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] 22 ME duA AAE 1A AES 97.84%9) Ao PE AU 5 9k,

w ool 8 AAgEl wew, 37 AnA 94§ oA dede # s Auge A9 4 Ak Li, La
2 2re TFHA, AL Ga L Ta E3W 43 =98 AP AuA 448 1A dade B w28y
S EFT 5 om, 95 U LAUAE B o AEE U A UEE F4NA F Ak

AHow Aysy] A8 ANAE Fol P Ays Fh. e, 2
: ‘ o, wwe) Wl obalel A slwshe AN |
o GAANA BEAA AN A A £ owge ng

o
N
>
l
ol
o
N
4
<
2
o
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<Azd: 4% =38 7MY Aux AL 25 AsHA A=2>
A A AZzAE LiC0s(KOJUNDO AR, 99.99%), Las03(KOJUNDO A, 99.9%), ZrO.(KOJUNDO A}, 98%), Al.0s
=) AH(Sigma-Aldrich AF, 50 nm W¥Re] ]AFA7]), Gas05(KOJUNDO At, 99.99%), Tas05(KOJUNDO, 99.99%)%

AgSAT. Lals FE4 544 0000 CoIA 1247 B9 AR F Rt F4E £ AASRD. 9

35 x:3:29] Li:La:Zr =M|2 x& 6.9, 7.7, 8.42 Z}Z} 10.4%, 23.2%, 34.4%9 %3} LiZ2 THS
SAsIA Y. Ale] =33 LLZ09 A% Li &3 &% (Al 6.9, Al_7.7, Al_8.4)°] A& t& LLZ0 A|&9] 1 ”’H
Ao A Al 0.25 mol& EAdst7] f18te] ALOsywES dAZ HIMsil o, o] &2& LivgmAlesslasZ0%T. 4
% =3¥ LLZ0E Alxst7] 918 AlOs, Ga05 H Ta0s5 H7Fske] 318124 Liyg.75A10.172Ga0.072LasZr 1 68220018012
AEE dilen, 15 NEE 27] Li $E(ACT_6.9, AGT_7.7, AGT.8.4)E 71Fo= BAS . =E A7)
EEL QB (FE: 99.9 SFD A 4 ELPES o] &3] 250 rpme 2 6 AlZF 2 £Ieon, Ax &
= AIRE 900 Coﬂfﬂ 6 AZF Sk skadte] LLZ09] 27] @AE AT, stad wE2 AR UE 3d S5
200 WPas] helem Shxatol WS Azssith. ol

(200, 300, 400, 500 rpm)= 2A] %t 5
A ARE Mg) B (AZAR) BUS REW(FAE)E o] 1250 ColA 40%
o wpRge g BE A8 A sE Oau}EM 88 vhao] BEE QY

OHI
ﬂ—' [‘_?_,
°
>
Shia
£
Lo
£

)
B
iy
QL
i)
>,
il
i
Y
E
ol
Q

<EA &3 >
RE B3 A8 9 A3 Ago A 2AL Cu Ka WAL 40 kV 2 40 mA)S zH= D8 ADVANCE 7]+ (BRUKER,
Karlsruhe, E5Y)& A}&3}e] X-4 3)d(XRD) A4S E& EA3Avt. AATZE vAF3s7] ¢4ske] High

=<
Score Plus ZAFE Z=Z 13 (Malvern Panalytical Ltd., Malvern, Malvern, 9=)& ©]&3}o] XRD Rietveld &
AME Agstdrt. 59 Fustd EAS FE-SEM(field-emission scanning electron microscopy) A|Z=El
(HITachi $-4800, d& E3)& o]&ste] A8, A Ane HEE &3 97 of=27dd 2~ WS A
sto] SAEHJT. = 2 Sg=vl 92 HE EFH(ICP-AES, Avio500, Perkin-Elmer, Waltham, MA, USA)
S AMEERY] A= A4 2AES BASEISY. 22 AR Ha JE(UA 27D E #EelA kst ?QE A7
(PSA, Helos KFS-MAGIC, Sympatec GmbH, Clausthal-Zellerfeld, EU)E Alg3Ele] AP, RE dE A8
9 o] HAELEE dywx EF7](IVIUM potentiostat/galvanostat, IVIUM technologies, Eindhoven, Y& %
)& AR&Ske] 1 Hz WA 10 MHz®] F3kF R 9lolA SH8vt. e 2R A5 Aol dvtdl + HE &

i FI"I_
o
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FAC Adsiglnt. o] ek

e

o
xé o

M

OJAE(AFE: ~10 Q- emE FHI T A7HL B3 I~
I

3
thokdt =% (25 ° C WA 80 ° C)oll A 3= ATt

<dgel: s>
4g AR 8 BawAe] Buw x7ie] wrue Txd 9 ez

7] Li &%7F 6.9 mol?l + T/ =3% LLZ0E

L& ARl &4 e LLZ0 ¥ (%= 29 a)3} Al/Ga/Ta7} =3 € LLZ0 &
”L(C 29] b9l XRD HHE A= T2 3 HE= YeRd Aot} sh7] & 12 A5 (Al/Ga/Ta) X8 LLZ0 #
do] Ho 4R AVE AR & A X wet JEbd Aot
F1
A& [ il e 29y =4 At AA A7
Al/Ga/Ta’} =3 % LLZ0 ¥ - - 1.03 zm
 (AGT_LLZ0) 900 T/ 6 Azt - 24.4 ym
900 T/ 6 AlZE 200 rpm / 2 A%+ 1.66 um
900 C/ 6 AZF 300 rpm / 2 A%+ 1.05 ym
900 C/ 6 AIZF 400 rpm / 2 A|ZF 1.12 um
900 T/ 6 AZH 500 rpm / 2 A%+ 0.78 um

o

20 UERd wpe} o] A BEHdAQ B FAo] gl AlO(XE 29 a), AGTO(X 29] b) &
% APHQ 93 s vehglen, ol ASHAAAde] F A8 EFA $AdSS verdt.

T3S EHuAe 2 FA F Alo] &Y LLZ0 BE(%E 39 a)3 Al/Ga/Ta’t =3 E LLZ0 (= 39
b)e] XRD Rietveld AA 2342 A2 & 3d 52 Jebd Aojth. & 39 a @ bho] XRD Rietveld AA 2
T = A0 R AGTOAI A 742 73.7% R 72.9%9] ASAANGS zte AoR UG, 2 0 Fhel 28.6° H
33.3° oA 22 93 A- T2 ol LaZr0,(23F Aol EAlske Al slgsie, ol Ax Al Li &% 2
Li £do] B&83}7] wjEoz2 2 4 vl XRD Rietveld A ZA3E &3 EHAQ B33 T4 3 &
T8 S7MNZAES W ASUAG AAsta AAMEAY] FTUtekeE AEE YERIY. olE 2 ouXE U}
A BAGA BERH(ERAAE)Y AFTFE & 9IS vHvdE AS gust. WUE rro AFUHAYS 2
T EEH(EAE)EYE ASUAGe LLZ0 #ES A7) fsiAe=, Li €48 S7MA717] A% 2Zd A o
=L JUA (e L/EE 9 71 AzH)7F asi,

T 4y BAEAR 2YEE 34 F AF(Al/Ga/Ta) =8% LLZ0 &%9 SEM °]#|#](a.0 rpm, b. 200rpm, c.

e. 500rpm)eltt. 7] 3 1 9 % 49 veERd upe} o], BdAQ] BEE IS AA

A ‘%"’ ARZE BAaA $9o Al b8 28 & At W, BAdEAVE e B ke 43k

A7)ell= 2 2oz itk diE AAE AMESt AlxE F3le] g, o W oyAelA AFsE Avtew

= 2 AU oA AZsE AL F YAk Aol gFA
kel =

£ ?‘iE}. wpeha] kg of A

T 55 HAsE £71(200 rpm, 2 h)olA EdAC B3 T4 & 27] Li =7 Aol Alo] =33 LLZ0
T2 Al/Ga/Ta’} =% LLZ0 29 XRD deelty. 7] = 558 Fashd, W2 Li I (x = 6.9)A AS
WAL 23} A (LaZr0;)(28.6° 2 33.3° oA 37 93)3 &4 Al =39 LLZ0 2 Al/Ga/Ta =3 ¥ LLZO
Alg BT EA3tE. XRD Rietveld BAWE o & o}oq Al_6.9 B AGT_6.9 B ABA ASHAANY] Fo
FTEE A7 74% 2 64.1%= AAHJI(E 69 a, b). olE AR T 2% F(LaZr0,) o] EAsE A

Li &43} o] 7] Li s&olld AFHAe L2058 G437 E52d Li &3 71T = . Fd7l<
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S Al $F&Fo] =& (LLZ0 38hd @9ld 0.2 mol ©o]AF) S, Al' ©]20°] Li cation ’\}O]E 8 olyd}, non-Li

E X & oy Baugch_webd, ZF 949 R S Al/Ga/Ta AF =3 LLI0E *

o Fe(0.25 mol)o® Al =8 LLZ0 B}l Li Alo]ES aaxow 283 4 9lo], 1A AHE T AGT

& FFEo g o]FojE 4= Q). o]= Al_6.9 AlHE AGT 6.9 A5 Li s Aol &
=3l

]
cation Alo]E

AlZo A 9] Li A $o] o] &2 _
Zb= ICP-AES Ao % Eelddet. 37 & 2+ 3429 EFE3 AZ47 D] [CP-AESd we 23S g
W Aotk
x 2
A& 2 2}H]
Li 7r Al Ga Ta
sy B (A1 6.9 6.77 1.86 0.31 - -
Al7.7 7.47 1.86 0.35 - -
Al_8.4 7.90 1.85 0.34 - -
AGT 6.9 6.46 1.83 0.21 0.07 0.02
AGT_7.7 6.98 1.88 0.23 0.07 0.02
AGT 8.4 7.95 1.85 0.23 0.07 0.02
249 A (Al 6.9 5.74 1.73 0.29 - -
Al7.7 6.22 1.80 0.29 - -
Al_8.4 6.75 1.83 0.22 - -
AGT 6.9 5.66 1.77 0.22 0.08 0.02
AGT_7.7 6.47 1.82 0.22 0.07 0.02
AGT 8.4 6.75 1.79 0.19 0.06 0.01

T 62 HAstE ZA(200 rpm, 2h)olA EeA By FAH T 27 Li §%7F Aold Ale] =3 LLZO
B3 Al/Ga/Ta”} =39 LLZ0 #3o] XRD Rietveld A Az}polti(a. Al_6.9, b. AGT_6.9, c. Al_7.7, d.
AGT_7.7, e. Al_8.4, f. AGT_8.4).

E

in)

=60 e vEe} o] %7] Li %7t S E(x = 7.7 5 8.4), Al =39 LL70 2 AGT-E=F ¥ LLZ0
B B A 22 Aol EASHAl koA ASGHA L] S-AEZITE, o= 7.7 B o] 7] Li F¥o| 1
Lo ASHAALY LLZ0 Pl &S or]di),

T 78 249 Al =389 LLZ0 AR 27] Li $%7F o Al/Ga/Ta =3% LLZ0 #3<] XRD &S UeRd
Aotk & F4 Folx Al6.9 % AGT 6.9 A Al5E A3 AFHEALY dFEs 23dsta dsler
Lig sx7F ¥3 427 A Lig &£42 Qs 23 A(LaZr0,) e 45 #& vax #2Hdet, 7] Li g8

7.7 24w, Al =% LLZ0 2 Al/Ga/Ta =33 % LLZ0 =3 EFoA AS5HA e A8 314 Javt &4
st

T 82 aZ¥E Al =39 LLZ0 AZI 27] Li %7 9& Al/Ga/Ta =3%¥ LLZ0 =32 XRD Rietveld 7
Aol (a. Al_6.9, b. AGT_6.9, c. A1_7.7, d. AGT_7.7, e. Al_8.4, f. AGT_8.4). %27] Li =7} 7.7 &
A 8.4 B2 ZUlePH(E 89 c-f) ASHAAS LLZ0AA AAFAAAe LLZ0Z9 (cubic to tetragonal) =
AHgto] AAL AW olE Li ol dlgsle RE REY A RE ASUHA Nl $AF A Ee E

<l

.

Zieth, o= B4 Li #3(vacancy) AClESIA 7o) Li 949 371 34L& #8317 A% w9 Ao
B & A oldd Ak AF AgAAL L0 ANe] FAol 27 Li wwsh ARA 4Re &
27 Li 9o 23 Ao 843 AguAgel wgel 47 dojd 4 Qi shaka Agow HA 5o}

© oo
=z W

tlo
>,
~
>
)
i)

PAon, E 9 ¥ R =

Lo

ol

7}

RE Bu g #@8 A|go] A 242 XRD Rietveld AAHE o] 83}
Z7] Li 5527 g2 AlgddA AsdAde s Asts ek ol
= 99 (a)oﬂ UeRd b} Zo), B AR A e =7 L 3EFel Ao AE(Al/Ga/Ta) £33 H LLZO

, i 7. o= Zylagde w AE
(Al/Ga/Ta) E3E LLZ0E Al =3 % LLZ0o uvla) Agidom =& Ay s ek, w3 & 99
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(b)ell vrebd whe} o], 45 (Al/Ga/Ta) =32 WS AZT § Al =R LLZ0NA o v ASWHAS
S FHEAT. = 89 a WA dol vERH wbel o] XRD Rietveld AAl #4] A, %7] Li #=Fol
10.4%(AGT_6.9) el A 23.2%(AGT_7.7) & S7}3tle wf, 45 (Al/Ga/Ta) =3%¥ LLZ0S A5 AFHAAZS H&
o] ¢332l 68 %olA 80% BLERE F7F whH | Z7) Li ko] 10.4 %(Al_6.9)o1A 23.2 %(Al_7.7)% F7}3t
Ale] =3 LL709 A% AEHade nlgo] 68 %ol 65 %2 At o1 Axp, AE AGT_7.7(23.2% =3}
Li)ol ASwAldel vgol 714 A Yelgton, ol A% =% (Al/Ga/Ta)¥ Adtd HAXstd 2= Li M7}t

o e wol £ % AS A5 EFolA ASuAde 94 % HdS FARGT.

AAE AR ad gelo] SEM oW Aotk X 118 A4E AR yXg ojuxjojt},
oA Al 2 A w3 LLZ0 A 2% 2L 23l 7]F (% 109 b, e)S zF= o
ol W& 4 A A (Grain Boundary, GB) A& Zufsle] ojzjgh A9 o] HEEE
& 42 4 A (Grain Boundary, GB)7} ¥&€t}h. L
= d 7]t weba LLZ0 239 45

B

=
N

1o

o Mo it

O

o ki B
a2

A

=

—-

2" E9(a)7 224" FH (D)9 Li o) FE9 WlE

Al =338 LLZ0 2 45 (Al/Ga/Ta) =3 % LLZ0 B2 2 27 A9 Li S vehd Aolt),
gl E 20 Yl nle} o], mE BTL 900° CollA 6413 FoF &A% F L

< =d, 271 Li g%e] 6.9 2 7.7 & Al =" LLZ0 ¥

A e BGe L vEE =8 deko] Al EHE(dopant) ©ERTE A A3 ko] Al, Ga 2 Ta

(dopants)Eo°ll 93t Li Alo]EQ] By aap&Ql X&ko] 7]AE 4 Q). o] A&

2t
S 28k = 8.4, &

of digt =& walste], Al-=gE

WatA e = Yok, 22 5, AZ Yo RE Li F%L 7 mol "k oz g& #AA3HY. olAe = 12
o] bol YErd uie} go], BE 424 AN Li FFY E2AEZ BoFEd, olE Li olEd #dsidl.
AGT_7.7 BB g MZEd v8] 7 W& Li €48 BoF=d, ol e ZAY AA Fu 29 7%
o] A Ao 73ty & £ vk, oI AFAE nlgow 45 (Al/Ga/Ta)d HAAE Li kel Al
Uz 235 58 22 A Li #45 24 29 5 o] 1 2 AAE FH o] o],

T 13 %7] Li %ol Aold Al = LLZ0 23 2 45 (Al/Ga/Ta) =3 E LLZ0 23 e] EIS F4S el
o, 57132 2y Z A&

9 (Rb (Rgb//CPEgb) Wel)®= A|AatgiE=t], 3714 Rb, Rgb, CPEgb, Wel2 Zz+z} W= A
GB A3, A 22 2D Warburg EF Axjolth. T 139 a 2 bollA] Al_8.4 2 AGT 8.4+ Z+ZF ¢k 6

100 kHze] @2} F345 2t 2 6B dyds vkl S B bl =3 Az Yo g2 34 g4
o 4o AALS HoFETh, Yol7|AE Z29 1Fg H(E 139 c)dlA] ALL7.7 ARE AlLL6.9 A= &
t 7}

L
o>
el
4 L

e

SAE BT, F vk S B wbx Fekerh 2hz 1012 21202890 GB A el sfidetH, T - AF 5
il HYS 9ua oy ze] SgEnh, AGT 7.7 D AGT 6.9 2B F9 HAe 3pMo] #FHX T o &
T Al Hkd S ALL7.7 R AL6.9 AlmHTE o] At A3 MEw P A dEE ] 3 14
aoll AAI=ES T}, sH7] F 32 7] Li s%7F Aole A=) o] Ark 9 A U=E vEeRd FHolu).
Z 3
= Al_6.9 Al_7.7 Al_8.4 AGT_6.9 AGT 7.7 AGT 8.4
ol AEE 1.0 1.7 0.1 1.8 3.6 0.2
-4 -1
(x10 S-cm )
g L= (%) 87.47 96.55 89.14 85.65 97.84 87.14
T 149 at 2 ubyol A AAAHC w2 27] Li TZU Aold #AF9 ol Ax: 2 Y UEE ueld
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e J e A ] LLZ0) 9] =7}
SAA G vlgo] AN, e 27 Li % (x = 6.9)011

X 10 S-cm oA}, E, BIF = -
(AGT-doped) A|BEL WY =3HAl =) AZERT ¢ UL Li ol AEANES 1YY, 45
(Al/Ga/Ta) =35 LLZ0Y Li o] H AS Al =33 LLZO wgk z+ —%—7} =3 Y92(Ga, Ta)9
1

ofp
m
rm

fa [e]
AR Aol 719 = vk Gaxs E(24 d Li AelE)9] A wol Li o2 o]&/d 9]
Aolg elom, £ A7 A7) B Li ol £45S 9% AXE FuSAT. £, FH49 Ta =L
AlS 24 dolA 96 h Li Ale]E(Li2 Ale]E) & o] FA|A 4= JJerz, Li o2 olFs 93 ¥ B2 4= 3 Li
L0 33k /‘ 1
o 1= Xﬂo E}

T 16 %7] Li w27t 7.7 EBol Al &3 LLZO(AI _7.7), Ga =3%¥ LLZ0(Ga_7.7), Al/Ga
LLZO(AG_7.7) 2 Al/Ga/Ta =% LLZO(AG_7 =3% LLZ0(Ga_7.7), Al/Ga
LLZO(AG_7.7)e} 22 o2 dd 9 o]F =35 zh= LLZOo tigh iA}E H g 93] FdEJqom (% 16

4), o)=& A=(Al/Ga/Ta) E=2F AGT7.79] W3] e o]& AE=(ZZ 2.0 x 10 S-em 2 3.2 X

=1

10" S-mHE BAY, &7 E 4= 27 Li E%7F 7.7m01Q) A Al =% Ga =%, Al/Ga =% 2
Al/Ga/Ta =% LLZ0 #219] A2o]|M9] o] ALwE AHeld Zlolt},

H 4
A5 Al 7.7 Ga_7.74 AG_7.7 AGT 7.7
ol HAEE 1.7 2.0 3.2 3.6
(x1074S cm )
BPE =3 Jiﬂ LLZOJ Li O]g AEA g Fast 988 sdvs 4S8 AAsta v, Ze A9 Ay

H$e 27 LI 5 (x = 6.92 Axd AlRAA E& FdEE gto] #AFHATE. 7] Li FFE 7.7 =2 4H%
=z 127F 3A dEh. ALL7.73F AGT_7.7 Al=9 4dl "Es 717} 96.55 %<t 97.84 %ol 23
) 7] Li §(x = 8.4)0] F74gel wheh 7HAshy] Al&siH, ol & 10 ¢ B o] &4 EAJ
SEM olmAJel A& gRIFTE. ol& %2 %7] Li %A o B2 Liol YAAEAIG) dFddl AX38h=
Rom | Li0 F719 FHE gGA 49 F o] ARHo R A5 Fo] g WUt fAde Aow AW
T Art. ol ASH 1*‘4 LLZO 37

o] 3% ABES AGTVF E3E AE BT ol HAELE 2% o&EAL % 14 bol| Arhenius plot®E
FEAEH, o5 AgY w7l & A9 EIS 23 E 159 YEUT. & 159 Ad S 25-80 T
2= HYdA HAsE For AR Fxe A 2hdd WHIUF g JEg. RE XA iF
FE LLZ0ET %8 Li o= AEZE vepdth. &=, A5 (Al/Ga/Ta) =34
Al =33 % LLZ0(0.41 eV) Rt} Sk}, ol A3} oux|7F W Li o] &
A wEE ofEFg Aol e digt FAEE A e AE vt

N
)
>
)
B
>
2
=
o

°
ox
4
"
1 o
rlr
PN' f

2 oage] Aud BmelA 271 Li #e] o %L Uehich, Al
=

LLZ0(0.34 eV)o] &4
Fol] gk o] d S

u& aEEstel #Aste], A I A& AT Fol7] Y8 AR oE EE WHEES HE3 ojde o
g AFtEo] k. wWMEA 22" LLZ0 A E=2o = 17¢ @9Ho] 9lon o] o)y AYPL wE U
L3b Fet Li &4 A WgE B 98 avte] ] e ARES Edete 5 34E AeUsS
etk FH7ES Al/Ta =38 % LLZ0 RS AC/DC AL} UHS(UltraFast High-Temperature Sintering)®
Az om, 24 25 1500 Coll Gt ot A&HAIZE 1024 EFstomn, 714 58 &S 2ol
2012 08 cm ¢ o] A=t 93 4] A= thUdTh E 02 Ferlee RS 2E(1050 TS o

A 9| Li-jon AEEe AT= 212F 0.37 nS - o L 98
(1000 C)SF BL A2AANZHI0E)oZ Aoz =2 o

o
_|Zi
oo
ol
38,
o
o H

H
G 23t Fehavk 2AWE H8ste] e

_14_



10-2024-0087271

;!

=

=

H

i
=)

WE(95.5 S 2+

Heb Ay

© cm

£ ATE(0.69 mS

],

c) ST WWEETHT ST O = - .14 ,
S T _n:E 0 R %0 \0) ,M.A M ,_MTM M %Morq 3% mnﬂ ﬂ HOIMMOE Of
o O mudwwe S h <2 e LTI B
” I I T o SR N TR i
g B8 VxSPsm BT LT ST P Cmy ¥ e
®oms o gETofex TR OH SE T oo R s
" oo o Mo N oF ™ N W g g 2 i o 1o iy 3 oo g "
Mo o 22N W oor A 5w Mm.o o — _ oy < o
ik N o 0 i S 2N WX "o %.o o I ®A of
N ™ o o o ° E_&.L a X 3O D B ow <R & o] N
Mgy T - " 3 = o i BRSO
- - 2 e = lxaﬂvﬂ 2 mo T 9 3 El@%]oﬂ}ﬂjlq
B V(Sor@qﬂ%xga S oA T ﬂdﬂme_EE Zbﬂoﬁlrlo
M# N ! WOE i m‘ﬂu7_£.u P = Yo o T mﬂ.
il T < M G = 7 80 THT Y T Rwmu T D
7 o Mok P w F = NN G % g
o T L REE®S M yom o T W T - BT
 Bg fERLgYe mo<d ol L ww
iy oK T © T ot g . M o 2K o- T I o
dogb S = B W g o g TR o =X = %0 9P Moy
£l X & R E T w oy QT g W
N oy L ooy o woE W gy e BN NN ..
W B oo ol W o — Hom I VL Y
- " Ko oo.ﬂrLzT_ oﬂﬂ7 1r3.i0t ﬂUVﬂXlﬁﬂX&EDMHﬂ
A Mo o T~ o o S x—% g e TodEBOF
AT L O I SNk iE CgE e
MR 3 X RO O \).7_:.LOE ) o ok wolm o 9N ,.w;ﬁ
TE ERTasgiy TIar gesiridefcs
=T T RgE L L Ie S UMM pEo0g 8 g wT
A7 M % 22 Eﬂr.&ax N EEL#O ﬂ_/iou X,_.wﬂmﬂw_w 1l
- e ) T > E _
T8 #8 TaT T S @ R I i
9 N 9 M E o T X - = ol N X0 T L N
e Ta g o4 [ m ° o T %NJE@E%MAE“
S B =7 CLEEWEX S X% o w g T
B o N2 RO e W R S L= ~ oW oo £ =
52 pe glhedEr U S50 SR E ST "
w&m M5 %mlxﬂ;oweﬂ IMAln. /aUJWaLﬂLBaAmﬂ/I,mOﬁT
KX ﬂuﬂﬂo#oweﬂﬂ T = - . Ty ST my p AT BB
) = R oy R = 0 R S as
w oy 3P S gy o g ooy KW SR SRRCHNN I S I TR
HCH A I ﬁ%o 7mgmﬁ £ ey 38R 0T
LI ETPR TG vy ST HeTET D= E
e KBS T XNTE T IR 7o wT X Pl gy c PE e o
° ﬂ%%uT%ﬂLoweLE PR T = <P o g0 20
® g * ﬂMoo.mﬂ,Vﬂﬂo%zh (R SR o Emdn_miymW _ﬂﬂ@%u@_ﬁ
I = D5 T o Bo B S E TAR g2 T o, T BT
< o2 <4 H 5o __ o X = o = ® NS
~ C WD d oo ® ~ ™ = KT 5T - o0 x IS
— o T b - Zﬁelo#]7])o€ o T =
o & X o W T E = N T Qo BooR W o o ~ T =
Mo ﬂmu - = & oor ol 4 w N W M _ma mammgﬂ =K M zﬁm i m%ﬂnﬁﬁ
‘WO_ £ 111% ‘OI] ‘E.ciE ;OC == ml
o E o M C g N E N P g T %O mm R e g W
< i I Bl RS = o wrom @ %o e 0 iy
P S R B i B2 2T
R el R = GRG / B wils S B {1+ W oo H oA o @ WM T o
g 2 5
= S, =

_15_



10-2024-0087271

[

=

=

H

e
[=)

B
H

__—s10

| — S30

k4

A%

o

k4

¥

A

IH

_— 590

_16_

h

L J




Intensity (a.u.)

-

*Cubic_LLZO
(ICSD #422259)

1y ||1|| 1l

(ICSD #246816)

Tetragonal_LLZO

* La,Zr,0,
(ICSD #173795)

10 15 20 25 30 35 40 45 50 55

20 (degree)

EH3

()

Intensity (a.u.)

Cubic_LLZO 73.7 %
Tetragonal_LLZO 18.7 %
La2Z2r207 7.7 %

i
i 4

. Bhi i _
PRhad i e el
T

aka Aol ek

T T T T
20 30 40 50 60

20 (Degree)

70 g0 a0

T —— T

A e A

YT T T TR T TY
J lJJ 4 ul k.
™r y
|

60

ZIHSd 10-2024-0087271

3
o
S
=
w
=
L
£ * Cubic_LLZO
(ICSD #422259)
-| i ||| |‘l a ||| Im In.il[.ll..
Tetragonal_LLZO
(ICSD #246816)
i I‘ A 1![11..“1 [In lI.J.“.ln..,.“.Jqull Prmm
* LayZr,O;
l (ICSD #173795)
10 15 20 25 30 35 40 45 50 55 60
26 (degree)
(b) [Wcubic_LzO729% 7T
[l Tetragonal_LLZO 4.6 %
W La22207 225 % i’r
[z25%]

Intensity (a.u.)

i

B

i i i | ¢
%@:J&qui‘u' (SO G [ TR & W I
-

T T T T T T
10 20 30 40 50 60 70 80 a0

26 (Degree)
ke ;,.ll e

ki

_17_



10-2024-0087271

NS4

e
=)

_18_



=85
3
o,
=
e :
]
E  Cubie_LLZO
(1ICSD #422259)
] I| ‘|‘. l lis ||Ll|‘ Plsy
*La,Zr,0,
‘ (G50 #173795)
it 1| T |
0 15 20 25 30 35 40 45 50 55 60
3
3
=
5
= < Cubic_LLZO
(ICSD #322259)
‘1 I‘ 1‘- I E._J|1|1‘ 1l
* La,2r,0p
‘ (ICSD #173795)
i 1 L l L 1 i ! i
10 15 20 25 30 35 40 45 50 55 60

20 (degree)

_19_

ZIHSd 10-2024-0087271



ZIHSd 10-2024-0087271

ZH6
a : b
( )Ecuuc_u.zo T40% ( )ECubil:_LLZO 64.1%
Tetragonal LLZ0 18.1 % Tetragonal_LLZO 16.8 %
et La2Z207 79 % - La2Zr207 19.1 %
=5 3
fruc? =
z | z
g | £ |
= L4 =11 1l
| l|l Ly | | (|
! add 1 © Ll 4
%uda"whw..»m Bl ity %’Lﬂdbjd Ji.)ﬂlu;.,mw
10 20 10 &0 7o 80 90 10 20 30 a0 20 o0 70 80 90
- 29 {Degree) . : 28 (Degree)
S ]1_ 4 y B % __[ ail s i

(d) Cubic_LL70 838 %

(c) @icie uzo 58 %
Tetragonal LL20 16.1% ===

Tetragonal LLZO 24.1%

La2Z207 02 % La2Zr207 0.1 %
=] S
o o
= =
b=3 =3
.‘_". | | 5 |
i= : . = by
3 ]
i i I 1} i | | (g
"'In‘ 5 |l ‘ [ | 1. i
qu-&dww“mwﬁ- “‘WJJ«"..«_.._#ﬂ_».._..;MM,_
10 20 30 ';0 BO 90 10 26 Sh 70 m 20
29 (Degree] 29 (Degree}
s T T N T T P TR T S T S " — - —— - v T
S T S E— Ay z J o=
(e) Wewe zo05% (f) Wcuse Lzoss 5%
Tetragonal_LLZO 29.4 % Tetragonal_LLZ0 14.5 %
La2Zr207 0.1 % La2Zs207 0.0 %
52 LS
= =
§ =l
= I g | I ‘
| I i ! | |
"~ i '
— | I | ’k | .'it"r; i T
Mbuﬁwdw ‘Mw_ o ek 5 11O W SPTY  WROC T Ve
10 Iﬂ ao 0 50 7‘0 Irﬂ' a0 10 iﬂl !‘0 «!a 5'0 6‘0 Tlﬂ S“ﬂ 20
28 (Degree) 28 (Degree)
g f— -

_20_



k1
N
N

Intensity (a.u.)

(a) A_B.4

\Jh_d_J_)AJA m_x:_

AL6.9

(1 #422259)
B PR | T g e |

a [u ll: llnll L les
QLSZZI“?O;

Intensity (a.u.)

\L_M—LMM__
Tetragonal _LLZO
‘ (ICSD #173795)

Cubic_LLZO
. Tl
(ICSD #246816)
! 1 i ||

10 15 20 25 30 35 40 45 50 55 60

29 (degree)

(b) AGT_8.4

\L‘_&A_Aw

AGT 7.7
\JL‘_I—IL_J‘J_J‘_—L_A‘__A)\J_‘JA—-

AGT_6.9

~\L_A__Uj_l_ll A A NIRRT WAl

(ICSD #422259)

Cubic_LLZO
1 ll 1‘.: [: | TP S I R I

Tetragonal_LLZO
(ICSD #246816)

*La,2r,0,

‘ (ICSD #173795)

| o 8 ) .|

29 (degree)

_21_

10 15 20 25 35 40 45 50 55 60

ZIHSd 10-2024-0087271



=8
(a) Wiz % (b)
Tetragonal LLZO 24.4 %
La2Zr207 72 %
o , o
=3 - £
= =
gl | | | £
= ] =
|
3 | \ ; | |
.\'\ { J {418 4 il Iy
NV il iadmad il It #J&Uﬁéﬂiﬁ-\w
0 20 £ 70 a0 a0

(c)

Intensity (a.u.)

(e)

Intensity (a.u.)

an s 60
26 (Degree)

Cubic_LLZ0 68.6%
Tetragonal LLZO 116 %
La22207 198 %

Cubic_LLZ0 658 % Erey (d) WG zoroe%
Tetragonal 120339 % Telragonal LL70 199 %
La2Zr207 0.3 % LaZZr207 0.3 %
| -
| gL |1
i =
| &
=
v N
| |1 | 1 '] 1 i
J..-"w’__; Xt nl_,l'.; ..l'atl A )il 'IJ\-'J.J‘ P L RS W 9 ),
o @ 3o 4o sa e 70 B0 @b 1 20 s 40 50 60 : o 90
28 (Degree) 268 (Degree)

-k' + Y ¢

Cubic LLZO 258 % (f)
Tetragonal_LLZO 736 %
W La22207 05 %
=l
(e | =
=
2
Q
: \ 2
| .
& | &l i !
0 10 ai 50 60 ra B S0 10
268 (Degree)

o

-

bl = S
=] - PhED b i %
] S YT -

RS |

1

Cubic_LLZ0 430 %
Tetragonal_LLZ0 57.0%
La22r207 0.0 %

| !
|

v""lil!-l\nl '4:;-,.*.'__. J._-,l.:!'n' e,
10 A

40
28 (Degree)

M R T T
w

_22_

ZIHSd 10-2024-0087271



ZIHSd 10-2024-0087271

k1
N2
©

100

(a) —&— Al-doped LLZO
95- —e— Al/Ga/Ta-doped LLZO

80 -
754
70 -

Percentage of cubic phase (%)

6.8 7.2 7.6 8.0 8.4
Initial Li* concentration (moles)

100

(b) —=— Al-doped LLZO
90 —e— AliGa/Ta-doped LLZO

704
60 -
50 4
40 4
30 4

Percentage of cubic phase (%)

6.8 7.2 7.6 8.0 8.4
Initial Li* concentration (moles)

_23_



AL__'I.’I | Al8.4

ol e

O | @

AGT-1.77 | AGT-R.4

Measured Li content (moles)

9.0

8.54

8.0

7.5

L e R

6.5

6.0

(a)

—m— Aldoped LLZO
—e— AGT-doped LLZO

69

7.7 84

Initial Li content (moles)

8.0

m b \—a— Al-doped LLZO
[T} ( ) —e— AGT-doped LLZO
o 151
E
I L R
3
s
9 654
a
'g 6.0 -
a
@ 5.5
]
=
5.0 T y T
6.9 77 8.4

Initial Li content (moles)

_24_

10-2024-0087271



Hi13
100k ;
(a) / | F—As4
BOK - ' --1-A|_T.?
/ |——A6S
Z oo /
£ /
L /
E\I; 40K - )4
i
631kHz F
20k A \ 4 Ry Ry Wy
Pl
0o : : : =
0 20k 40k 60k 80k 100K
Z’ (ohms)
3K
(C) —e—Al_T.7
——AB9
— 2K+ S
[’} w0
E E
i =
K-) K-
s 1k - N
120 MHz
" 112 MHz
> 1k 2k 3k 4k 5k 6k 7k BK
Z’ (ohms)

ZIHSd 10-2024-0087271

—=—AGT 84
—e—AGT_7.7
—a—AGT 6.9
80k 100K
Z’ (ohms)
3k
(d) —e— AGT_7.7
—— AGT 6.9
2k 4
1K |
& i12mHz
0 -—1.12 MHz
0 1k 2k 3k 4k 5k 6k 7k 8Kk

Z' (ohms)

_25_



ZIHSd 10-2024-0087271

A_TT —e—Al_7.7
s |—m—AGT 7.7 -E-AGT 77| |

lon conductivity (x104S cm™)
il
%
Relative density (%)

69 77 8.4
Initial Li* concentration (moles)

(b)

-0.6 W A_TT
® AGT.T.7|

~0.8 4

log(oT) (Sem 'K)
o

{ I TR I |
i:'*:"r"?b

™ T T

28 29 30 31 32 33 34
1000/T (K')

_26_



EHIS
(@ 2500
2000 4
w
E15m~
=
£
f}lmuo-
500 4
0
(b) 1500
-‘3»1000-
E
i~
A
N 500 4
0 . :
500 1000 1500
Z' (ohms)
EHI16
k -
3 'l —+—Ga 7.7
I —a—AG 7.7
' 4 Al 7.7
f —e— AGT 7.7
— 2k - /
@ §
E
O
l""1k-
»*
0 T T T T T T T
0 1k 2k 3k 4k 5k 6k 7k Bk

Z (ohms)

_27_

ZIHSd 10-2024-0087271



Z ()

EHI7
Tonic
Sintering
c Sintering Sintering | conductivity
empeREan temperataze
msthed il 2#35°C (mS
<)
emt)
Ultraast
High-
temperatiure
LicwdlsmLaZs«TasdOu 1500 0= 012
{UHS) with
an ACDC
PO‘A-‘"
source
Furnace
sntenng
TdsaLaiZr TanOhs 1250 ) min 08d
(using Pt
crucibles)
Sintering
withDC
power
LissLasZr eTa wOo 1327 0s 1.09
supply and
volatile
fillers
Het
LanlaZnnTasmAl:Ow 1000 1k 04
pressing
Hot
LanlaZnnaTaxAlOn 1050 1k 037
poenmg
Spark
LisslanZrsTaasOn plasma 1000 10 min 089
sntenng
Furnace
LusAbslaZeOn 1250 40 min 017
sintering
Furnace
LunAlaslaZnOu 1250 Hh 033
sinbering
Fumace
LisnAlnmGarmaLaZrimaTanonOn 1250 0 min 03
sntenng
EHIS
2000
1500 ~
-
c
= 1000 -
N ¢=0.33mS cm?!
500 -
-
~1.14 MHz
0 T T T T T
0 1000 2000 3000 4000 5000 6000

_28_

ZIHSd 10-2024-0087271



	문서
	서지사항
	요 약
	대 표 도
	청구범위
	발명의 설명
	기 술 분 야
	배 경 기 술
	발명의 내용
	해결하려는 과제
	과제의 해결 수단
	발명의 효과

	도면의 간단한 설명
	발명을 실시하기 위한 구체적인 내용

	도면
	도면1
	도면2
	도면3
	도면4
	도면5
	도면6
	도면7
	도면8
	도면9
	도면10
	도면11
	도면12
	도면13
	도면14
	도면15
	도면16
	도면17
	도면18




문서
서지사항 1
요 약 1
대 표 도 1
청구범위 3
발명의 설명 4
 기 술 분 야 4
 배 경 기 술 5
 발명의 내용 5
  해결하려는 과제 5
  과제의 해결 수단 5
  발명의 효과 6
 도면의 간단한 설명 7
 발명을 실시하기 위한 구체적인 내용 7
도면 16
 도면1 16
 도면2 17
 도면3 17
 도면4 18
 도면5 19
 도면6 20
 도면7 21
 도면8 22
 도면9 23
 도면10 23
 도면11 24
 도면12 24
 도면13 25
 도면14 26
 도면15 27
 도면16 27
 도면17 28
 도면18 28
