

The spin gapless semiconductor (SGS) is a new class of semiconductors with the zero-gap
electronic band structure near the Fermi level in one spin channel, and the usual finite band
gap structure in another spin channel. The inverse Heusler alloy Mn,CoAl with an XA-type
structure is known as an SGS. In this study, we examine epitaxial growth of Mn,CoAl films
by using molecular beam epitaxy. Even at an extremely low growth temperature of 100°C,
homogeneous and single-phase Mn; CoAl epitaxial films are obtained. However, from
anomalous X-ray diffraction measurements and its analyses, we find that the 100°C-grown
Mn CoAl epitaxial film is not an XA-type structure but is a disordered L2;B-type structure
having some amount of the Mn (A-site)&Co (C-site) swapping and the Mn(B-site) ©Al(D-
site) swapping.

1. BUBHIC

VAR, AEUFy v 7L AFEAR (Spin gapless semiconductor: SGS) 111 & vy ) Bkl ASEE
PSR, BRTEWALE VRREEE BWE v ) 7RBELZ RO 2 TR, &
R EOMEHIENCE D F ) TIRER AV U RHCREE 2 BT X 2 W fetEAMEE X e
Wh. X1k A BB OB TIREREE (density of states: DOS) 2773, JEMESIEIZ 7
)V I HER (Ep) DMEERF 12 U, up spin & down spin DEAYEE L [ X 1(a)]. P8I,
Er DMl FE T4 L AER OMICAAAEL [X1(b) ], Ep 2MiiFEF THH (2B EEBTH L T
WLHOEELOFXF vy SPREREES [ X1 (c)]. MEMEAIE Er T up spin & down spin
DREBFEEIRY)AAELTBY [H1(d], M1(e)DXIIT—HDAY ¥ 25w L
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72DOS ZHTH5HDEN=T7AF)VERR SGSIEK1E) DL HIZ, up spin I TF+ v
7L AM3E, down spin 13NNV R¥ ¥ v 7% -7 DOSZHLTEBY, [N—T X7 )]
OB L[ ¥uX vy FYEAKJOWEEZ RO L2, KIEFROAE Y fu=7 2
MEE LTI s Tn 5.

(a) FERELME R (b) FE 1K (c) €O+ v v THERK

/

(d) B 2B (e) IN—T X%l () AEVF v v TLRAFEK

M1, (a)JEtE4E, (b)FEk, (o) ¥uXxr v 7PEk (d)sgrtesE,
(e)N—T 2%, (A Fx v 7L ZFiERD DOS.

ZRHUEED—FTH DAL AT —H41%, SGS DIFFESH TIEL MR EINTW S
HETH Y, =5t XA®) F 7213 % (LiMgPdSh ) U5tk A4 2 5 —&4& DT, SGS
TA TNy FiEEEZRTOOH 5 EMEm Tl SN Tw5 2 XARID Mn,CoAl 125
WC, 2013 4EIZN IV 7 LAl T SGS ZFEAE L 72 & W) AR SN B Z o DIk,
SGSRFA AT —GEDEME L OZ OREERE, BAAFE, (R T 28R 08
PNV BEOEBEOM ) THL @i SN TWwW5D, MnaCoAl 137350 7 FOVEEIZB W T
VELOHEZH B D OO0, WHTHERENZFNIZITE A ELRL, BRHELH B O
MHEE r o TV,

FrizonF ¢, bR D E H W IR 300°C C Mny CoAl #ifE % 14
L7228, Lo X9 BRI YOI Tld 2 <, B ORI — 72 LB 5 A A3 5
YO FBR 2T Tz W SEFEHEREINI A —I v 7 A ¥4 4+ — F Bl ofE
B R XA FEORRZ ERCHEIEL-mE I Tl FELE V. Kid MBE
FaEHWE 2 ETEMPITIBMOERZIHI TE L ) ThTTOMAEZEIL, 37
o 22 RS A A3 — 72 Mo CoAl D FEFEA Hig L, FEARE % 100°C T TR UF 72455
WREMRET 5.
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2. EBRAE

FEHCIE, 2N FE TH A DS Mn,CoAl #ED BRI L T & 72 MgAl, O, (001) % 3R
L7216 X 2 121X MnyCoAl & MgAl, O, Ok ibfiErE & (001) 112 81 2 5 FEH DX
Z9. (001) 2B WTIiE, Mn;CoAl ® Mn-Co Ifi & Mn-Al 1 D J5iE+%5 MgAl, O, % 45°
Wiz U720 O JE 7 (R AL & B FEGIAS~y F o 7L TEY, I Ay FIIH
1.5% £ 7> T\wb. MnCoAl #EAEH T 2RO K IR OMFRILIE Mn : Co : Al =2.0:
1.1:2.0 1Z§%E L7,

2

XA-Mn_CoAl

0.577 nm ] O @ @) | @)

O: Mn
@:Co

(@) (@) (@) () (@) ()
e:A Mn-Co Mn-Al

Mismatch: ~1.1 %

2. XA#E#ED Mn,CoAl & MgAl, O, Dk sl & (001) 12 3BT 5 5+ By

3. EREEE

% > RHEED %% X 3 O f AKIZ/RT. 100°C & W) KiREETH->TDH, Ih
FCHESINTVAS Mn,CoAl Bl LRI 2RITZE Y F T v VIRERRIET A A MY
— 787 — Bl E Nz K312 T XRD @ 20-0 HIEDKE E S, I E BEICH
K55 E— 27 #ET Mn;CoAl @ 002 £ 004 DEHFTE — 27 OADBM E N TWDE Z & H
5, (001) FFWNCELA L 72 Mno CoAl BIEASTE ENTWE 2 L2900 4. 004 THDO Y — 7
MEP S ERZER LA, 0.588nm & 23V 27 3K (0.584nm) 131 % 300°C PLF
TR L 725 (0.586~0.587nm) U IZHEWVWEAE SN TWD. — KT, Z OGRS
B S/EoN2ME0.577nm) & KL CTRERMEE 2> THBY, MgAl,04(001) ZEAK D &
DT PEHGTE R VESL L 72 Mn, CoAl HIE DK SBAIEAEE L Tnab & THEN5.
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V¥ : MgALO,
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3. fE%LL 72 Mn,CoAl # o XRD (20-0) Ml 5€ D5 5. A K
% D Mn, CoAl #fEF 1 o RHEED £ % /R .

4 (a) & D) ITIZZENZFN 202 & 111 12B1F 5 XRD D ¢-scan HllE DF5 B %2 77, 202,
111 & DICHBEZ 4 RO =27 Bl s w5, K3 BIUOK 4 THLNZREITY
— 7 OREIED SRS E (S, Sio) ZHM L72RES, Spe1d~1.0, Sioi3~0.4 &
REED SNz SNFTONIV Y KUHE Mn,CoAl @ XRD Ol EREEH S, XARHET
LB (L) DOEIFE —Z 3B ENE I LB HEINTVWE D, TORKELSIK
2B 5 XAREDIER Z W5 2 L3 TERWAS, Spoy Ofi(~0.4) %5 —#D Mn
(B-site) & Al(D-site) R 7D ANBKEDL ) BEZ NS,

(a) (b)
{202} {111}

Intensity (arb. unit)
Intensity (arb. unit)

ichiluude

0 90 180 270 360 0 90 180 270 360
¢ (degree) ¢ (degree)

4. FEBLL 72 Mn,CoAl #iEd {202} B X U {111} (2B1) % XRD (¢-scan) A5 H.

X 5121, TE# L 72 Mn,CoAl # X @ Wil HAADF-STEM 1% & EDX 7 bk %2 /R 7.
BIZHEIC BT I Y P A MIUIIEEH—THY, THE~ v ¥ 7G50 B ICEM
PHHWIBIR SN h 572, 72, EDX ORI ORERS S, 15 L 72 Mn; CoAl # %
ORI IZILFERAE TH D 2 DM L. D LEOEE»S, WREREZ 100°C I
F72 2 & TRAHRH I O 2 W — LG O LY ¥ £ 3 v )b (HiAH) Mn, CoAl # KD
VLI Lz LI S s, — T, DLEORERD A S I3k A EDY SGS Fk 0 5
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Blalifa3 e XAMETH 2000 E VI REITITES W,
(a) (b)

50 100 B
Atomic percent [ i

X 5. YE#L 72 Mn;CoAl #E o (a) Wil HAADF-STEM 1% & EDX fLE#1, B LY
(b)Mn, Co, AlOIcHE~ v ¥ 74k

Z 2T, 5 XRD (Anomalous XRD: AXRD) #lll 7€ 2 H v THE# L 72 Mn, CoAl i#
I DOREE S % 1T o 72, XBOT 3 IV FE — (E) DSET O X BRI T 3 )L — DA,
K% L OB T OIS X Mo 3L X =258 Sh, KEEER T (F) 29k & 1L
T5. ZOKO fIZ,

f(E) =fo+ f(E)+iAf(E)

TEEND, 22T, FE)+iIAF(E) ZREHFIHEIFINTEB Y, EET 5. 72,
Fo lIBRELACIRTE L, EWCIRE LR VIHTH L. F4 AT —AE BV THBETED f
AITIZFRETH PG, FBREOEM X% V7 XRD WECTRETFOANEDL Y %
EERICEMMIT S 2 L I ICHEETH L. — 5T, kA AT —B4EEBETLETFOX
MR R OL F — WU DR D X 2 BIRL T XRD WEZATH &, T OWF-0 fI2sk
WOHE»Mb . D20, FAXAT7—HGENHDA, B, C, D &4 A MIBITLH
FOANED Y ORIIE L AFRIEDLELAKREL 5B 2 20, FFOANEEDY
(disorder) % ERMIZEFMI$ 5 2 AT E 5.

6 () 1= Mn-k WL M 12 3315 B AXRD OWIER: B &7 5 172 Looo/Tons @ X BT
PV F =R L, Mn (Bsite) Co (Csite) DA NED ) 2 ZALEGEDY I 2L —Ya Yy
MRZHEORT. Y Iab—Ya yORDP 5, Tue/lo \ 2B LTI Mn (B-site) & Co
(Csite) D ANERD ) A4 % & Mn-k S 3E (~6.53keV) FHLICH 52 ¥ — 7 DS
KFLTw2 00 h5. EBiHE Y I 2L —Ya v ORREIET % L, Mn(B-site)
& Co (C-site) D AN DY 75 0% DRFOKER & FEMEDS—H L TW5DHZ LA L. WRIZ,
Ty /Toos D XRRT AV F —MRAFPEICBI LT, 28Rl & Mn (Assite) & Co (C-site) D AN H
DEGAEHEDY T2l —Ya VEREERE6DITRT. YIal—Y 3 OREND,
L1 /Ioos \2B8 LTl Mn (Assite) & Co (C-site) D ANErb ) AT % & A7 MV OTIK
AR L TITMIZZELTwS., EREZ Y I 2L -2 a VoRRELRET S L,
Mn (A-site) & Co (C-site) D ANE:DH ) 2340~50% ZEN TV LHH L AT FIVOIZIR
FRAETHZ2, TOMERF—HLTVAEVWI LGNS, KICHERZLH I, BEOD

- 227 —



() HARBRS AR T2 %4, 41 (2023)

XRD ¥ — 272 58/ L7 Spoy DfEIZ~0.4 TH o728, FEAIZ Mn (B-site) & Al
(D-site) BF-DANBEDL Y BETNhTWwBREE 2 bbb, #ZT, Mn(A-site) Co (C-site)
JEFIZMZ T, Mn (B-site) & Al (D-site) [ F-OANEDLY b EINLILEDT I 2L -
g VAR EEBREL B L2 [X6(c)]. FEEE Mn (Asite) & Co (C-site) it D AN
H Y A350% Mn (B-site) & Al (D-site) LT D ANEDL ) 23 40% HFFEFNSH I 22— 3>
DFERBZIZT—H LTS, 2F), 2T TOXRD WMEICHIZ, AXRD g & Z D%
HIRE SR S, VER L 72 Mn,CoAl #BE O SR & X AN 2 XA & & Tld <, X7 ()
2R & 9 7 Assite & C-site |2 Mn F 721% Co Ji-F-, B-site & D-site |12 Mn ¥ 721% Al Ji.- 1
BT v HMIEA L TWA Disordered-L2,B & THh 5 Z LAV L 7-.
(a) (b)

0.12 Mn K-edge Disordering 0.06 Mn K-edge . .
Mn(B) < Co (C) 0.05+ Disordering
Mn(A) < Co (C
0.09+— 0.04

l002/I004
l1 1 1”004

Looo!lo0a €XP- 0.03; 50 %
0% (XA) 002" 00
0.06— 0.02 L <10} 30 %
p o | 111004 exp. (x 10 %
0%  0.01 —
003 | | | [ 1 | 1 0 1 1
6.3 6.4 6.5 6.6 6.7 6.3 6.4 6.5 6.6 6.7
© Energy (keV) Energy (keV)
0.002n K-edge Disordering
Mn(A) < Co (C) 50 %
. Mn(B) < Al (D) 40 %
8 p
= 0.001=
1/, €XP-
0 | | |
6.3 6.4 6.5 6.6 6.7

Energy (keV)

X 6. Mnk WURAHEICB % (a) o /Toss DFEEE L, Mn (B-site) & Co (C-site) D AFEF
b EGATEEEDY I 2 b= 3 VM. (b) Ly /I DFEEAE L, Mn (A-site) & Co
(C-site) DANEEDL N Z#GEARHED Y I 2L —Y a VEDO X FT OV F— KA.
(¢) Ini1 /Toos DEERAE &, Mn (A-site) & Co (C-site) D ANEH 1) H350%, Mn (B-site) &
Co(C-site) D ANIEDL Y H340% DY I 2L — 3 MEHD L.

Z DFEIERE D My CoAl DN Y FREEZH O NI 572012, HF—HHEREZIT- 72,
X 7 (b)121%, XA MnyCoAl 12, Mn (Assite) & Co (C-site) J& 7D AL 1) A% 50%,
Mn (B-site) Al(D-site) L TDANEEDL Y A340% ZENTWAILEED/N Y FiEEZRT. up
AV Y DONY FEEENEIRBINT, down A Y ONY FIEENRE Y v T L ARETH L S
END, FEBLL72 Mn,CoALIZAE UV F Xy v L AN—TAZ NV THAI EDVHS NIk
o2, AEYF Y v T VLAN=T AT NVIZERIZBWVWTN—T X7 ViEEEZRFLTWSD Z
Emb, AV MU AGTICB W THEBEEBM L LT TE 5 2 LIRS
na5.
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@ ()
Disordered-L2 B 9

4
?

E up spin \’
] -

o

=9

down spin

Mn or Co(A,C sites) -?1 0 -5 0 5
Mn or Al(B,D sites) E-E- (eV)

7. (a) AXRD OMEAERDHE 2 HNHIEH L 72 Mn,CoAl #HFE O diEE.  (b) XA
1% Mn,CoAl {2 Mn (A-site) & Co (C-site) ® A3 1) HY50%, Mn (B-site) & Al(D-site)
DANEDL Y H340% ZFENTWDLEED/N Y N,

4. LR

bR AT Z VT, SGS L FHEINTWA KA AT —4H4 Mn,CoAl #fiE
DFEBIREVE 2 MG L7z, MnpCoAl #HRO/ERIZE L T3, MR % 100°C &£ L7=Z
& TRAHRHT I O 7 Y — M0 % A T A=A O Mn, CoAl #iF D /ERIC
W L7z, L Lah s, AXRD flER X N ZF Ok £22 5, E# L 72 Mn,CoAl #JE
DHE L AEE X SGSHFER MR I N A XAMETIE R L, HFOANEDY EZHZAR
Disordered-L2,B i Cdh 5 2 EAVHIH L7, 4%, Mn.CoAl iz FIH L7724 —3 v
JAE YT AT — FEFEBT 57201213, I b2 mml i 25 75 2 ARG f & DAk,
JRADANEED Y 2 5 HEIER T2 H 72 R T 5 L ERD 5.
5. Bt
KW ZEITT HICH72D, T R25 TN EED T L7 KRRKSYKFABEHEME T 70
Tekt - IR VEIR, BT HEETT (4), TREREERR, ENZWFZERRSE AW - M
BHIFZEREHE O TEPFIHRR, BREHIARE, KRAURSHCHiIR (SPring-8) O HL B %, L.S.R.
Kumara FRIZIEHH L EUFE 9. RWUSEO I, 5012 4FEE H AR AR LBk 2
DOWHZENE 2 2T TITbN 72 DTH 5. RSO X D EH#HE L 7.
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