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AT 1

F&ol AR T olF-FASE DS F7] Ex W2 Z1A (inert gas) £917] oA dxesle] Atz
AROIE AA Fx, A¥d A G2, e o8 £ 2AA txE X¥se tw 75 I ES de, tE
=& AstEe Az W
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27T% 3
A2l A,

A7 Alad 2 A2 AR 59402, HeHE (T, A235(Zr), k=g ), shs ), 2B (b)),
Bk (Ta), Z5(Cr), E82dMo), ¥ E\_( ), B0n), HAUE(Te), dwRe), H(Fe), FHERW, 22
F(0s), ZHE(Co), ZFRh), o1HH(Ir), YAWNI), Zets(Pd), W=(Pt), 7 (Cw), &(Ag), = (Aw) ot
(Zn), & (In), 54(Sn), OLEU]T{(AI) 7a}%(Ga), HEE(Be), vh1dlr(Mg), Z4(Ca), 2EZEF(Sr), #t

H(Ba) L= o9 x3jholH],

A7 Ales 2 A2EES MR gl

rt

, v wE AskE e Az Ay

AT 4

47] A1E4e Aksle(oxidation number)i +1, +2 Ei= o]o] ZFola, A2g4e AdSE 4391, UF 4

ol
4P
24
Lo
i
rlo

WelEAblE A4 TR EFHAL

a9 AR FEE LT, 0F 35 4

A7 A1F49 AF3l<4=(oxidation number)+: +10]aL,

|
e
2
)
o
fo

A7 A1E4e] 2kslr(oxidation number)+E +20]1L,

271 Alade ek (Pd), Ba(Pt), 78 (Cuw), =(Ag) = o]9] x§elal,

of\
al
Ip
2
oty
i
1o
M
BN
ol
i

A2ge] o] WHAIE2 50 pm o] B 100 pm ©]8k]l, o

>
N
2
=
it
Jb
ro
i)

ZebE (Pd), M (Pt), 78(Cu), &(Ag) Hx= o] ZgtolaL,

&8 9F(Cr), ZLE(Co), UAWNI), dFuF(Al), oA (Zn), ZE(Ga), "tadlgF(Mg) Tx o]
zgel, ds 34 A3E Az U,
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A9l hef A,

47] &ak o] &9 B FEiE 0.03 M ol 2 0.80 M oldkel, v B3 e Az .
A+ 12

A28l lej A,

ATA 2 A2FE-FH ATAE LK §99 DALE 25 T o R 200 T olslA
1 H

7] LDHE X-41 318 (x-ray diffraction, XRD) 2=HEZ F 3|4d7H(20)°] 11.7° , 23.6° , 32.8° , 35.6° ,
40.4° , 48.0° , 53.3° , 58.9° ¥ 60.7° T Hox sl IAE e, v 55 AsE] Alx WUy,

A3 14
A1l JojA,
7] LDHO] AATFZ T 45 49 vl&2 0% ol 2 20% o5k, ts T4 AHaEo] Ax W,

A% 15

A7) B AL ZElglo] E(malachite) AF, Cu0 A, Cup(OH)sNOs 4, AIOOH 4 & o]g]

e, e 55 AskEe] Ax .

juies
1o,
1o,
BN
)
tlo
e
i

il
B>

71 vZ2Ad 71AE dEMe), Wl&We), ol2(Ar), ZHEKr), Ae=Ee), #H=(Rn), 27H<E(0g),

471 A= 600 T ol % 1100 T olstolA 3=, vg 53 spetae] Ax Uy,
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[0003]

[0004]
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= olF-AEE (LD S 7] e H|ZA 7]1Al(inert gas) 971 shollA
A

fij py
4 Px, e oolEe] BY A4 RS TPt 0F 35 4

H

2a WA 2d= A4 1(CuAl-LDH)2] XRD HEl, SEM o]u]#] 2 HAADF o]m]x]¢} o]2] EDS U4 wolt}.

% 3a AFA 1WA 3¢ XRD SEelat, = 3bi Cup M ol ol = Mg, Ni, Co i Zn 2 M= ADE E
#3h= LDH A A 2] XRD sElo|tt,

% 4a WA 4d¥ Cuo.sSr0.25A10.95, Cuo.75Y0.25, Cuo7sBio.ss B Cugrslao s EFSHE A9 XRD #&lo|t}.

5a B 5bi= Zdoldk pHell M Alxgk -4 (Cul-LDH) 9] X-A 3 sl 3 7] A4 ol 24 29 2

X 6a WA 6de Adolgt BAF o] wxd whel 3438 CugsAlo.25-LDH A1) XRD & o] T},

%= 7a Bl 7be Aol 2ol A AR Cug.rsAloos LDH A4S X-4 31 sl 51 7] AA W AR 729

T 8a WA 8fE FIE 1 WA 69 XRD Z{Elo|t}.
T 9a A 9fE Ao m AFHFA &S tF F4 3gHEo XRD sE ol
% 10a WA 10fE 3HghE 1 WA 69 SEM o]u| Ao},

T 1la WA 11f+ 3i3HE 1 WA 69 XPS 223 dolt),

ki

12a WA 12f= 3tgt= 1 WA 6 & B-#He] ko] XPS Z=vpddolnt,
13a B 13be 3HgHE 1 WA 69 dAbsieba Abshe Aol

la WA 14fE vla SEER S5 A U4 o ATAY, v XS Aud A4 TE S3E A4 2
9 47] SR A WA co) XRD sfElolet,

155 % 14d WA UEAA FEE SRHE A WA G ES 274 24 7R S dusie A8
Aspelr},

162 33tE 1 WA 69 H-385224 (TPR) 2~H E-olt),

N H

1 o

ki

17a, 17b, 18a, 18b, 19a ¥ 19b+= 3}3tE 1 WA 69 H, &97] 3 In-situ XRD sjEo|t}.

ki

20a WA 20f+= 3hgh= 1 WA 69] BET %% 54 Ayjolt},

WS A7 G FAF g
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olste] WAl W wlmelE Fatel B WWL US PAS HR@ch. @, ANdE B oagg qAs] A%

Aolx) olEwoR ¥ wHel WelE sk e ohd

[AAl4]

2 GAA T MDaM)es Mol 9 Mol F EFolA Mol & Hl&2 x10]a, Mol&9 & H[&2 x2
(M ) 1(Mg) % :1—1—61;}'6‘}"_‘ ﬂ'é}%p_‘ 9]“]% Zl\‘ 9\)\]:]' cﬂ%‘ Eo'], CU().75A1().25‘E’ CUO]’?:QI % H]%’g‘ 07501_1—1, Al

o]%gl = H]%% 0.2 CU()7>A1()z = —‘11—51’_:1‘6}'% §]’§:1L%%_] fl: %]\E]'

48

Mol A §lol, Sigma-AldrichZFE Fwlldk Cu(NOs),.3H,0, AL(NO3)3.9H,0, Cr(NOz)s.9H:0, Ga(NO3)s.xH0,
7Zn(N0O3)s . 61,0, Mg(NO3),.6H:0, Co(NOs)z.6H,0, Ni(NOs)s.6H,0, NayCOs, NaOH &< (2N)3} A7 8}stol A Ftujst A
A (65 %) % FEUoh §94(28 ~ 30 9 ALEFYTE. Fole4 (DD Millipore o3} Al28e A1gste] 4
F 2% 2 4Asel Agsar.

Aol 1: S 1) B

(1) A= 1(CuAl-LDH) <] 34

Cu(NOs)s . 3H,0(0.018 mol), AI(NOs)s.9H;0(0.006 mol) = Nay,C05(1.27 g, 0.012 mol)S Eo]24(100 mL)S 22

TellA 500 rpme2 wRkste] A Z T, 7] §qe pH7F 102 I8 (£0.1)3F =S NaOHE A 7bekict. 1 %
24X FL 2E(30 T)olA HESAIFATE. HEEES 5000 rpmollAl 3 5 94 BE7]E AREste] HAES
S5tk 47 AAES DI9F dEER 33 A &, 12A3F 58 LE60C)ANA ARAA, AFA 1S
At

(2) 33HE 1(CuAl-d) 9 A
71 AFA 1(200 mg)S 100 ol.min | 49 o2 (Ar) 2917] 3 tube furnace(SH 738, SH-FU-50TH) ol A

10 Comin | 5& S5 850C7HA A5A713 147 %

2

7HEE F Lo 2nE HHI] WEAd. o2&
o] FrEe AHFAHFAZI(MFC, 1CDS FM-30VP) & A= Jqct. 71 5 REEES HNO3(7 mL) 2 ©ol24(3 nl) &
E3Het A gdlel 302 B wHFslTE. 7] NS 60 CTolA 12412 B AERAA, FFE 18 A4
Ao 2 F 3: 3AFEE 2(CuCr-d) F FFE 3(CuGa—d)S] A

AL(NO3)3. 91,0 thAal 22 Cr(NOy)s. 9H:0 B Ga(NOs)s. xH,08 AF&3F A

%
A 3 SO0 FHAU A A A2 10T % 00T AT
yom BFE 2 ¥ 3e FAsa.

olo

@4 HAY T ok=2(Ar)e] obd F7] E917] stelld AP Ae Addstas, &

Ao 5 9 6: FFE 5(CuCr-s) & FFE 6(CuGa-s)el A

=
| @4l 20 BEE 2 L FHel 39 SR 39 G4 I F o=l okl ¥7] ®917] sl F4
@ A2 Assas G4 2 2 39 BA WEo A7 89% 5 2L 62 sk

Hlw Ao 1 WA 3: ATA a WA e A

Dl 19 A 1 B F pH 10 A 217 pH 7, pH 12 i pH 138 AFEE A2 Agstn 34
1% A7A 13 A% PEoz ATA a WA cF FHSHAT

vl Ao 4 WA 6: SIE A WA Co A
A7) Aol 49 AFA 4 33 FH F Cu(NOs),. 31,0 (0.018 mol), AL(NOz)3.9H,0 (0.006 mol) thAl Cu(NO3),.
SHZO'g‘ A]’%‘B_}'Z] (1?6]‘-1—1, Z}-Z}- Al(NOg)ggHZO (0024 II]OI)y Cr(NO;);9HZO (0024 mol) EE-E— Ga(N03)3XHZo (0024

_9_
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2INE 3 10-2022-0117059
mol)E AFE3F AL A9sta T 49 FA3 WHOo R Cu-H|EE Avd AR Fx9 FgE A WA CE T
A=
[T 99
XRD:= Bruker AXS D8 Advance XA diffractometer(Cu Ka HWARA, A = 1.5406 A)E A3t}
SEM ©]®| %= Hitachi $-4800°.2 #oJs}glar, 3k TEM o]uj=x] 2 EDS ©lo]El: FEI Tecnai G2 F20 X-Twing
AHgsle] S48l
XPS Z 2392 ThermoFisher K-&3} &3 A(hA Al Ka, A = 8.339 A)= SA33.

H,-TPR BELCAT 11 Zull 47|12 FAH3Y. o5 2 Ar 32 (30 L - min ) 3kl 100CNA 1

ol
s

A7 ot AA G =, WS, 5% H, L 95% Ar 52 (30 mL - min ) BOlA FE& 2% 10T - min 2 800
A e AREE LT B 202 BUEDsI.

In-situ XRDE D teX Ultra 250 AZ717} FZ= Smartlab (Rigaku, Cu Ka)o2 =Asl9ct. v 23 33

29 Kanthal (FeCrAl) ZeelE 7njElo] mx|slz 25 WX 600 T2 L%=o]A 5% Hy/Ar (50mL - min )94 o=
o2 3 A4 (25T 74 7+ 0.05° kA2 A7, 26 =200 ~ 80° )l FAH3ALE.

BET ZW 22 BELSORP-maxolA N, E2H(196 C)o= =As¢lt).
ElErA=a

[H7te] 1. AFA E8 84 EA 4]

% 2a WA 2d& AFA 1(CuAl-LDH)9] XRD &, SEM o]n]X] 2 HAADF o]w|=]¢} o]e] EDS ¥4 Wo|r}, =
2a2, ATA 1& Z+Z (003), (006), (101), (012), (015), (018), (1010), (110), % (113) WHALS} T34 +=
11.7° , 23.6° , 32.8° , 35.6° , 40.4° , 48.0° , 53.3° , 58.9° @ 60.7° oA A 1A(20)E 71L&
Eldith. = 2be, AFA 12 #9% Y= %X} 7HAS et E 2cE AHjEolA A 12 AE el
LDH galoz o2z 87438 Lhéaﬂ O|E 3 7H8S JelATH, & 2dE dA 19 HAADF 2 EDS ¥4 W
A3z, Cu, Al 2 07F LDH Y= FZ ol 2 Ao 988 vERTE.
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—
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AlZF Eek 150 To Rgola Ax]

Hoﬁ‘,

= 3a= AFA 1 WA 39 XRD HEO3, T 3b Cup M ool oM = Mg, Ni, Co = 7n 2 M = ADE

x|

sk LDH A9 XRD #®eltt. X 4a WA 4de Cug.55r0.2510.25, Cug.75Y0.25, Cup.7sBio.2s B Cug.zslag.esE
Egehs ATAS XRD AEolth. & 3a % 3bi Fol&e] Aol 98pm oo Frhgel me}, Folee

AR o 2o w9 7eE AadS ek, e e Al o, Ga o, Zn, Co, NiT EE Mg B xda
= 517 2 & wAge] & 5, ¥

3tAl s WERAT. W, = 4a H 4bE AUIA SR o
3 °

Al ngOlE} T 5a ¥ L 5hE E7| pH %M
1190 A9 LhH7F A5 E %, =
a)?l A%, LDH7F AR e, ol A ZAUSFE
e dElglolE Aol gAE 4 HASS & 4 Ak, A v E 2E Cu & 3¢t ZELS Jahn-Teller
ayol uwel, g0 EAstE H B Sol23 AT ZEsie] W EE AT £ gt} dElelE
el /3-8 LbHe A AAAAY, o= Cu 9 0, 2 A% A=k Cu ¢ OHZF 2% =7t fFAFSH ] o
Rolt}, wdh, e pHolAE OH 9 ¥%7p Ados gdoma, “‘3}7}01 HAg v o FUHE S
ATt wEbA pHE 7M1 S LDHS] AAde]l S71e 4 vk, a3 =2 pHd A$-(pH=11, A4 b 2 ¢)
H otd4d< AsAZ 4 Ak, Jahn-Teller B4 Cu = AAZHE Fw W) 782 Asshe], Faksbre 9
vtome g aloa o e (u0 AElE WMElsle Adke] dr] wio|th. FHekol 0l & T
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T
rE
olo
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o
2

e A9, g0l Jam-Teller 34 G0 WAt 45288 4+ dvh. gt oldd ool FEE
LDH &4e] 2 oJ3S = 4= 9lth. = 62 WA 6dE (05 o s=o] et webrlol e Ao ook yedith, =
71 €0, © FE7F 0.8 Ml A, 27] pib l0oldely wEgtolE Aol SAehAl @AHTH. 0, o HEI)
0.06 NS A, %71 pi7k 9% CuAl-LDHZF $-AI8HA @A, 0y o HEZ 0.03 N 7

ol g4kst FE] dAk Cup(OH)NOs7F S-AlskAl B, LhHe AA FAd€k. Co; 7F Sl A5, dAitkgdol
7} Ao, 44kl ge] Zakdo]l $-AlEHAl A E .
T 7a 2 7be Agoldt 2ol A A3 CugrsAle s LDH AFAS] X-4 3]1d s 2 7] A3A W 2% 729
ARl HlEolth, Whg a8 A% pH 10004 Fs FA F 30 WA 200 CAlA =3} (aging)stH k. =3}
= % <38k CuAl-LDH(A A 1)7F FAEAT. =31 &7 30 C o]AYd+E XRD 3] o)A
JA4e 7Y, Cu0 4% F7HE o2 FAFEJY. At oz oA, F=898 F 2
& FagE ke 541E 9o dRE . Jahn-Teller EF423E Sai® w B4t Cu FASE
21 21 E A4 FZE /IR g2 35 fhelE g A0AME BalE 4 g 2 A x5
S%7b 45 A 90 Tl A, Cu0 % CuAl-LDH7F §Alel @49 & vk, w3} 257t 71855 Cu0e] 3743
7bgkc}. olof Wl ® »3} %7} ZF71eE CuAl-LDHY & @iq}li}. w3 2571 150 T A9, Cuo
o] Aol LABItE. w3 L7 200 T o]l A$-, Cu0et 87 AIOOHE FAHT),
[H71d 2: OF 3% JFE £ 388 54 £4]
= 8a WA 8f FFE 1 U 69 XRD si®elth, AA 1 X 38 ZHz 700, 850 H 1000 CollA d=zlgh
Zoato g AFHske] A3 2 (Cu0, Cu0) 59 EaE A4S AASAT. & 8a WA 8ct ZHzt v|&A 7)Ao
Al LDHE EAEste, &3 17t F8 EEfxAlelE Ay FRE E3stE IFE 1(CuAl0,), 3=
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AHHA e A% o AR ol EAUE L+ 9
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T 1la WA 11fE 385 1 gA 69 XPS Tzmrelolth, = 11a WA 11fE Cu 2p 4 ~AHEHo = dgtx
AblE AA 2 B A9 AA 729 e AV FHE dEbdth. = 1la WA 1les Cu 2pys R Cu
Opaps ZHZE 952.1 eV 2 932.3 eV (£0.2 eV)oll A o 932 zr=d], o] mEtEAE AR Tzl (ud
2srE 4192 UEhIY. = 11d WA 11fE Cu 2pye 2 Cu 2pyps ZH2F 954.4 eV 2 934.6 eV (£0.1 eV)ol
A Ee dAg zhed, ol 299 44 FxelA Cugl 2B 42918 UERIAL, oF 961.6 eV, 943.3 eV 2
& satellite 928 2w, ol (i % AAAA &2 3d AA(shel DS Yehint, =
X3 AslE F dEt¥Ale|lE A FRE XEs ﬂ%L%% 17} A7 SAleta, 29 AR FxE 2338
B AEE 27 et SASE v
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(374 3: % 2% GRS 0] 54 4]

T 13a 9 13b¥ SEE 1 WA 69 dakstera Akt Aot kst o] ilskre En) &40 F8% 8
Zolth. & 13axe 2=¥d AA FxE EIshe v 5 sekEo] dHEAlE A FxE 23she tE
235 3B R 2] @Ao] 953 AL YEiTh, CuGa ®3 oF 5% 3FqEE 44 Fx0 uel d4kste
2 Ao 50971 H= AZHTs, 33E 3(CuGa-d) = 450C, 3= 6(CuGa-s) = 235C)o] Aottt = 13b

rir
&3
=
o
to
2l
et
do
o,

o
N
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o

2
o

% l4a WA UfE Blal St shghE A WA CY ATAY, Cu-vl2d 299 24 4% SE dA 74
ALrstE A Abshs Adfolth. B-ztE]ell 9| g %1}(A1, Cr, Ga)ol =nj A4

2 S ZAH] fI8ke], ALOs, Cr0; EBE Ga0:5 X3 8HA ¢ Fol2& Zta Cu-d|23 294
% la WA ldee A7) Cu-Hl2F *JH 2R Tz sHES dTA9] XRD

o R, tF & =Y A7A 4 T sdEA st £ 14d WA 4fE ~9d Ay =
2 Lol A ek, 3EE AALD)) 3FHE B(Cry0;) ¥ 33HE C(Gay0;) 2l XRD 3

= 15% & 14d WA 14folA FAE 3EE A WA C(Cu-B)=E3 ~9d AA F%
& Adoltt. FFE AALD) EE IFE B(Cr0)9 datstetsd A& A9 gla, 3HE C(Ga03) 9 dAt
4

D
=
B(
SEtA AEE2 20005t d S & 4 ATk =, Al, Cr e Gaw S0 A4 2
uf| X 2=
= T

T 162 33FE 1 x| 69 H-3}85 2B (TPR) AFEH L}, & 162 ~¥d AA 1tz=2 ¥dsl:s 33=
o] 34 I3+ dFrEAte] zotale 33 4 F3 wvo 9SS yehdo. Cu X 5HE
a % EA EL:LE zt=t), 3= 200 WA 300 CollA Cu2+°ﬂ/\1 Cu'® sA=Ee UrEMI:} ol =

A

a
13a9] CO A%k 2ok dAFS & o Avk. 29l AA 725 £k vs 75 =l 48 0 Atst

(m
i)
o
-
BN
il

oght. B A= 300 WA 550 CAA CuolA 'z 98-S Lpehdic
SHHE2 Cuel Atglr) +lolmz ) 1719 B4 93(6)E Ztet.
% 17a, 17b, 18a, 18b, 19a % 19bE 33E 1 WA 69 H, ¥97] 3F In-situ XRD sjElo|t}. In-situ XRD =i
He dlzAlolE AA Fxo| 17 el 2 29l A Fxe 27F FE7k CuE FYES YERdY. = 18be
33E 5(CuCr-s)& 33IE 4(Cull-s) HE 33E 6(CuGa-s)9 €8 § IS *3sl=d, IE 5= IY
Z70M CuCr 23 At EAE AH X 3gER Jussts oz urt, delEAlolE AH Fx9 §
2udl Az B ARG #3Y 257t =20, ol ¥y AA T2 12 3 BEAS UM
< UebdY. In-situ XRD ¥ DAL E 7&@ T2E X3k EEe] 294 AA FRE LTS

HRERT 89 LE7 ¥ YA o= Cu oA u'me] #9 HAo] Cu'elM Cu'ze) #Y FAR
Ao A g e

qetror AsHr], dHEAelE A4 Fart 23d A4 FaEd TS ded. 5, 299
= 3 stEol WetEAlelE A4 T2 ¥ ERT $5T 9 548 5ol (0 AMgse] $38
o}

&= 20a WA 20f= SFFE 1 WA 69] BET ®uA 54 Aifeltr. ~ujd AA 2 3gh=e] BET %
gLl E A 2 sftenn bo. ols 2ud AA o e 244 A7 ‘“E‘rEAPO]E a4 Txu
o e A dAss Ayttt o P@P—E

q 7= B 24 17]7} 2dl, el

= s
olgfgk A7l B WA Apol7p A Form, v @A vA= FEFZ Y

gAME EE W A
walsh], Fal 7)ol A
e A oA F 9 A

[e]
IR =
o]t

>
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k1
N2
(VA

d\ Cug 5 Mg 25Al5 25
M7 3

‘ a k. A .
A X Cug 5 Nig 25 Alg 25
H A M ) MTH 2
A : Clg 5 COg 25 Al 25

A l M 1 4\ A AN Clg 5 Zng 25Alg 25

2= (arb. units)
2 (arb. units)

|, . ICDD 00-046-0099 |, 1cDD 00-046-0099
10 20 30 40 50 60 70 80 10 20 30 40 50 60 70 80
206 (degree) 26 (degree)

RV
a b
Cug 5 Srg 25Alg 25 Cug.75Yo.25
@ @
2 2
s ) =3
o o
s &
H LH
“OMMM‘ )
ICDD 00-046-0099
1 gy G RRE |14, Icop 00-046-005)

10 20 30 40 50 60 70 80 10 20 30 40 50 60 70 80
206 (degree) 20 (degree)

@]
Q

Cg 75Blg 25 CUg.75L80 25

X (arb. units)
2% (arb. units)

| ICDD 00-046-0099 | ICDD 00-046-0099
. Al ) —Lugu : Al ) ~Ll

10 20 30 40 50 60 70 8 10 20 30 40 50 60 710 80
26 (degree) 26 (degree)
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_ MEA 1 (PH10)
" * L 3

ﬁ) .’ e “. OCo.ﬂm>_o.mm ATI @v
It L 4
.’ & * OCo.ﬂm>_o.Mm ATI mv
; L1 y | it 5. e
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o | te o o
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Ed6
®:LDH #:Cu,(OH),CO,4 *:Cu,(OH);NO,
a = b .
Clg.7aAlg.2(PH 10,0.8 M CO; ) Cug.75 Al 25(PH 9,0.06 M CO,”)
|® .
) 2
.E 'E
= | -
= e
kS s
H L
r\o no

10 20 30 40 50 60 70 80 10 20 30 40 50 60 70 80

26 (degree) 26 (degree)

c d
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3 b
o o
3 3
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Y % Y +

+ + d ¥
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a . 1004 ¢ -~
CU g, 7Al § 25(200°C) . e “p—
K. A ¥ ,.,:_.._»_.t.».': 1 * -
* * ' \\
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. TR = | Y ~& [DH
- : il Voo ~#- CUu0
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