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A AE U B 2rE 25 = a1, 7P nigdsiAle HiE 283 4 o,

A7) A EFEL Y] HEF SRASE, N 345 d2AsE 2 2 35 dE2AstEe] 2 X 3.3: 0.1 W

A 1.5: 0.1 WA 1.2 B8], #ZAsA= 2.4 A 2.8: 0.4 A 0.8: 0.2 YA 0.6 &8, 713 w2517
[e)

2.5 U4 2.7: 0.5 14 0.7: 0.3 Wl 0.5 BHlZ EFE A9 = Ak, olw, AY] Nl & FRAKE
N2 B4 BRASE Bk 4] WAE WESA Fahe AP o1F WA} Aol AR o) TIAA %
& Gy Rekn IF ole Aol Re £

L

EH = H O
B71 B Thae ol2d, dF, Ul E AR o]Folxl woA AEE 1F oldd F Ax, v sH=
o= HEE A4 F da, 7P kA sAlE okm 2 4 At
71 e B ste] 7]

W, HEd, vyhefd 9 Paaue olFeld od dgs: o

=
s, vgdsle 1w AU+ 9w, A A

Bl o)

A7) 7VAA WEe 400 WA 800 rpme] 3| AEEdA 7 WA 15 A7, v} =
13 A7+, 718 wigbA sk AlE 550 WAl 650 rpm, 9 WA 11 AZF &t 3T 4 .

| =5}

ol

37) SF et = nA s 2 2k
9IS+ WS A= F oF WAL AFAA A7) By 12 EAHE HPE
she BTl nAHHd AT

7] A= 300 A 600 To XA 3 WA 8 AIZF, wbgtAsiAl= 350 WA 550 T2 2Ll A
A]?J, 74 v S A 400 2] 500 €9 @xoA] 5.5 WA 6.5 A|7F BoF el A 2

A8 &%7F 300 T wFro]lAY, dA g Alzko] 3 AIZE Rkl A o]F UATE X o] A
Yol @AM Al (monoclinic) 2 AMEA A I1(orthorthombic 11)9] AAFx=Z o] X
g oldExrt AASH Astd & Ak, vz 7] A8 2X7F 600 T =
8 AT 23 A AFA EF T 4F7F 9 <ol H8A o AHA Kt s3het

o

Ae 3

f
N
=L
=y
2
ot
ol
il
o
ue
v
ol
2
+
w
o,
>,
o
&
il
N
N

11

oigw

o b
oft o
ot -
4 g T
¥, ot i

O

>~

FaetoleAl aAANAE 47 M 5% EA3E D 2 55 T2AMES 3 A&t
0 o 24 @A Al(monoclinic), APEAA I1(orthorthombic II) Tx o]E9] =3
T 9a, vl EAPEA DL A A 119 EFER o]Fo AATE

T, A7 ML w4 dRASE 22 55 dRASES S AR S, A7l A ERES €AY
skl kar 1A 2Rl s §Hdste] olF WAF Aol o] Fofx A AAEE FAskA Hete] HE ]
ol



[0068]

[0069]

[0070]

[0071]

[0072]

[0073]

[0074]

[0075]

[0076]

[0077]

[0078]

[0079]

[0080]

[0081]

[0082]

aA AAE Az, Alz® A dA ] sk SAde] Wl oja 15003 3k ,
sbsl )b, T 8%, AX FHEA 9 &% A& AES AAESY

AN, vE 210 9 08 2 HYdA g 9, oy 2UES BT IESIS W 15003 S Alel &
¥ o= =3 aAdE A ko] Ak A= os daA Ao Wt B qksk ebgAdo] e RS &
lahiek. w3 M dAxe FWA &3] w2 FFoR A A eH, 15008 FHA Fo HHY
T Zha mlgo] oF 16% ©lFtE Wkal, &% fA&0] 80.5%% EA fAHE RS st

@ 7] x= 0.4< x < 0.50]2, @ A7) M1 YbolaL, @ A7] M2& Hf H& Zrolal, @ A7) X& ClojaL,
® 47 AFA £FEL 7] dF SRASE, M 55 S2A8E 9 N2 55 F2A3tEe] 2.5 U 2.7:
0.5 WA 0.7: 0.3 WA 0.5 EH|Z &3 Aeola, ® 7] 884 7tAae of23ola, @ 7] 4 £
2o 71AA WP o) FaEa, A7 Z1AA W™ 550 WA 650 rpme] 3] WL A 9 A 11 A|7F
5o s, @ 7] EXEE 400 R 500 T 2=elA 5.5 WA 6.5 Az B¢ A, © A7) BF
stefol= A Al A2 TGAA Al (monoclinic) 2 APEA A 11(orthorthombic I11)e] E3FE2 o] Fojx AAG
25 7HaL, @ A7) glEEgetel = nAdH A BE ol2H=EE7F 1.3 WA 1.5 mS/cme]aL, &3St oy A
7} 0.26 WA 0.35 eV 4= Ut

tek, A7) 117HA 24E F olb stuEte FEHEA v A9 9003 SHA AlelEE § uAdsde Ay
frado]l wAste] A A o] WA Ee AR ebgAde] wASHA AstEAL, 15008 T ¥ FEYUE
A mlgo] oF 40% olst® wokom, &% fAEE 50% olakE wjg- Azt

ojg Zo], & o] e FFEFeteluA nAMAAS AV M 55 TEAASbE 2 N2 5 FEASE]
3 AR EAY eE 2US UEFOREN ofF ATt XSl mt gl glEdete] = A e Ao
ARFZ grolel 1= Q% w& F ALY v &4 JuAE M § Q).

o5t ¥ W AAldel oAste] BE FAMoZ HYHAE v, W wPo] b AAdld] ols] FHuE= A

AAld 1-1: 400 ColA A=A Lis YbiZr,Cls (x = 0)¢] A=

AFAZA LiCl, YbCls, 2 ZrCly (99.99%, Sigma Aldrich)E& 3 @ 1 @ 0 EFHZE €3, Ar &97]0dA
50 ml Zr0, wle]d-e A 600

rir

Pulverisette 7 PL (Fritsch GmbH)< A}&3}e] 15 7§ ZrO, & (¢ = 10mm)o] S}
rpmoll A 10 A7 &9t ZIAIH o R WSl At E3E FUS AZSNT. 2 vs d¥d A E3E
TS AF sholl A AEe] dEs thE 400 T4 6 AlZF 59F 5 CT/mine] 719 S22 EAs & A

oA A gzhste] Lig,YbiZrCls (x=0)& Alx313Tt.

AAld] 1-2: 400 ColA @A d Liy Vb ZrCls (x = 0.1)Y A=

AFAZA LiCl, YbCl;, 2 ZrCly (99.99%, Sigma Aldrich)E& 2.9 : 0.9 : 0.1 =FH= &3

=
o

Aestar, 7] AAlel 1-13 FLdd WHor A skl Liy,YbiZrCls (x=0.1)E Ax38k3lth.
AAld 1-3: 400 ColA @A Lis YbiZrLls (x = 0.25)9 A=

AFAZA LiCl, YbCls, E ZrCly (99.99%, Sigma Aldrich)E 2.75 : 0.75 : 0.25 U2 &3 AL A9

sta, A7) AAle 1-13 FA3 o s AAEke]  Lis,YbZr,Cls (x=0.25)5 A %33t}

AAe] 1-4: 400 CAAX @A E Liy Vb ZrCls (x = 0.4)9] A=

AFAZA LiCL, YbCls, B ZrCly (99.99%, Sigma Aldrich)E 2.6 : 0.4 : 0.6 EFHE E3J3 A&
Alelstar, 471 AAld 1-13 A PHoR AASte]  Lig YbiZrCls (x=0.4)& AZ38k3AH.

Al 1-5: 400 CellA A= E Lis YbiZr,Cls (x = 0.5)¢] A=

AFAZA LICL, YbCls, B ZrCly (99.99%, Sigma Aldrich)E& 2.5 : 0.5 : 0.5 EFvE E3Ja A&

_12_



[0083]

[0084]

[0085]

[0086]

[0087]

[0088]

[0089]

[0090]

[0091]

[0092]

[0093]

[0094]

[0095]

[0096]

[0097]

[0098]

[0099]

[0100]

[0101]

[0102]

S=50ol 10-2657399
Alejstar, &7 AAlel 1-13 FAd3 PO st Liz YbiZrCls (x=0.5)E A|Zs}A.
AA e 1-6: 400 CTAlAM EAHHE Lis b Zr,Cls (x = 0.6)9] A=

AFAZA LICL, YbCls, B ZrCly (99.99%, Sigma Aldrich)& 2.4 : 0.4 @ 0.6 EFHZ E3d3 3
Alejstar, &7 AAlel 1-19 Fd3 Yo st Lis YbiZrCls (x=0.6) 5 A8k,

o

AAld 1-7: 400 ColA €A 4 LisYbiZrLls (x = 0.8)9] A=

HAFAZA LICL, YbCls, B ZrCly (99.99%, Sigma Aldrich)E 2.2 : 0.2 @ 0.8 EFHZ &
Alelstar, &7 AAld 1-13 e PHoR At Lizg YbiZrle (x=0.8)& AIZ=38k3AH.

i
%
=
filo

AA 2-1 YA 2-7: 500 ClA €484 Lis Yb, Zr,Cls (x =0, 0.1, 0.25, 0.4, 0.5, 0.6, 0.8)9 A=
A7) A 1-1 WA 1-78 5 HhHo R HAAste] At £3E BUS A F 500 ColA 6 A &
ot 5 T/mine] 7149 =2 dAg s & Ao 2 Pzhstict. ojuf, LigfoblfoerIH x Fholl whEh A A]

2-1x = 0), AA 226:0.1) AA 23:=0.25), A 2-4(=0.4), AA 25(:x=0.5), ANl 2-
6(x=0.6), AAld 2-7(x=0.8)= HH3}3AT}.

AA o 3-1: 400 ColA €434 Lis b, HfCls (x = 0)9] A=

ATFAZA LiCl (99.99%, Sigma Aldrich), YbCls (99.9%, Alfa Aesar) 2 HfCl, (99%, Alfa Aesar)E 3 : 1 :
0 Ev2 Ya 393 AS Aesta, A7) AAld 1-13F 543 whHo g 2AAske] Lis, Yb HfCls (x = 0) &
A %3 T

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

AFAZA LiCl, YbCls, % HECl, (99.99%, Sigma Aldrich)E 2.9 : 0.9 : 0.1 EFHE EF9
Aglstar, 471 AAld 1-13 Fdi WHeR AASe] Lis YbillfCls (x=0.1)& Al=3tAH.

PO
o

AAld 3-3: 400 ColA EA-=4 Lis Yb HICls (x = 0.25)9 A=

AFAZA LiCl, YbCly, 2 HfCly (99.99%, Sigma Aldrich)Z 2.75 : 0.75 : 0.25 ZFH|2 Eg3 AL A9
atal, A7) AAd 1-13 Bge PHo 2 AAste]  LisYb HfCls (x=0.25)8 A|Z3}SiT).

AAld 3-4: 400 ColA EA-=4E Lis Yb H{Cls (x = 0.4)¢] A=

AFAZA LiCl, YbCl; 2 HfCl, (99.99%, Sigma Aldrich)E 2.6 : 0.6 : 0.4 ZFu2 33 AL
AQJstar, 7] AAld 1-17F L3 oz AASIY]  Liy Vb HfCls (x=0.4) & A28} .

AN 3-5: 400 CAA @89 Li,y Yb HfCls (x = 0.6)8] A=

AAZA LiCl, YbCls, 2 HfCl, (99.99%, Sigma Aldrich)E 2.4 : 0.4 : 0.6 P2 233 AL
ALstar, A7) AAd 1-13 593 Wioz 2AAEke]  Liy, Yb Hf,Cls (x=0.6)2 A=3} T},

AAd 3-6: 400 CTAA EA8d Lis Yb HfCls (x = 0.8)9] A=

AAZA LiCl, YbCls, 2 HfCl, (99.99%, Sigma Aldrich)E 2.2 : 0.2 : 0.8 EH|2 =233 AL

Aelstar, 7] Ao 1-17 g whHo R AAStS  Liz, Vb lfCls (x=0.8)F AZ3}3T).
AA ¢ 4-1 WA 4-6: 500 CAA EA=E Lis Yb HfCls (x = 0, 0.1, 0.25, 0.4, 0.6, 0.8)8] A=

A2 LiCl (99.99%, Sigma Aldrich), YbCls (99.9%, Alfa Aesar) 2 HfCl, (99%, Alfa Aesar)E 3-x :
1Ix © x S92 93 dYsta 7] AAld 2-17 Al 500 TolA e AS ALsta, 47 dAld

_13_



[0103]

[0104]

[0105]

[0106]

[0107]

[0108]

[0109]

[0110]

[0111]

[0112]

[0113]

S=50l 10-2657399

3-1 WA 3-63 93 Wow AAFe] LigYb Hf Cls(0<x<0.8)F A=x3tAtt. oo, Lis Yb Hf,C1s9) x
grel wep AAd 4-1(x = 0), A 4-2(x=0.1) AAJd] 4-3(x=0.25), AAle 4-4(x=0.4), HA 4-
5(x=0.6), AAld 4-6(x=0.8)0.2 W9},

H@e] 1-1 ¥ 1-2: Lis Yb Zr,Cls (x= 0.5)¢] A=
AFAE LiCl, YbCly 2 ZrCly (99.99%, Sigma Aldrich)€ 3-x @ 1-x @ x ZFH|E Y1, E3tsle] Was &
A (e}

H
200 C(AlaLe 1-1), 300 C(H]ae] 1-2)olA Zrzt A 2lst AS Astar, 7] AAjd 1-59 5L U
2 AAISE] LiysYosZrosClee AT,

Hlae] 2-1 & 2-2: Lis Yb Hf,Clg (x= 0.4)98] A=

ATAZ LiCl, YbCl; Z HfCl, (99.99%, Sigma Aldrich)S 3—x : 1-x @ x EFH|E Yi, Z3sie] Wys &
200 C(®jale] 2-1), 300 C(H]aLe] 2-2)oA Ztzt A2 e RS Asta, 7] A °
2 A Lig goYbo solfo.40Cle s A 33T

A3 1-1: XA 3 A (HRXRD) ¥ AC A2 BA

A7) AAd 1-1 9 2-194 AZFE LigYbiZriCls (x= 0)(LisYbClg)oll thaled el (HT) Lxwsld weE 24
A1z Felaly] 98 mEHS XA SHHRRD) BAS AASAIL, LiyhCle Li' AEEE 2474 6 meol
Li" & Ti/SE/Ti W AS Abgehs AC Yuds wiow =

FZo| A AMEAFA FRZE AASEE LissYosZrosLles AFES] dix2at AdES 35
339 F 1 WA 3o JERASIE.

FAASl ¢ XRD AR (A FE)S Cu Ka WAMI(A = 1.5406 A)3} &7 Rigaku MiniFlex600 3dAE
ARE-Ete] sl WEE Aol Jdv By PEE uAdsd MES £33 XRD AIEES XRD 3 Al #
2skar, 40 kV 2 15 mAdl|A] %—X SERTh. 8 7157 AFAPAL, Wigkul=) e 9B WIEklel A ©al X M (A =
1.5220 A)S AMgsle] aefjA e AFRER SARA X A dHolgE 38y, AFH 3% BEE FullProf
Suite 2ZE¢ o] 97]X]E AFE3IE Rietveld AA WHOoZ A},

T 2% 7] AN 1-1 2 2-1914 AlZE LisYbioZrCls (x= 0)(LisYbCle)oll that msiA= 4=
A x4 Rietveld A4 259 (2)3} Li° A=Ee] ofa -2 (arrhenius) ZF(b) 12j= 2 LJebdl Ao},
A7] & 29 () Fxah|, A AAd 1-12] 400 CTollA dx18]¥ LisYbClee] A% LiMClg (M = Y, Er)¢b
28 hep AP (trigonal) T-22 AAsEAL, A7) AAld 2-19] 500 ColA FA29d LisYbCled A%
|

AP Cor thorhombic) 1 2% HASHTh, olel@ Av AgaA 1 4o @4 U7t Aaas dol 3
g oluA mu ok o vk RS 2131

= 5’: /\}\}\}\r/}'-

wd A7) 29 (b Li A=Ee} A9 248k ol Arrhenius EF 1Y LE
T2(0.47eV)E ZH= 7] AAld 1-1(400 T, LisYbCle)ol 43t ouAE AL
A7) AN G 2-1(500 T, Lig¥bCle) Boh whobeh. md A7) LihCleel LiT d=ms 7] A 1-2(500
)(0.14 mS/cm)oll wlsl] 7] AAJo] 1-1(400 C)(0.19 mS/cm)oll ¥]3] <FzF o =k}, o]e A= dA g
LL7F 400 TS A9, v =& AAE 2 v @& JAAA (Grain-boundary) A2 olojx= AL e sty
LigVbCleoll that APZAgAl T el mlsl A3 A dol 8§ +ds & 5 A0,

ol F3ll, 7] LisVbCle 400 R 500 CTo] 2E=ellA AHHDE &3 47 e 44 725 IdFo=H
F& L Aol vE 243} JuAE Hol= A& st 7] LisYbCle 2H2h 400 3 500 TolM <
A2)5t S W AP AA0.19 nS/em 2 0.47 eV) 2 APSAEA 1 (0.14 nS/em E 0.53 eV) A& YERRIT. ©]

of weh A7) LighhCle Lim Aol tia 44 729 93 Belses 22 2492 & F A,
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[0114]

[0115]

[0116]

[0117]

[0118]

[0119]

S=506 10-2657399

T 32 A7) v 1-1, 1-2 2 AAd 155 2 2-59014 AZE LissYosZrosCleoll thsle] dAg 2% sl

w2 (a) 30 ColM Li' A% 2 @43 olux 28 =9k (b) thakdt £Eol A9 Lis Yo sZrosCls XRD &l 2

I e zelrt,

A7) ® o3& RzEE, A7) wald 1-19] 200 CollAl AFEH LissYosZreCle AEEA F2E HYAW, HT

L7t el whel AP A 11 22 ASEdT. 53], 7] AAld 1-5 2 2-59 A% AP vt T
A

Zhekell wet Li Al oftb Asiglal, 243t oluAl= SFsklth. ol ek Ak AP 11 Aol A
3| [os]

b 34 o]0 o]F At A el A9
A R APEAA 1129 F43% Fdo)7F HATE & 5 Ao, 0.26 eV(Liz.eoYbo.collfo4Cle) el &3} ol g~
2 Li AEE7} 1.54 nS/cnd]l Egehs AL Selalglnt. 53], 400 Tk 500 ColA AAele WZ 7ho] Fgl
Al o2 Aozt wAElaL, o] <lE) H& Li dRke v @A ouAR ojoXE A& & 4 Ul
A 1-2: A2AA dlol¥] & Rietveld FA #4

F7]1 AA A 1-1 2 DAl 2-104 A" LiYbCleoll tidte] 7] Agd 1-19] m¥3ls XA 3)-(RRD) ¥
A dlolEjo] <% A dole @ AAA dolE H Rietveld AAl ¥4 A%E 371 & 1 € 20 YA

o}

Z 1

A Al 1-10400 €)1 el LisThCls
Crvstal Swstem Trizmmal
Space Group Fnl (Ho. 164}
T —— A= T 12658 & B = [T 16%9 &, ¢ = 6. 01650 &

o= 90°, §o=00°, y = 120°

Ato fccupan B_‘_--_ ':E” oy
i x ¥ E PAnCy 10°)
Lil |0.33970(0) | 0.28970(0) 0.00000C0) | ©.000Co) 2 5(0)
Liz |0.83970(0) | 0.33970(0) 0.50000(00 | 0.500(0) 2 5(0)
bl 0. ooy 0.00000¢0) 0,00000¢0) | 1.000¢O) 1.570(0)
02 p.ssesecm | 0.66667(0) 0.51100(52) | 0.954(0) 0.9(m
e 0.gsses(my | 0.66667C0) 0.00000C0) | 0,036 0.9¢a)
CI1 | 0.11236(43) | -0,11236(43) |0, 76277(88) | 1.,000(0) 0.912(m
C1z | 0.22169(47) | -0.22169(47) | 0.27116(88) | 1.000(O) I 0B6(0)
13 | 0.44796(74) | -0.44796(74) | 0.75123(107) | 1.000¢0) 5. 004(m
R : 909 K, 12.7, koo 4.12, x° = 9.47
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[0120]

[0121]

[0122]

[0123]

[0124]

[0125]

[0126]

S=50l 10-2657399

X2

A Al 2-1(600 12 Li¥hCls
Crystal Svstem Orthorhombic

Space Group Poma (Ho, 823

= 12.87604 &, b= 1114343 &, <= 6.02933 &
o =90°, B =90 ¢y =90

Lattice Parameter

it Y| % ¥ z Dccupancy ?D) &
Lil |0, 1168000 0. 0766000 0, 00570000 1.000¢0) 1. 46500
Liz |0.13680000 0.09140¢0) 0. 50610000 1.000¢0% 1465000
Th 0.37506(14) 0. 25000407 0,01134055) 1.333(0) 1. 356(25)
Cl 0.20805(123) | 0.58052(137) 0, 26928993 1,333 2. 40364
Cl 0. 45304C143) | 0.076050174) 0. 24513092) 1.232(0 2.1410469)
Cl 0. 046940820 0. 25000407 O.7327a0138) | 1.333( 2.9570610)
Cl 0.20372(194) | D.25000(0) 0. 24000¢0) 1.333(0) 1.428(639)

'

kR 8.2l Rt 116 R, ' 407, g =381l

A7 F 1 2 28 Az gsid, A A G 1-1(400 T)OlA AZRH AEAA TS ZEE LisYbCleo
LisYCls (655.723 A°) T LisErCly (660.350 A )l HI3 3.6 %] M2-M3 2.9 Fofe} k7 v Z& Azt 7]
(645.100 A& 7HAE AS AT, e AAeld 7+ wAHNL ARe] £ AHD 547 Y (90pm)

= Br (89pm) BT FE o

rlo
r]I
)
-
(o
)
]
k=)
g
il
N
N
2
rr
S,
juies
o
k2
o
32
32
il

A& d) 2-1: XA IJFAGRD), AZHHAF(CV), o]2AEE I A3} x| £
A7) AAled 3-1 WA 3-6 E AAld] 4-1 YA] 4-6901A4 AZE Lisp Vb Hi Cleoll thale]l GA ] (HT) =8l

wE FEd s, L AEE 2 245 oAUAE FAs] A8 X8 SE0RD) BA3 4] 4G 19 5
polth, F7be e emelAel A4 Nyquist TR

Li AZ=x9] olgy$-2(Arrhenius) & w4830, 2 23+ = 4 YA 60 YeERNAT.

{0

_?{_l‘
ok
ok
=2
lo,
2
S

fo

2
bt
bt

g

ot A

2
ot
2
T
X
i
I

O

<xé

T4 A7) AAd 3-1 WA 3-6 D A 4-1 WA 4-6914 AFH Lig Vb H Cleoll thate] (a) 400 C 2
(b) 500 CellA 6 Azt B¢t A2 H Liz YbiHfClee] XRD =¥ 2=, (c) 400 C T 500 ColA #lzd
Lis YbiIf,Cledll W& Awste molit e, (d) 30 ColA Li' AE%E 2AlZ 2 (e) Lis Vb HE,Cleol T
s 23} ol qx] efzelrt,

49 (a), (b) ¥ ()= F=xshd, 47 AAld 3-1 WA 3-6(400 C)olA A=ZH Lis Yb HfClse] 7

. APgAA FEE AW x=0.10704 RA=EUG. 2Eu x > 0,109 F7b AL 27—%8& el
2S5, LisnCleol A 8 WA Ae) sk x = 0.25004 ABks] Asiart. 0.4
% e FR wAbE AR A Selsit

-

Y
N,
k1

o
<
=
]

T3 7] AAd 4-1 WA 4-6(500 THAlM AZH Lisg YbiHfCleel A5 APLAA 11 oz BAEY, o=
237] Ligy Vb Hf Cle2 AZHAS v #2EHATH(x=0.25, & 4b). x=0.80014 &3 GAPY Aro] dojxit).
A7) A e 4-1 WA 4-6(500 C)2] LisYbiHEClgoll A AFRAA T %5 x < 0.10914 FAFHAC. o @
S A% (x = 0.25)8 Lisg M ZrClg (M =Y, Er, 0.367< x <0.6)¢] APRAA A3 5 FZ(isostructural)<l
AAA T 25 AU, x=0.80¢14 HICl, AFA = APEAA 11 ] WAl(reflection) & S| BAIA #

r°1'
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[0127]

[0128]

[0129]

[0130]

[0131]

[0132]

[0133]

[0134]

[0135]

[0136]

S=50l 10-2657399

593, ol x < 0.809 1&A|(solid-solution) 3HAIS ERJATE.
T A7 = 49 (d) F (e)E FFSHE, A7 AAld 3-1 WA 3-6(400 CT) 2 Ao 4-1 UIA] 4-6(500
S x kol A4S wet LiT ARE 9 Zrhston, x=492 o] /g $5e LiT AREE ey &
AL FAlalgitt. o]¢h w2 7] AAe] 3-1 =] 3-6(400 CT) @ AAJel 4-1 Y= 4-6(500 C)<]

[e]

UAE x el Z7hgel weh A dastl =2 W kg e 48 UAE uel F 4F 4
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[0137]

[0138]

[0139]

[0140]

[0141]

[0142]

WA ol oledEet thEHY. =

3, AbaA| Aol

ol Li'

o) &o] ZAEd Li

s==4

Favel o felstelnh,

10-2657399

ol

wtet 500 Colld A eld AP A 11 43He] Lis YbiZr Cle3} Hlaste] 400 CollA A elel ARG Lis,Ybi-
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AN 71 Fe AEwe HA B4} UAE A= 7
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EFN
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+
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471 A 3-4, 4-4 9 W]
th3f] Rietveld A TZudS
T 9
A2 % Liy.goYbo.soHfo.40Clg

o},
At

s

371

e 2-
BHSAG. 2 dse ®

Aol 3-4 5 AAle] 4-4

1, 2-2004 AzxH

ol Az

of Wg #& B A" u

A7 = 99 (b)ollA Bl 91X (Bragg position)&

ng bel fo C hoﬂ

LisYb-HfClg

3 AF

ALLE A=

9, 10 ¥

thated

A%

v
2R

=]
Run

[19] ¢tds] &
He LisInCled 2S5

TEE

AP A 11 F-2&7}F Lis

3 3 WA 6ol e
of tiate] (a) 400 T 2 (b) 500 ColA <

T 102 7] AAle 3-4, 4-4 2 wjale] 2-1, 2-200A4 AZ¥E Liz Vb HiCls

= AAZERE WALA xA Rietveld A

Az ARSI e APEAA 1T 42

eED

Aol whe wgron,

o o] ol
S

Me 93 HRXRD sElol

z23y 1

el

o tidte] 200 C, 300 C, 400

C, 500 CellA dA7 ofFo we} & WEsto] AZE LisgVbo.etfo10C162] XRD & 1efZo]r}.
#£ 3

A Ao 3-40400 €I Liseolho sHfs w0Cls
Crystal Svstem Monoclinic
Fraction 70, 46%
Space Group Caim (Ho. 12)
T —— =6, 40061 B, b=T1.21438 &, c = 6. 41622 &

o= 807, = 108.915, » =49F

80 | 4 ¥ z Occupancy Bio O X
i 1073
Lil |0.50000¢0) 0.00000¢0) 0. 50000¢0) 0.217¢0 2.5000
Liz |0, 00000¢0) 0. 16820000 0. 50000¢0) 0. 4380m 2,500
C11 | 0.85235C118) | 0.00000¢0) -0,23821095) | 0.5(0) 2.8290162)
Clz | 0229110922 0. 1622000 0. 235010700 1,00 4 55401407
Thl | 0. 0000007 0. 00000¢0) 0, 00000¢0; O.121¢0; 1, 825(44)
Hi1 | 0.00000¢0) 0. 0oo00coy 0. 0oooogm 0. 0gecm 1.825044)
Thz | 0.00000¢0) 0. 33320000 0. 00000¢ 0y 0.028000 0.690(248)
Hiz | 0.00000¢0% 0. 2233000) 0, 000004 o) 0.01gco) 0.6900248)
Bt 811, R, ¢ 11.2 R @ 4.06, x° =754
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[0143]

[0144]

SES06 10-2657399

¥ 4
AA]] 3-40400 *c) 2 Lis ao¥he seHfz 2Cla

Crystal Svstem Orthorhonbic

Fraction 29, 04%

Space Group Pnma (No. B2)

S A-0649561 &, b - 1121433 &, Cc - 6.41628 &

o = OF, B =100.9123%, 3 = 90°

Atom X v i Deocupancy Bica

Lil | 0.1s180(0) | o0.0se7ocm | o.07790(0) | o.7sedmy | 2,500(0)

Liz | 0.37930(0) |0.07690(0) | 0.0S050(0) |O.244¢m) | 2.500(0)

Li3 | 0.55820(00 |0.08140(m | 0.08700(0) |O.158(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)

Ep : 8.31, Bwn : 11.8, Rexp : 4.12, 3° = 7.56
A7 =9, 10 2 F 3, 49 Ao oA, 400 CTolAd DA E LisgoYbo soHfo 4Clee] 79 @A A &
AA 11 2ol 242y 70.5 % 2 29.5 % HES A= AL s, olgdt A2 RE &5 HALA
Li' AxE: 249 215 nS/em) Hoh ok o e AL A, Ed o we 2RdA HE
Lis s0Ybo.gollfo.40Cl6e] 5478 TAMA A4S AA= E3FEE. 400 T vvkol A A2 Lis goYbo eollfo.40C1 5
AA 11 Aol EXAy dobdt A =S yedlo] AAS Weistidth(= 10).
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[0145]

¥ 5

5

Al dl 4-4(500 "c)2 Li. aTh oHig wolls

Crvstal Swsten

Orthorhonbic

Fraction

0. 29%

apace Group

Poma (Ho, B2)

Lattice Parameter,
Volume

a=12.10550 &, b= 1118436 &, c = 6.43896 &

Atom | x v z Dccupancy | Bi.

Lil 0. 13180403 0.08670¢0) 0. 077900} 0. 756(0) 2.50000)
Liz 0, 79800 0. 07&a0¢0} 0, 09050¢0} 0. 2440 2.50000)
Lig 0. 55820000 0.08740¢0) 0. 08700¢03 0. 156(0) 2.50000)
Cll 0. 010288723 0.58416C101 | 0. 2475301183 | 1.000¢0) 250000
cle 0. 257000827 0.08679¢91 ) 0, 42217C174) | 1.000¢0) 2.50000)
cla 0.001106108) | 0.2500000) 0. 23503(166) | 0.500¢0) £.50000)
Cld 0. 75583088) 0. 2500040} 0.57757(264) | 0.500(0) 2.50000)
Thl 0, 86698(23) 0, 25000007 0, 58857(48) 0. 2000 £.50000)
Hil 0, $6698(23) 0. 25000003 0, 58957 (48) 0, 2000 £.50000}

26, Rwp ¢ 9.81, Rexp @ 8.98, x°=6.07

En @ 7.
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[0146]

[0147]

[0148]

[0149]

[0150]

[0151]

S=50ol 10-2657399

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

_21_



[0152]

[0153]

[0154]

S=50l 10-2657399

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

_22_



=9
EH]
a Trigonal, P3m1, hep
G20 o0 ’ |,
Jobde D ;,Ij
U59ao % ‘., u‘a a‘
‘RO, . ,!
P lace ot v 1 5 B

L_lu Taom

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

%
<
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™)

_23_

SS90l 10-2657399



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)

_24_

SS90l 10-2657399



Intensity (A.U.)
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\ Calculated
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o
Q TR R P P i 7 1A 1 S 4 e
et
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