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[0070]
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A7) ANAA BEL 400 WA 800 rpme] A AEEA 7 WA 15 AlZE, v SHAIE 500 WA 700 rpm, 8 WA
13 A7+, 74 vk E A= 550 WA 650 rpm, 9 WA 11 AlzF B9 =83 5= 9},

A7) gEdetelA RAANAS Axse GAE 4] ATFA EFES DA S 439 AsGE e 25
A MIE +49] AstE Zhe 5 949 W22 ofF dAE AEAA 7] st 12 ZAEE sEES 2%
st gl dgoloA nAFAE S FdT 5 3

471 @A El= 300 WA 600 Co] &Iollx 3 Al 8 AlRE, wpgbAlgHAlE 350 Al 550 Co] oA 4 WA 7
A7k, 7HE vEEREAE 400 WA 500 To] el 5.5 WA 6.5 ARE Eek FAHE Ad S glrh o,
A7) dAe] 2E7F 300 C mRke] AL, X AlZko] 3 AR mIRkQl A9~ o]F APyt A|Fho] A|thE o] Fof
A x| gkol TAFA A (monoclinic) ¥ AP A I1(orthorthombic 11)¢] AATZE Aol X o8 4 Qdat,
o2 Q3 fF ol2HMEEIF AAS st F Aok, RhR ] dAE 257F 600 T 2ol AY, €A
Alzke]l 8 AIRE 231 A ATA BEE 5 4EUF B <t kA om FAHHA] Kt s3It Aol &
22 9l

A7 BEZEEA TARNELS A7 M 55 ZEASE 9 N2 55 S2A5ES 3 A8k, EXEE
Tl 21E ZF USFFe2H A A (monoclinic), AFEAA I1(orthorthombic 11) E& o]E9 E3H&
2 o]Fofxl AAFZE 7 F A3, uEASAE SAEA 9 APEAA 119 EFER o]Folxl AAHFRE

W, A7) M BE RRASE W2 35 LRANES EF AL AU, A7) ATA EREL A4
sS4 3 71AH Aol olsl GAstel olF AR Aol ool FG AAAL FHHA ko] UF o
SRR AY el A 2 W ojeh Aol BA e waol T,

53], a7] AAld i e St GARCE JAsE SRR, B oyd ot dEGelsA 1A
Asael AxpEol olA, s 11 7 2A5S destel Axd dEdelsA nARNAL 48T A
A AAE Azsich. Az AxA A hakol el Wiel ola 15008 FHAL AAF F WA
e e, FUA 8, A4 FEEY L 8% fAE AR LS

a2 A%, & 20 2 U 53 HYdA e 2, ofd 2UES BT MEIE W 15003 A AlolE
Y Fol= d=3 A A ghe] ek AgtEel o3 WA dA ] WA E Ak kAol ek A 5
Astch, w3 AuA dAe Fd g5 w2 FEoR AAZE Ao, 15008 W Fo EFEd
T 7 Hgo] oF 16% o|F R Wekal, f8F 44 §o] 80.5%% = FAFHE RS FAFT).

@ 7] xE 0.4< x < 0.50]3, @ 7] MI2 Ybolal, @ A7] M2¥ Hf B¥ Zroli, @ A7) X Clo]aL,
® 47 AFA EFEL 7] GdF S2AE, M 55 S2AE L W2 55 2A3E0] 2.5 WA 2.7:
0.5 WA 0.7: 0.3 WA 0.5 Znj=2 &3d Holx B B8 T ofEola, @ Y] 1 EFS
o] 7|AA el o8 L, @ 7] 7IAA "H2 550 WA 650 rpme] 3] LTl 9 WA 11 AIZE
o FElsta, @ A7) dAEE 400 WA 500 T &EoA 5.5 WA 6.5 Az B¢ A, @ A7 FE
stalol= A wa| el A2 @A Al (monoclinic) ® APA A 11(orthorthombic 1) E3HE2 o] Fojx AAT
%25 7HA 3, @ A7) gESFgol=A RN ZEL PgF o]LHdEE ) 1.3 WA 1.5 mS/cmo] L, ZAE} oA
7} 0.26 WA 0.35 eV 4 Tt

ork, A7) 117HA 215 F ol stuEte F5EA v A9 9003 Rl AlelEE § uA s A Ay
frado]l wAste] i AR Ul Ee AksE ebgAdo] wASHA AstEAa, 15003 S F FEYE

[e]
= =
A dlge] oF 40% o|3hE Egkor], % FARE 504 oS v Az

oI} o], & Aol wE gEdetel=A nAMMEALS A M w5 dRASE 9 N2 55 FRA5E
T AR dAY 2R 23S USFoRA ofF AAE g upel debA]= gEdetol =A A s A
AT ddelet AR Q% 2 i olRdEEet W2 @43 duAE 7HE 5 Sl

g AAdel oSt B FAMOR AYsAE v, 2 wgo] the AAd] els] @4uE 4

AAld 1-1: 400 CTolA @Ae4 Lis YbiZr,Cls (x = 0)9] A=

ATFA =AM LiCl, YbCls, 2 ZrCl, (99.99%, Sigma Aldrich)E 3 @ 1 : 0 B5HIE 93, Ar E¢7]00A
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[0075]

[0076]

[0077]

[0078]

[0079]

[0080]

[0081]

[0082]

[0083]

[0084]

[0085]

[0086]

[0087]

[0088]

[0089]

[0090]

[0091]

[0092]

[0093]

SIHS0dl 10-2022-0139218
ml Zr0, ko] &rell A 600
s e oMl 44%‘ ol Lt Tﬂr% 400 CellA 6 f\]& &%t 5 T/ming 7Hd 22 A7 §F A&
ol A =< %ZMO% LisgYbiZriCls (x=0) 5 A %8},

Ao 1-2: 400 Tl EAFE Lis b Zr,Cls (x = 0.1)8] A=

ATAZA LiCl, YbCls, B ZrCl, (99.99%, Sigma Aldrich)E 2.9 : 0.9 : 0.1 ZFH|2 &3
ALt 7] AAld 1-13 Fdgt o s AAste] Liy, Vb Zrlls (x=0.1)5 A=t

=~
o

AN 1-3: 400 CAA x84 Lis Yb ZrClg (x = 0.25)¢] A=

AFAZA LiCl, YbCls, 2 ZrCly (99.99%, Sigma Aldrich)E 2.75 : 0.75 : 0.25 E<FR|2 E3 AL A9
sta, A7) AAe 1-13 593 o ® AAEe]  LiyYbZrlls (x=0.25) A %3},

AAe] 1-4: 400 CoAA @A H Lis YbiZrCls (x = 0.4)9 A=

AF-AZA LiCl, YbCly, 2 ZrCl, (99.99%, Sigma Aldrich)E 2.6 : 0.4 : 0.6 ZFnz E33 AS
AQlstar, 7] AAd 1-139 53 oz HASe]  Lig, Vb ZrCls (x=0.4) & A|Z3FA .

AAd 1-5: 400 ColA Ex8 4 LisYbZr,Cls (x = 0.5)¢] A=

AFAZA LiCl, YbCls, 2 ZrCly (99.99%, Sigma Aldrich)E 2.5 : 0.5 : 0.5 252 3 A&
Aelatar, 7] AAle] 1-13 F4g WHow A5t Lis, YbiZrCls (x=0.5)5 A|Z3sF3Att.

AAd 1-6: 400 ColA Ex8 4 LisYbZr,Cls (x = 0.6)¢] A=

AFAZA LiCl, YbCls, 2 ZrCly, (99.99%, Sigma Aldrich)E 2.4 : 0.4 : 0.6 252 3 AL
ALstar, 7] el 1-13 $I3 Pygoz 2AAEte]  Liz, Vb ZrCls (x=0.6)5 AZ3}F3I T},

AAle 1-7: 400 ColA Ex8 A LisYbZr,Cls (x = 0.8)¢] A=

AFAZA LiCl, YbCls, 2 ZrCly (99.99%, Sigma Aldrich)E 2.2 : 0.2 : 0.8 252 E3 A&

Alestar, 71 AAlel 1-13 43 WPo R AAste] LigYbiZrCls (x=0.8) 5 A X8},

AAle 2-1 WA 2-7: 500 CAlA EA-2E LisYbiZrCls (x = 0, 0.1, 0.25, 0.4, 0.5, 0.6, 0.8)¢] A=
71 A 1-1 WA 173 AR e R dAlste]l Ayl EdE EEES AT 5 500 TolA 6 ARt &
b5 C/mind] 7Hd SE2 A F A2olA A Wsiglek. ofw, LisgYbiZr,Clel x gholl kel dAfe]

2-1(x = 0), AAel 2-2(x=0.1) AAe] 2-3(x=0.25), AAe] 2-4(x=0.4), AAe] 2-5(x=0.5), Al 2-
6(x=0.6), AAld 2-7(x=0.8)Z Y33},

AAd 3-1: 400 ColA x&€ Lis Yb Hf,Cls (x = 0)¢] A=

ATAZA LiCl (99.99%, Sigma Aldrich), YbCls; (99.9%, Alfa Aesar) = HfCl, (99%, Alfa Aesar)Z 3 : 1 :
0 B0 Yu "HiHs AS A9
et o=

AAld 3-2: 400 ColA 89 Lis Yb Hf,Cls (x = 0.1)8] A=

o

FaL, 7] Al 1-139 47 e R AASke] Lig, Vb HiCls (x = 05

AFA =AM LiCl, YbCls, = HfCl, (99.99%, Sigma Aldrich)Z 2.9 : 0.9 : 0.1 EFH2 &3 AS
AQstar, 7] AAe 1-17 sde W o AAEte]  Liy, Vb HiCls (x=0.1)& A Z33AT).

AAld 3-3: 400 CTolA @24 Lis Yb, HELCls (x = 0.25)9] A=
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[0099]

[0100]

[0101]
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ZIHSdl 10-2022-0139218

AFAZA LiCl, YbCl; 2 HfCly (99.99%, Sigma Aldrich)E 2.75 : 0.75 : 0.25 EH|2 £33 AL A9
Fa, A7) AAe 1-17 BYe oz AAFte]  Lis,Yb HiCls (x=0.25)3 A %34T},

ol

AAle 3-4: 400 CTA A4 Lis Yb HfCls (x = 0.4)9] A=

AFAZA LiCl, YbCl, 2 HfCl, (99.99%, Sigma Aldrich) 2.6 : 0.6 : 0.4 ZFuz 3 AL

AestaL, &7l AAlel 1-13% L3 ez dAskel  Liy,Yb HfCls (x=0.4)5 A=kt

AAle 3-5: 400 TolA EA-&4 Lis Yb Hf.Cls (x = 0.6)] A=

AFEAZA LiCl, YbCl; 2 HfCl, (99.99%, Sigma Aldrich)® 2.4 : 0.4 : 0.6 2Z5uz &
Aesta, A7) AAd 1-13 TU3 oz AAste]  Liy, Yb HfCls (x=0.6)E A3} ).

)
%
=
tlo

AAle 3-6: 400 TolA EA=4d Lis Yb HfCls (x = 0.8)9] A=

AFAZA LICl, YbCl;, % HICly (99.99%, Sigma Aldrich)E 2.2 : 0.2 @ 0.8 EFH2 EFd 2
Alelstar, 471 AAld 1-13} e BHeR AASke]  Lip YbiHfCl (x=0.8)& Al=3kAH.

AAle) 4-1 WA 4-6: 500 CTollA EA2€ LisYb HfCls (x =0, 0.1, 0.25, 0.4, 0.6, 0.8)¢] A=

AFAZA LiCl (99.99%, Sigma Aldrich), YbCly (99.9%, Alfa Aesar) " HfCly (99%, Alfa Aesar)Z 3-x :

Ix @ x =F0E Wi desta A7) AAle 2-13 5UahAl 500 CellA DA st 2 Aelsta, 47 AAld
3-1 WA 3-63 HUg WHog At LigYb HfCle(0<x<0.8)F AxaAqct. olwl, Lis Vb HfClsY x
gl whel AAld 4-1(x = 0), AAd 4-2(x=0.1) AAd] 4-3(x=0.25), Al 4-4(x=0.4), AAd 4-
5(x=0.6), AAld] 4-6(x=0.8) .2 e},

vlae 1-1 2@ 1-2: Lis YbZr,Cls (x= 0.5)¢] A%

AGAZ LiCl, YbCly; 2 ZrCly (99.99%, Sigma Aldrich)€ 3-x @ 1-x @ x B5H2 9x, &gse UYPs F

200 C(H]aLe] 1-1), 300 C(HlaLe] 1-2)elA ztz} dAelet 21 Aelstal, 7] AAle] 1-59F Ak PHo

2 AASEA] LiysYoslrosCles AT

Hlale] 2-1 @ 2-2: Lis Yb Hf.Cls (x= 0.4)¢] A%

AFARZ LiCl, YbCls 2 HfCl, (99.99%, Sigma Aldrich)< 3-x : 1-x : x EHE2 Qi Egsle] AH3 3
P o)

200 CT(H]ne 2-1), 300 C(H)are] 2-2)elA zZ+zt I st AL ALstar, 7] AA e 2-49 A5 v
2 AASF Lig goYbo.solfo.40CleS A3 T

AR 1-1: XM 3]F (HRXRD) % AC I #4

A7] AAe] 1-1 @ 2-191A AZHE Lis YbiZrlls (x= 0)(LisYbClg)el thdle] Az (HT) L=wWsld we 2
A7ze FAsy] g8 nEsls XA FAARRD) BAS ANSHAT, LifbClel Li AEEE D73 6 me

Li zbek Ti/SE/Ti B A& AFE3ste AC 9ds o w = . |
TRol A APLEA xR AASEE LissYoslrosCles AFES] s H3S sk, 2 i = 2 Y
3% & 1 WA 3ol JEpAT.

TAAD 2 XRD A (HAAE )2 Cu Ka
Ag-sto] galelqint. MEE ol e 2
Z43kal, 40 kV 2 15 mAClA S8tk 28 7FE57] A (PAL, tiERI=T) o] 9B HlEklel A wA X M(A =
1.5220 A)S AHg3te] BN E HIAZEE HARA X A dlolEE AT, AFH T2 HH+= FullProf
Suite 2ZE9 o] 71X Z A8 Rietveld AA oz A,

FALA (A = 1.5406 A)3} 37 Rigaku MiniFlex600 3] &A=
AAeNE MES F33= XRD AIEE XRD 3@ A &

U3R e

T 28 7] A 1-1 ¥ 2-1914 AZ=E Lis Vb ZrCls (x= 0)(LiYbCle) ol gk aaid® JAZERE WA}
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[0111]

[0112]

[0113]

[0114]

[0115]

[0116]

[0117]

[0118]

ZIHSdl 10-2022-0139218

A x4 Rietveld AA T23A(a)3} Li' Arge ol -2 (arrhenius) X (b) ZIZE YeRH Aot

A7] = 29 (a)B FxshdA, A7) AAld 1-12] 400 CTollA IA#E9d LisybClgel A% LiMClg (M =Y, Er)e}

hep AP A A (trigonal) 722 ARSI, A7) AAlo 2-12] 500 ColA A% LisYbClge]l 45
3

APEAA Corthorhonbic) 1 T2 BASL. ol Askz AEAA 1 el B4 oAzt A el
g oA me ot 1§ vtk 21e 4 S gl

e
flo

w7 w20 (h)E Li ARwRe} & ﬁﬂﬁ} oﬂﬁx]gl Arrhenius &% ZEHEE‘ el Foz AhgA

7] AAle] 2-1(500 C. LisYbClg) BTk btk mak A7) LivbClee LiT AEwE A7) Ao 1-2(500
CT)(0.14 mS/cm)ell B& A7) AAle] 1-1(400 C)(0.19 mS/cm)ol B3] 2F7F o =9}, olg]d Axts Az
257t 400 €T AS-, o %5% A @ o 3 A A (Grain-boundary) AT = olojx= AL 1# sl
LisYbClgoll thdt AFAA 1 Aol nls] AWAA o] ¥ 58S & 5 A,

ol F3, 471 LisYbClg2 400 & 500 T2 22X EAHZUNE T3l 27 g8 24 725 AT =H
Fo Li dEReh B @43 quAE Bels A& Ssith. 471 LisYbCle& 747 400 B 500 TellA] &
AR S wl A AI0.19 mS/em E 0.47 V) E APEAA T (0.14 mS/cm 2 0.53 eV) S YERATE. 9]
of wal A7) LisVbCleS Li AXkoe] tig 44 Txo e Felahs £ 249 & 5 ).

T 32 A7) Alad 1-1, 1-2 2 A 1-5 @ 2-590 A AZF LiysYoslrosCleoll thdte] A3z &% g}

e (a) 30 ColA Li AXE 2 B4 uA 2eze} (b) TFd LEANNE Li, ¥ sZroClg XRD sHEl 2

}51'7] L= 3% %ié}ﬂd, }51'7] H]E_Oﬂ 1_1-04 200 °C°ﬂ/‘1 x‘"i% Li2A5YOA5ZrOA5C16% ﬁﬂc}@ﬁ] ?’i% E.(Bi;q‘ﬂ', HT
£E7h ol we A 11 TR AR, 53, 4] ANl 15 0 259 A FAlel Lwot 2

Zhgel ke Li AERE ok gk, 248 duAe Skt oleld Avks AbgA 11 Aol 4
o 3

} 54 oleo ofF A4l s A

Al R APEEA 129 FAg o7 dATdE & 7 Ao™, 0.26 eV(LiseYboeollfo.4Cle) el &35 oY=

2 Li° AEE7} 1.54 nS/cnd] Edabs AL elatsln

SHAl oh2 ARl ol7b dAekar, o]

A¥o 1-2: AAHA dlole & Rietveld HA #4

7] AAled 1-1 2 AA]of 2-10A] AZF LigYbCleoll tisle] 7] Add 1-19] ni3ls XA 34 (HRXRD)
a7

Al dlolgel ogk 44384 doly % A4 dloly 9 Rietveld AA w4 A#AE a47] 3 1 9 20 YehdSd
o

. 53], 400 TS} 500 Col A AXelE WE 7bo]

oF w2 @A ouA R oA = Ae & 4 Al

Hﬂ
o
Hi
rlo
<
2
ki
ki
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[0119]

[0120]

[0121]

[0122]

[0123]

10-2022-0139218

¥ 1
Al 1-10400 € 2] LisThCls
Crystal Svstem Trigonal
Space Group Ful (Ho. 164)
e = TT.12653 &, B = 1112683 &, © = 6. 01659 &
o o= O0°, B o= 90°, y = 120F
ito Scuman B & X
an |f Z 5 e L)
Lil | 0.33970(0) 0, 23970000 0, 00000¢ oy 1.000(0) 2. 500
Liz |0.23970(0) 0, 2397000 0, 50000(0) 0.500(0) 2. 5(0
bl 0. ooonocoy 0.00000¢0) 0,00000¢0) | 1.000CO) 1.570(0)
02 1 0 sseem | 0.66667(0) 0.51190(52) | 0.964(0) 0. 9¢a)
2 n ssese(m | 0.66667(0) 0.00000(0) | 0.036(0) 0.9(m
Cl1 |0.11236¢43) | -0.11286(43) 0.76277(84) | 1.000(0) 0,912(0)
Clz |0.22169¢47) | -0.22169(47) 0.27116(89) | 1.000¢0) 1. 0BB(O)
Cla |0.44796¢74) | -0.44796(74) 0.75128(107) | 1.000¢0) 3,004¢0)
E 909 R, : 127, R, 4.12, x®=947
X2
Al Al 2-1(500 C)2] LisTbCls
Crystal Svstem Orthorhombic
Space Group Pama (No. 62)
A = 12.87654 &, b= 11.14343 &, c = 6,02992 &
o= O°, B o=90° y o= OF
Ato Bia (A% x
¥ ¥ z Deccupancy :
il 107
Lil |0 11680(0) 0, 07660( ) 0, 005 70¢ ) 1. 000¢ 0 1, 46300
Liz |00 13680¢0) 0.09140(0) 0. 5061000 1.000(0) 1. 46300
Yh | 0.37508(14) | 0.25000(0) 0.01134(58) | 1.333(0) 1. 856(25)
¢l | 0.20805¢12%) | 0.53052(157) 0,26928(99) | 1.833(0) 2. 4(364)
¢l | 0.45804¢143) | 0.07605¢174) 0,2451309%) | 1.333(0) 2. 141(469)
¢l | 0.04894¢82) | 0.2500000) 0.73279(138) | 1.388() 2. 957(610)
cl | 0.20372¢194) | 0.25000¢0) 0. 2400000 1.333(0) 1. 4280639
E g2, k.ot 11,6, R, 4.07, =g 11
A7) E 1 2 29 Az oshd, A7) AAd 1-1(400 THollA AxE 2IAA FHE zZHE= LisVbCleol
LisYCls (655.723 A°) W= LiErCls (660.350 A )l W3 3.6 %] M2-M3 5-9] Fols} oz v 2& Axp A7)
(645.100 A"’)—E— A= e el ol I 74 nAdAA A e A% EAT Y (90pm)
= Br (89pm) BT A o] wkA vb (87pm)E JHAE Aele ok & 9t
A3 2-1: XA IHEXRD), AZFPAF(CV), o]2AEE I A3 X £4
A7) AAd 3-1 WA 3-6 D AA e 4-1 WA 4-60A AFH Lis Vb HfCleoll thate] Gx]e](HT) &= W3}
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[0124]

[0125]

[0126]

[0127]

[0128]

[0129]

[0130]

[0131]

[0132]

ZIHSd 10-2022-0139218

o]
=

uE 2 W3}, Li dRE 2 243} uAE Slaty] 98] XA - (RD) A 4] Al 13
1 AqUAE FAsA. FHR b2 2xolA 9 AP A Nyquist EX

Li AZ=X9 ofef|ly9-2(Arrhenius) E5& A48t 2 23= = 4 WA 69 YERAT.

-6 2 Ao 4-1 WA 4604 Az Liz Vb HfClgol 3] (a) 400 T

A28 Liz YbiHE,Clgel XRD ¥l 2, (¢) 400 T T 500 ColA Azd

5
N2
a1
S
S
a
2
X
D
>
e
oift
rO
1w

Lig b HiCleo] mE AWEE molFiE MFE, (d) 30 TN Li' AEE 232 2 (o) Lig Vb Hi,Cleol
g 23} oA agfzelnt,

-

Y
N
F1

49l (a), (b) H ()& F=std, 7] AAlel 3-1 WA 3-6(400 Tl Al=H Lis Yb-HfCle2] 73

S, AAEA e AW x=0.107kx BAHAGY. ey x> 0.109] F7F A FAF AdolE

ZA8R AL, LisInCleol X #28 GAbgAl o] Adk= x = 0.25904 A3katr] Al#kekaddk, 0.40 < x < 0.609)

789, XRD SjElo] Fo whAlE AR Al &EqiTt.

g A7) A 4-1 WA 4-6(500 CTlA AZH Lis Yb H Ll A APEAA 1 Aoz A, o=

A7) Lig YbHECle® AZHIS W BFEATHx>0.25, = 4b). x=0.8004 =538 ©abg Aol dojxit},

7] AAle] 4-1 WA 4-6(500 C)e] Liz Yb HIClgoll Al APEAA T 2= x < 0.10914 FA=JACE. o &
S A% (x = 0.25)8 Lisg M ZrClg (M =Y, Er, 0.367< x <0.6)¢] APZAA A3 5 FZ(isostructural)<l

AP A 1T F25 A48 H. x=0.8001 4 HICL, AFAE APEAEA 11 4] ¥k (reflection) & S|AAIA A

29I, ol x < 0.809 L&A (solid-solution) FHAIS JERHATT.

T3k 7] = 49 (D) B (e)E FEEW, A7 AAlel 3-1 WA 3-6(400 T) B AAld] 4-1 =] 4-6(500

+

©)9 A5 x gkl B wet it AEE 9 Fhsgon, = W b S5 LT ARES e
= A

wash A BAstdnh. olsh W=, 471 AAe 3-1 A 3-6(400 T) % AA el 4-1 A 4-6(500 T)]
B3} UAE x ghol MR wek AR gl xdd W b e Bs qUAE B T AE
5% e 89

T 5= A AXNe 3-1 WA 3-6d4 AFE  LisYb HfClgol skl (a) 400 ColA dxz=
Lis goHfg.40Ybo.coClgol ek ThFst 2% oA o] Nyquist =5 23X 2 (b) 400 CTolA EAH Li+ HAEEe

Lis goHfo 40Ybo 60Cl6®] Arrhenius &3 1| Zo|t},

%68 7] A 3-1 WA 3-6014 AIFEHE Lis b HECledl thate] 400 Coll A AZH iy solfo s0Ybo.soCl62]
A 2 A 798 (Chronoamperometry, CV) A3} Z1g]3o|t},

47) %5 % 62 FESHE, 7] 400 Tl DHZE Liyalify Vb aCled] S 4.5 x 10 S/ e A}
£ o & gtk EH HT 2%

d2]¥ Z+ pA| A do st 3}

EEE 7 AR #@RlelaL, ols Bl F2 ﬂxﬂx_oﬁz‘i 8+ 3l
of #AIGlel, 471 LisYbi foClﬁL x=0.409 w}, ZHzF 400 2 500 CollA <=
s S 5% 1.3 nS/cm) o} 7HE e 2Ad3st oA(0.26 B 0.35 eV)ell =
G4s} oA o] At FEE A3, ol F39] e ol T w9 dsh WAl wx=7F A

A ol AEEE Aujshs B2 Zol2 AEAdA LA dEEA.

A 2-2: o]2AEE B B} YA F4

A7) AR 1-1, 1-2, 1-5 WA 1-7 D AAld] 2-1, 2-2, 2-5 WA 2-794 AZH LisyYbiZrClgol st
AU 2=wistd 2 Li Ax% 9 A3 olyxE &Astr] a8 7] dgd 13 5L W] <9
3 oleARE I B3 XS =AY, A Z}7F 400 C 2 500 CellA LiCl, YbCls, 2 ZrCl,
=2 E¢3to] Lig b ZrClgoll A x7F 0.291 Z$-2} 0.3¢91 A4S Friste] 43890k, o Ay = 7 2 89

ER AT
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[0133]

[0134]

[0135]

[0136]

[0137]

[0138]

[0139]

[0140]

[0141]

ZIHSd 10-2022-0139218

T 72 37 AAd 14, 1-6 E 1-7o4 AZH LisYbiZrCledll W3], HRXRDE Z7gs ©hALgA Fx9
LizYbiZriCls(0.4 < x < 0.8)°l st A} wi7fiwlig e Zo|rt.

H
oo
flo
ox
N

AAE 1-1, 1-2, 1-5 WA 1-7 2@ 2AA e 2-1, 2-2, 2-5 WA 2-7) A AZH LisYbiZriCls(0
Yol tiske] (a) 400 €T 2 (b) 500 CollA EA2]® Liz, Vb Zr,Cle(0.4 < x < 0.8)2] XRD =&

IA
>

IA
o
s

2o} (0) 30 ToAME Lig ¥biZrCleol ta Li' AEE 2D (d) Lis Vb ZrCleol te 48 o« g

A7) = 7 % 8% FEFW, A7) LisYbZrlle(Zr 2 AFE LiyhClo)ol tg 243 ux, 724 28

el HE = A3 LiYbClee A7} EAa%. o= A o] whAd(zr 1 72

o,
9‘_',
ME,
c
L
k1
k1
rr
ML

pm, HE @ 71pm)e 189S o A% 7bse Ae o 5 QIgith. B3], 400 ColA AASE WAy e
500 Cold AAstE AAA 11 A3 vlaste] A4 24 Welold o 2 Li AEEe o %o 3438 o
UxZ e

olggk Adt= WALAA 27} AP FEBC Lis Vb ZrCleol A Li 82kl o $ashe ousy | Li' 7
wro WE A4 TR 93 7o Beld & YA, cop Lol WAL b WAMY FE7F hep 7)uE AL
WA pzE ole AxwdA o fedte AP, ol cop WAMY Fxol| HiEk o]& o]% A=<l 3D
Aol o8] o 53 o] AEEEZ spxE Floln], AAA A 2D AMAA Ay 2& hep TRl 3 o]

+

WA ole o)A} tEHTH EE, ARAl Al Li' o] &o] EAlH Li' gate] o feletart. ol
FAgE APTAEA 11 3] Lis b ZrClg@t HlaLske] 400 TollA dAeld @ARY Lis, Vb

Anel AAo A3 UAE 7AE 2 GARA =D APEAA 119 A3 o ?Zi
ol

oA M w2 3 2%
Aol # AL T AT, 27 LisgoYbosoHfo 40Cls (80.6pm) 2] o] wbH o] H k2 LisInClge] 7

In" (80pm) = Liso¥o.oZrosCls (81pm)el o] & WHgel] 7bAfith. ol WAMY = APRAA 11 F27} Liy
JbiHECleoll thall Kshe 7F2ds oujsidivt. 54 =9 st i A 2=e Al wE FRion,
TAHOZ Lig Yb HL,Clg B Lis V1oZrCle AR th& 25220 2b2F 400 HA] 500 C 3 300 WA 400 CeollA]

AR A 1] AoR AARSEYIL, T o] &9

u
N
SE
rﬁ
o
i
AL
=
=
[kl
f
m
fiky
ki
0%
2l
)
=
)
_?ﬂ
)
o
o
r o
sl

A¥o] 3: XA S|HE(XRD), cl2AEE F A3 x| £4

A7) AN 3-4, 4-4 R wald] 2-1, 2-2004 AZE Liz Yb HfClgol thate] AZF #2418 18] HRXRD =€l
g3 Rietveld AA| TRFHAL BAs 9T, 7 A7= £ 9, 10 @ 3% 3 WA 69 e

T 9% A7) A 3-4 D AAd 4-4o] 4 AEH Liy Vb HE Cleoll B8kl (a) 400 C 2 (b) 500 Tl &
A2l % Lig goYbo soHfo soClgol tHE o2

gmolt. 7] = 99 (b)olA 1L 917 (Bragg position)t A& lNMEIL R AAA 11 A4S Ep
2itt.

% 102 7] AAd 3-4, 4-4 2 w]ad] 2-1, 2-29|A AZE Lis, Yb HfClgoll thdke] 200 C, 300 C, 400
C, 500 TolA A o] wep B wReke] AZH Lis Vb sy Cle] XRD A& 22)380]r)

! AAE REdE AAZEE AR x4 Rietveld A 20
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[0142]

[0143]

[0144]

SIS 10-2022-0139218

#* 3
Al 3-40400 *C) 2] Lisaolho eolifa 1ol la
Crystal Svstem Monoclinic
Fract ion 70, 46%
Space Group Cefm (Ho. 12)
T —— a=0640%cl & b=11214838 8, c=64I623 &
o= g7, = 109.8127, ¢ = 9F

ALo x ¥ z Dccupancy B*? & X
i 1073
Lil | 0. 5000000 0. 00000 0; 0. 50000¢0; 0.217¢0 2.5000
Liz |0, 00000¢0) 0. 1682000 0. 5o0oo¢o 0. 4380m 2,500
CIT | 0,252350116) | 0.00000¢0) -0,23821 098 | 0.5¢00 2. 829C162)
Cle |0.23911098) 0.16220000 0. 2350170 1,060 4 BL4(1407
Thl | 0.00000¢0) 0, 000000y 0, 0o0oog 0y O.121¢0; 1, 825044)
Hfl | 0.00000¢0% 0. 00000¢03 0. 0000060y 0.0%3(00 1.825044)
Th2 | 0.00000(0) 0. 33330000 0. 00000¢0; 0.028000 0.690(248)
HiZ | 0.00000¢0) 0, 33330000 0. 000004 o) 0.01gco) 0.6900248)
E ¢ €11, R, ¢ 11.2, R, 4,08, x°=754

#% 4

Ao 3-40400 2] Li: acfhe ecHiz oCls

Crystal Svsten

Or thorhombic

Fraction

29,5458

space Group

Fonma (No. B2

Lattice Parameter

a=6.49561 A, b =11.21488 & c = 641623 &

Ep ¢

4 = OF, B o= 10991232, y = 9O
Atom X v i Deocupancy Bica

Lil | 0.18180(0) |0.08670(0) | 0.07790¢0) | 0.766(0) | 2. 500(m)
Lig | 0.87980(0) |0.07690(0) | 0.09050¢0) | 0.244() | 2. 500(m)
1ig | 0.56820(0) |0.08140(00 | 0.08700¢0) |0.156(0) | 2. 500(0)
cir | 7] 0ESUE ) g sgrsaciray | §-AAAIEET | ooy |2 500
c12 ?-2555?“05 0. 07096171 3?"13363':3‘13 ooy | 25000
C13 I?-”“%S“? 0, 25000(0) 3?'2626?':341 0.500(0) | 2.500(m
Cl4 ?-?55‘19“53 0. 25000(0) 3?-553”9':4”5 0.500¢0) |2, 500(0)
Thi | 0.27127040) | 0.25000(0) 3'?-50139':“5 0.300(0) |2, 500(0)
Hfl | 0.87127¢40) | 0, 25000(0) ?'60139(“8 0.200(0) | 2.500(m)

2,31, Rwp : 11.2, Rexp © 4,12, x° = 7.56

Al 11 7ol 242} 70.5

Aees 549 %15

% 2 295 % HES

mS/cm) ®TF °F7F ¢

A4

l\':':% VAR=N xlx}g]_oﬂ\ﬂr_ T

2 X 3, 49 ATl 9lstH, 400 CollA EAZE LiseoYbo.sollfo.40Cle

o A% A 2
stelth. olel@ ARERE 25 WA

E]_

3 f W 2%

|4 HIE



[0145]

Li2.60Yb0.60Hf0.40C16‘04

AA 11 Ao EAl)

oh. 400 C wgrol A G2 "™ LiseoYbo.sollfo.10Cle Ak

wafsklth(= 10).

# 5

ZIHSd 10-2022-0139218

A e 4-40500 *C)2] Lisefhe eHig oCls
Crystal Svsten Orthorhonbic
Fraction 50.29%
Space Group Poma (No, 62)
Labt fee Paranecen) a=12.10550 &, b= 11.18436 &, c = 6.43896 &
Atom |z v z Ocoupancy B...
Lil 0, 12180000 0.086704¢0) 0. 0779000} 0. 756 (0 £.50000)
LiZ 0, 879300 0. 076900} 0, 09050103 0. 24400 Z.50000}
Li3 0. BEg2000) 0.08740¢0) 0. 0g700¢0} 0. 1560 2500007
Cl1l 0, 010280723 0.58416C101 |0, 247530118 | 1.000¢0) £.50000)
cle 0. 257000623 0.08679¢491 ) 0, 422170174 | 1. 000CO) £.50000)
cla 0.00110¢108) | 0. 25000(0; 0.23603(166) | 0.50000) 2.50000)
Cld 0. 7E683033) 0. 2500007 0577570264} | 0.50000) £.50000)
Thi 0, 86693(23) 0, 25000007 0, 58357 (48) 0. 3000 £.50000)
Hil 0, 366930237 0, 25000007 0, 58957 (48) 0. z00¢0) 2.50000
Ep: 7.25, Rwp @ 9.81, Rexp : 3.98, ¢  =6.07
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Hk



[0146]

[0147]

[0148]

[0149]

[0150]

[0151]

ZIHSdl 10-2022-0139218

X6

A0 4-4(500 °C)2] Lizaclhosdlfo.s0Cls

Crystal Svstenm Orthorhambic

Fraction 49,71 &

Space Group Punna (Mo, 62

Lateice Pananeker, a=12.05682 & b= 11,14857 & ¢ = 6,41285 &
Atom | x v z Ocoupancy B...

Lil 0.13120003 0.0867000) 0,07 7a000) 0. 7568000 2,500
Liz 0. 3798000} 0.07690¢0) 0.090%0¢0) 0,244 Z.50000
Lig 0. 5582000} 0.08140¢00 0.08700¢0) 0. 15600 2.5000m

Cl1 0.01267C165) | 0.68196(231) | 0. EB336(267) 1.000¢0) 2.50000)

Clz 0.244210185) | 0.093620231) | 0, 33662(312) 1.000¢0) 2,50000)

cls )‘”-99662(249 0.25000(0) | 0.24855¢390) | D0.500¢00 | 2.500(0)

Cl4 0. 75097(240) | 0.25000¢00 0.60856(673) 0.50060) 2.50000

Thi 0. 36332(57) 0. 25000000 0.53754(130) 0.300¢0) 2.50000

Hil 0. 36332(57) 0. 25000000 0.53754(130) 0.200C0) £.50000)

Ept 7.26, RBwp @ 9.81, Rexp @ 3,98, y¢° =6.07

471 9, 10 ¥ % 5 ¥ 69 A ostH, 7] AAld 4-4(500 T)2] Lis e0Ybo.solfo 40Cle THEH HRXRD =

=
A iR} e E I & =
LS AREARA T R kel AX ArP7h AR e Fole e At AAskd A
O dwbHoR v G T B

¥ ¥@ (T
32 O orlo

Fol et oz wndglt. £8 444 nAQND Age A% Al wee dNY o we g
A 5 e, Re SR 1400 TN FHE AR e 4 3 BeE 99 SA% AR 11 3
o 2 02 47 Wi a5E s AL s

2 AFHRAA T, 500 T 58 24 A

: A

A7) AN o 340 AZE Lis b HECLel thate] mARE A0 B e S1els] fla) e D Aulg
|

WE g Aol SEN A W WA AlelFY A%e BAS. olm, W 4EHe 9@ A% ¢
+
5

A3 4: SEM 2 ZuA A

ofr
did

T HA A U X8 LiYbCls (LiseoYboeolfo 1Cle) el ZEAL 0.5C, 30 C 2 3.0-4.3V (vs. Li / Li +)
of stk WejellA &tz A o] &ete] Hrbsiitk. L A= = 11 % 120] YERSIY.

T 112 A7) AAle] 3-4ol A Al ¥ Lis Vb HECleoll thato] (a) vl B (b) AulEolAe] W3k b= Azl
of thak SEM o]m]=|o]t},

12 7] Al 3-4ol A Axz" LisYb Hf ClgS ©]&3 wd NCA88 Ao tisle] (a) 0.5 C(0.64

ki

mA/em’) 2 30 Coll A ©el NCASS/Li-In AiA A Ul ©l NCASS Aol Alo]2E A% =} (b) Y
FHA At 2wk Lol
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[0152]

[0153]

[0154]

ZIHSdl 10-2022-0139218

A7) & 11 2 125 xR, A7) LiseoYbo soHfos0Clee] WEA-S 370 MPael 28 4ol WYzt =ty A=
o] HH FWS . 23], 1503], 5003] E 10003] Alo]Zo A Ale]Zd AT sjdsts FHA-4A
Ay Z2ads s Ay, A dXE x7] AlolZolA =& W 8§3(1838 mAh/g) T 5 A8 (84.8
%S Hol FAok, 3 10003] Alo]ZolA &3 FAEL 83.6 9E HL FFE FAEE AL FAsT.

o) Aal 7ol A7) AAle] 1 WA 42 B Hf il Zr 2 X8 LihCleol the Fxd Astel old] ALat

rr

Li' AEEE 400 TSk 500 €2 F 74 the 0D ewel mek g A gels)
LisYbCle 400 C9F 500 Colld AAstAe W okzk o %<& Li A%E (0.19 vs. 0.15 mS/cm) 2 o e
A3} ol (0.47 W] 0.53 eV)E 27 7HX &= AAA 2 APAA 1 7322 924 A0, =g e
w7 o] ARt B AL LI AEEE 1.5 n5/em(0.26eV) 2 Hul® Z7bEm, A9 ol o
Q3FATE. 53] 400 CTellA HTel tisl AgAdA GAPEAZ 500 T4 HTOl tisll AFEAgA TolA AFg7g A
112 A4sl=+= RS AT,

53] 400 T W& 2=ol- dAEH Lig b HfCle(Lis eoVbosollfooClg) el A H 2 Li A=ES ¢ @

o B35 UAS Egon ol dEAsEA uAMNDoA Li ikl giF A4 Fxo §UF &
2 SQIBUTl. S, ARAA TG BAA PreA O fARUT. PAGeR B§ AAseg 2
HA 24 LizeoVbosollloaCleo A 1.5 mS/ceme] 7V =& Li' AEEE 7HAY, o]& o]&3t HuA X<l
NCA88<] 7-%- 188 mAh/g9] 2 7} &7 10003 Alo]EolA 83.6 %9 538 &% FAE UEAATLE. o]
g Ayt AaA] AXd digk A AL JFeAdRET ol AR dRASE ol A=A AA dF F

Mol % Fage A5,

J

co
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EH
EH]
a Trigonal, P3m1, hep
v IRV Iy - | I )
Jobde D ;,Ij
“olol R ‘! I~= o‘a a‘
J{\\l nf‘lo =
vhovhavE B B L_lu o‘o "W

C Orthorhombic I, Pnma, hcp

CO.C0. .
0.0 cH}"
Soso 4 BRER

L’)G (H}L!l

e Orthorhombic IL, Pnma, hcp

.-..J..I-.w
. 5 a3 o
.-.al...--

Monoclinic, C2/m, ccp

g

EH2

HT 400 °C Disenad

i Calculated

I —— Difference

R,=9.09% ' Bragg point
= 1 ' Rup=12.7% (trigonal)
= i o1, Ro=en
: 1
| BT A
S_, |ln R o T [
> t :
-"U—',; RS DN RN LS RALE RALE LAY RALN RARS RARI LS
c HT 500 °C Observed
2 | —— Calculated
= S —— Difference
g —
' Bragg point
=11.6%
H t ;;:407% (orthorhombic 1)
3
e
't
L5, WS DLILE o B KRRl G [obiem (i Bl LBl Tk

10 20 30 40 50 60 70 80 90 100 110 120 130

26 (degree)

f

aig U
L

ZIHSd 10-2022-0139218

%
<
10 \K
_ X
£y \\
£ >
& 1N
wn M
~ E, osaev\\ .
Le] N,
[ N
e
o HT400°C NN
(trigonal) \
@ HT500°C b
(orthorhombic I)
L e e e e S e eS|
29 30 31 32 33
1
1000/T (K™)
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k1
N2
(VA

G40 (Scm™)

0.400
2.0x107 < ~ 0.375
- 0350 <8
A
1.5%107
. L 0325 o
— 0.300
104 4
' | | r 0.275
200 300 400 500
o
HT temperature ("C)
U sErg oZrg oClg
{orthorhombicil)
|||I ...|..l...|. R TE (et .
I I i T I I
* el fie
2 HT 500°C
<C
s
£ HT 400 °C
7]
=
o HT 300°C
=
HT 200 °C
I I 1 1 ! I
LiyYCl,
[trigonal)
I i 3 ||| 5 I i l i i
I I 1 1 ! !
10 20 30 40 50 80 70 80

20 (degree)
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Intensity (A.U.)

HT 400 °C

J Li;Incl; (monoclinic)
x=0.10
- %=0.00

RN R A s n

Li;¥Cl [trigonal)

. Lcconrhics
T T T T T T
10 20 30 40 50 a0 o L:01]

26 (degree)

b

Intensity (A.U.)

ZIHSd 10-2022-0139218

HT 500 °C

Ll 5Ery 2y <€l {orthorhombic 1]
lh]ll.u_ll.l.r; I|I

M Ak

Jll--k_-.-..ld- b 1
B Y

T
L, Vi, {orthorhombic ]
Illllllllu [l. A ;

T T
20 30 40 50 4] i}
26 (degree)

10

Monoclinic

#=0.80

x=0,60

x=0.80

x=0.25

x=0.10

x=0.00

an

0.00

HT 400 °C
—a— HT 500 °C

oo o2 04 0E k]

X in Liy Yb, HfCI,

HT
500°c (UM Orth. Il
| T I 1 '[ T T 1] | T T | | T T T

0.20

0.40 0.80

X in Lz YbyHf,Clg

0.60

-
L

HT 400 °C
—&— HT 500°C

T T T
02 04

xin L, Yb, HfCl;

T
06 08
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=85
d 0 s
. ® 25°C
X s 30%C
; ¢ 40°C
150 ~ » 50°C
k. & -]
4  60°C
o~ . & ® 3 e
o w 4
- 100 - » *
= .
P}I * - L]
« &
[ ]
50 4 (i : s
il
* & * - :
; d :3 = 2
i 011
0 it i :
0 50 100 150 200
Z'(Q)
b 102
o x=000
5.3 5 x=010
& 0~0 x=025
*a, A x=040
— = i S X =060
% = RSBy « x=080
- g, S 4
E 3 Q\\"‘\ L“K“"‘ 11““‘
wn 1977 i LS n
— 4 L ~a
= ™ T O
(3] b\ g
D ‘\“'\ o 08 .
D‘\-
‘\-\
=0
10" | I | ]
28 30 31 32 33 34
1000/T (K™)
EH6
o 20 e
g o, =4.5x 109 S cm™
< 15
=
=
‘®H 104
c
@
o
+ 05+
@
5
U g T “ T T T
0 200 1200 1400 1600
Time (s)
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ZIHSd 10-2022-0139218

EH7
8.50 | >
T B
~ 845 - .
m i -
e
8.40
1.2 - b s
— = o
< e
O T
1.1 o e
*
— B4 e = —
< o,
u i T —
e
g3 T T T T
04 05 fil:] o0&
xin Liq,Yb, M,Cl,
EH8
a HT 400 °C b HT 500 °C
Uiy InCl, (monodini) Ly 3Erg 527 o€l [orthorhombic 1
hlli' 1 T Il'l T A A ':"h';l 'lll' T IJl T T
. Lz Jl i 2l : =0.80
g- A-L—__..L-U-—_-Jd'l-—-\-—-«—l_-.l x=0,60 S [T TP I | ey 1 A wxl), 60
ﬂl "f L x=0.50 Ep dl f ] ] I i e
= I T N - x=0.30 = i i |
0 ‘ I I E L e A w=0,30
w=0L20
E || . | E __LI. i | SR l i %=0.20
A ) i'l x=0.10 _lLL-Luhu-.LLJJUA_.F_H_L___un.m
] 1
. UL oUW, ¥ %=0.00 .LL—l_Al-HLLA-ul-M-JJLL—H—n—n—l— x=0,00
L ) ) T 1 L] L) ) ] 1 T
L, ¥l frrigonal) L, YBEl, [artherhambic |
I] T 'Ill II L' T T Mw
1 20 3 40 S B0 70 BD W 20 30 4 s 80 70 80
26 (degree) 20 (degree)
c d
HT 400 °C
| a2 —8— HT 500 °C
g S-\- 04 =
L2 9,
3 a
6 HT 400°C W 034
—a— HT 500 °C
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