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0.70]tF. dH oA, xi= 6°]aL, y&= 0.7°]t}. AR oA, xi= 80]aL, yr= 0.7°]tF. dF oA, x& 9
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oA, xi= 69]aL, y&= 0.75°]tF. AF AoA, x= 8o]aL, y= 0.75°|tf. AF doA, x= 90l y=
0.750]tF. L oA, x= 70]al, yi= 0.89|5F. AF doA, xi= 50]aL, yi= 0.8°|t). EH oA, x&
6olaL, y= 0.80]tk. A¥- oA, x& 8o]x, yE 0.80|t}, AR oA, xE 90]aL, yE 0.8°]t. UH 4
oA, xi= 7°]aL, yu 0.5°]th.  AF oA, x& 50la, y& 0.50|tF. ¥ delA, x= 6°]a, y=
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0.30]tF.  LF oolA], xi= 50|21, y&= 0.30]t}. LF oolA, xi= 69]a, y&= 0.3°]5. A doA, x= 8

, X .
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Lithium-Ion Batteries: Trls(tr1methy silyl) Phosphite, Borate, and Phosphate," Electrochimica Acta 215

(2016) 455-465, = QI et al., “L1fet1me limit of tris(trimethylsilyl) phosphite as electrolyte
additive for high voltage lithium ion batteries," RSC Adv., 2016, 6, 38342-38349, 10.1039/C6RA06555D]

ol AAAE] QULk. ol FAEC AW olF F AEI BE JFe@ FOAES FHEE AL ohyn

-

A1 A F Qo] AL xIFEE AR oA, Ze Folx b A AE HLO0RFE S O AEe|tt. O AE
B 00 A4 sl O & AaA, i sk gAY, ®i oo ARshe 2 AFdY. E= A
2AMARZA AHD £ k. dE S, 0H AEE H09 £=A ol OH & 2N = L A g},

OH AE]e o= &3 [HAN et al., "Distinct Reaction Characteristics of Electrolyte Additives for High-
Voltage Lithium-Ion Batteries: Tris(trimethylsilyl) Phosphite, Borate, and Phosphate," Electrochimica
Acta 215 (2016) 455-465, = QI et al., "Lifetime limit of tris(trimethylsilyl) phosphite as
electrolyte additive for high voltage lithium ion batteries," RSC Adv., 2016, 6, 38342-38349,

10.1039/C6RA06555D1 o 7AAIHo] Tk, o] F/Ee] oAl ol#s OH A7} BE 7b5e 0 AEE %
23k AL olytt,

A71E A T Ao A T A oo, A3 Folx b A A 37F EATo|E, EANolE, T B

Zshel AR dolA, g Fola b HIMAE EA(EUWEAY) =
(TTSPi), EfA(EgWdAdd) zAHolE (TISP), EFHEAREA (CHB0s, TMOBX), H]EA 7=
(VO), uld g 2R vo]E (VEC), WiE# wg tj&xdlo]E (MDS), Z=22-1-¢1-1,3 €& (PES), &F
e Rolgdd 2R o|E (FEC), LiTFSi, LiBOB, 1,3-Z 23 £ (PS), A=Y EH, HWda o
E (OMDS), EFrEA & olE (TMS), Ed U FAHE (TAP), EA(EgHEAdd) Bo]
v EfaHeZ o2 d)Rng (TPFPB), % 29 3o o|Fojxl FoziE Muhcr, Ay 041011*1, £
ufo] 3t &bl xFoltt.

A7 A F Aol AL gt A oA, A3t Folx A HIFAlE TISPi 2/EE TTSPot).

718 A F dole] AL xFe AE oo, A3k Folx A HIFAlE TTSPi 2 TTSPR o] FojR Fo 2 HE
Mg,

A71% A F dole] AL xTe AR dofA, 3 Folx Al HybAlE TNOBX 2 vjddl Jl2Hdo|Ee] =g
o]},
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A A7 = 2 wt% PESE £33t

ox
N
o
po)
o
o
lo
lo
=
o
H
oot
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o
=,
>
ol

gk Fol~ aF H7MAE 1 wth MDS 2 1 wt% TTSPiE 23

718 A F dolo] AL ELEs AR ofoA], NAE NS 1.4M LiPFs, 45 v/v EC, 50 v/v &€Z&, 9 5v/v T

A7 A T e RS E3E AN oolA, gE-2EFE 7S 83 LilaZr0n + yALOsS SHo®

s, o7)4 x& 5.8 WA 7.00]a, vy 0.1, 0.2, 0.3, 0.4, 0.5, 0.6, 0.7, 0.8, 0.9, =¥ 1.0°|t}.

oA, ZE-2=EEE 7P LilaM' M'pZrOr, LiLagh' M'pTagls, =

LiLagh' M")NbgOp = o] ol Fomye A 33t Egoxz o, of7]4 4<A<8.5, 1.5<B<4, 0=(<2, 0

<D<2; 0<E<2, 10<F<l4o]ar, o7]A M' Bl M"2 Ztz} 92 o= Al, Mo, W, Nb, Ga, Sb, Ca, Ba, Sr, Ce, Hf,

Rb, & Ta® o]Folxl Lo wiy Mdedr),

A7 AT A9 Ae TRF AN oA, BE-2E3E P 882 Lilal' M'pZrirE 58O

3l | o 71A 4<A<8.5, 1.5<B<4, 0<C<2, 0<D<3; 0<E<2, 10<F<l4o]aL, o}7|& N' = N"& ZZ =Yz o

Al, Mo, W, Nb, Ga, Sh, Ca, Ba, Sr, Ce, Hf, Rb, @ Ta® o]Fo]xl %giaa Melgc),

718 AT dele AS ZAF AR oA, gE-2HEE 7ML LilaZrAlMe" 02 o] Fol e ziY
714 B<a<7.7; 2<b<4; 0<c<2.5; 0<d<2; 0<e<2, 10<f<l40]iL, 7|4 M

o RRE MEE ol

B A T Ao Ae EF AN oolA, gE-2HBE 7S LilalrAldE o] Folx o RRE A

vy 3l s Eg o sl o 7)A 5<a<?.7; 2<b<d; 0<c<2.5; 0<d<2; 10<f<l4o]t}.

B718 A T oY s ERE AR oolA, 2lE-2EEE 7P LidasZr0p - 0.35A1,0, 0% o] Folxl

o2RE Mg 3k S 5oz &, o] 74 4<x<8.50]t}.

A7 AT delel AS T A dollA, gE-2EFE 7ML Lilaglr0p - 0.5A1,0; 0.2 o] Folx o

25E Aed 3eae S oz g, o] 7] 4 4<x<8.50]t},

A7 AT Ao RS EFS A delA, 2lE-2EEE 7P LiLagZr0p - 0.65A1,0: 0% o] Fol X

omyE AuE Hope 50w shn, ol7]4 4<x<8.50]th,

s

el A, 2lE5-2=88E 7F2 LiLaZr0y - Al0s O = o] Folzl wo =

14
A2 2 5
Aeg ek 5o sk, o714 4<x<s.5olth.

1

=

BN A T Aol A EFT AN oA, HdVIEE AL &) & F o= SRS H AdgE Aia=d
S X33t} (a) 45 vol% o€ FtE2RylolE W 55 volb =&, 4 1.0 M LiPFs; (b) 45 vol% € 7t=
BuolE 9 55 vol% &Z, 1.4 M LiPFs; (c) 45 vol% ol&# =R uylo]E 2 55 vol% &2, 2 1.5 N
LiPFs; (d) @@ Ft2rvlo]E:&Zd 2 1.0 M LiPFs; o714 olddl Ft2rvo]E :&Zee] vl 3:7 X
5:5 vol/vole] WY (e) 45 vol% olE€# Jl2RHYo|E F 55 vol% &%, © 1.4 M LiPFs; (f) o€#d 712
BulolE:&Ze 2 1.5 M LiPFs; 1714 oldel st o] E:&Ee] vl 3:7 WA 5:5 vol/vole] W Y;

lm wa,
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45 vol% olg@ 7hE2RVOE B 55 vol% «=Ed, F 1.5 M LiPFs; (g) 5 vol% THE HE+e
vol% EC; 50 vol% =Z%; 1.0 M LiPFs 2 2 wt% TTSPi; (h) 5 vol% UF-E FEi= y=Z=zd
50 vol% €Z&e; 1.4M LiPFs 2 2 wt% TTSPi; (i) 5 vol% TFE F& tZ2d £F; 45 vol% EC; 50 vol% &
Ze; 1.5 M LiPFs 2 2 wt% TTSPi; (j) 45 vol% €& 2B UYo]E % 55 vol% =&, @ 1 M LiPFs % 0.3
%F AAE (wth E=(EWEAY) Eagto]E (TTSP); (k) 5 3 HAE (vol%) tlZ2E &E7 45
vol% oldel Ft=rHdo]E 2 50 vol% ==&, L 1 M LiPFs 2 0.3 5 HAE (wt%) TTSPi; (1) 45 vol%
g3 JlERyolE 2 55 vol%b &%, 2 IM LiPFs 2 2 5% HAE (wth) EfX(EgWEA) FAdiolE

(TTSPi); (m) 5 ¥3 HAE (vol%) TZEZ £Z3} 45 vol% ol€@d FtERY0E 2 50 vol% £Z, D 1M
LiPFs 2 2 =% HAE (wt%) TTSPi.

ANF A F Ao AL EFF AR delA, AYFE AL sy] £ F ojn FpRYEH Agw i
S EFET: (a) 40-60 volh oD FEZH U] E 2 40-60 vols EZF, 2 0.5 M - 2.0 M LiPFs: (b) 40-60

vol% o€z 7t2ro]E = 40-60 vol% <Z, & 0.5-2.0 M LiPFs; (¢) 40-60 vol% o€ 7tE2HYo]E 2
40-60 vol% =Z2, 2 0.5-2.0 M LiPFs; (d) o€ 2R vo]E X2 9 0.5-2.0 M LiPFg; 93714 o€

FE2R o] E & E ] B]&= 3:7 WA 5:5 vol/vole HLIQL; (e) 40-60 vol% d# sF2HUo]E 2 40-60
2 0.5-2.0 M LiPFg; (f) o€ Jt2RYo]E:&Z&& 2 0.5-2.0 M LiPFs; 97|14 og#d 1=

BUlo|E:&E o] v 3:7 WA 5:5 vol/vold HIY; 40-60 vol% ANE#A FF2HYo]E 2L 40-60 vol% =&
@, 2 0.5-2.0 M LiPFs; (g) 3-8 vol% Y€ T U2 %3 40-60 vol% EC; 50 vol% =& #; 0.5-2.0

M LiPFs 2 1-4 wt% TTSPi; (h) 3-7 vol% T¥¥ i UZEH %E; 40-60 vol% EC; 40-60 vol% &ZT;
0.5-2.0M LiPFs & 1-4 wt% TTSPi; (i) 4-6 vol% TIF-¥ H& tlZ==3 <¥&; 40-60 vol% EC; 40-60 volh =&
2 0.5-2.0 M LiPFs 2 1-3 wt% TTSPi; (j) 40-60 vol% ol€#dl Zt2HUYo]E H 40-60 vol% &, E 1
LiPFs ® 0.3 5% FAE (wth) Eg=(EgWgd™d) ¥230lE (TTSPi); (k) 4-6 53 HAE (vol%)
22 £E3} 40-60 vol% A€ Ft2HYO]E H 40-60 vol% =&, 2 0.5-2.0 M LiPFs % 0.1-0.6 =% 34
E (wt%) TTSPi; (1) 40-60 vol% ol€# Zt2H|o]E 9 40-60 vol% =Z<, 2 0.5-2.0 M LiPFs 2 1-5 %
HAE (wt%) E|=(Egvgdd) LA90lE (TTSPi); (m) 4-6 53 HAE (vol%) YZ=ZI &E3} 40-60
vol% g3 7F=Re]E ¥ 40-60 vol% =&, % 0.5-2.0 M LiPFs 2 1-3 &% HAME (wt%) TTSPi.

B7NE A T Ao Ae EFT AN dolA, ArIsE AL g7] &4 F oj= stuENEH AdEE Arsd
S ¥t (a) 45 vol% olEd FF2HYolE H 55 vol% &%, 2 1.0 M LiPFs; (b) 45 vol% €& 71=
BulolE 9 55 vol% &, 2 1.4 M LiPFs; (c) 45 vol% olg@#d 7t2Ro]E 2 55 volb &, 2 1.5 M
LiPFs; (d) olgd#dll sl2Rdlo|E:&Ze, 2 1.0 M LiPFs; o714 oE#l sl2Ryo]E&ZE ] Bl 3:7 WA
5:5 vol/vole WY (e) 45 vold oldell Ft=2RYo]E 2 55 vol% &Ze, 2 1.4 M LiPFs; (f) olEg#d 712
HYo|E:&Z @, 2 1.5 )M LiPFs; o714 odd gl2Ryo]E: & &2 Bl 3:7 WX 5:5 vol/vole] HLY;
45 vol% ogd FF2HY|o]E W 55 vol% <=¢, 2 1.5 M LiPFs; (g) 5 vol% TlHE H= fXz2d &3¥E; 45
vol% EC; 50 vol% <Z%; 1.0 M LiPFs 2 2 wt% TTSPi; (h) 5 vol% U¥E Hi= UX2F &3E; 45 vol% EC;
50 vol% &=Ze; 1.4M LiPFg 2 2 wt% TTSPi; (i) 5 vol% UF-¥ Ex tZ23 &F; 45 vol% EC; 50 vol% <
Z2; 1.5 M LiPFs 2 2 wt% TTSPi; (j) 45 vol% €& 2R Uo]E 2 55 vol% &2, 2 1 M LiPFs % 0.3

=2 HAE (wt%) EA(EgHEAY) LA90]E (TTSPi); (k) 5 vold YZEZ %¥E3} 45 vold g 7}
ZHY0|E 2 50 vol% =&, @ 1 MLiPFs 2 0.3 TF HAE (wth) TISPi; (1) 45 vol% €& 7= H Y]]

E 955 vol% wEe, % WM LiPF % 2 F% SAE (vih) Eelz(EWddd) £2stelE (TP (n) 5
23] HAE (vol%) HEzW EEI 45 volb o el F=Zuo]= B 50 vol% &&=, 9 1M LiPF, % 2 5%
HAME (wt%) TISPi.

A71e A S Ao AS EEs A dolA], Ad7|ste A& 40-60 vol% ol FF2RY]E HE 40-60 vol%
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[0147]

[0148]

[0149]

[0150]

[0151]

[0152]

[0153]

[0154]

[0155]

[0156]

[0157]

[0158]

[0159]
[0160]

[0161]

[0162]

[0163]

[0164]

4G A F 499 AL
1 0.5
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Z3s AdB oA, A3k AL 40-60 vold AP FFERUYCIE 2 40-60 vol%

5-2.0 M LiPFs9] &Ne xdsle MA=NS x3slo).

A% A delel A e Q% Aol A, 17188 AL 40-60v0l% olFA F2HolE P d0-60volt
e TFaE AroE TP

Zg, 2 0.5-2.0 M LiPFs2

A JtER Yol EEET,

El =i}

f} = P2
gy Ft2R Yo E:&E e v 3:7 WA 55 vol/vOM HeQl &S 233
ZEE AR do)a, A7)EE Ae 40-60 vold o€ FtERYCIE = 40-60 vol%h

g JlERY o EsET, ‘;‘ 0.5-2.0 M
WA 5:5 vol/vole HEelar; 40-60 vol%

X AR o)A, H7]sket A2 3-8 vol% UINE EE YXEd £E; 40-60
vol% EC 50 vol% #&eh; 0.5-2.0 M LiPFs % 1-4 wt% TTSPi9] 95 X fste Air=odS et

4G R % Bl AL

vol% EC; 40-60 vol% &=&3; 0.5-2.

4G R % Bl AL

EFEE AR Gl A, A71sker AE 3-7 vol% URE H UEZEI EE] 40-60
OM LiPFs % 1-4 wt% TTSPi®] &9& EFste Ar=os xent

=
vol% EC; 40-60 vol% 4Z%; 0.5-2.0 M LiPFs 2 1-3 wt% TTSP14 LS F33= LA NS LI

AN R F ool A%
$Fd, 21

AN ool A, e Folx el ®
AR ool A, FF Folx o REEisiH A
o] welo] AAHTh

ok

o] welo] AAHTh

Z3s B oA, @738 AL 40-60 vol% AEd FFERUYCIE 2 40-60 vol%

M LiPFs 2 0.3 TF HAAE (wt%) Eg=(EWEAdd) x23mto]E (TTSPi) ] &S E3she

FEGE AR oM, d7]Eker AE 4-6 F3] HAE (vol%) Y= EE3 40-60
2 40-60 vol% #EF, % 0.5-2.0 M LiPFs & 0.1-0.6 T HAE (wt%) TISPi<

e A, d718e AL 40-60 vol% ol FF2HYo]E E 40-60 vol%

=]
B
.0 M LiPFs @ 1-5 % HAE (wt%) E=(EgWgEad) s~ JJr J|E (TTSPi)e] &99& X

S AR dofA, H7|set A& 4-6 FI HAE (volh) TZ=EI £33 40-60
2 40-60 vol% =Z2, @ 0.5-2.0 M LiPFg 2 1-3 =% HAE (wt%) TTSPie] & A

F-2EHEE 7P dajdo] Edol AAEG.

% shtel EWg 2E elE-2EBE /b wA-de A2
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ANE A T Qe AL TG Y dlolA], FF Folx A HIbAE BORF-E OH AlEelrt,

AN AT Aol Ae EFI AR colA, AF Folx AF HIME 37 RAIO|E, ZAIO|E, HE B
ol E 3l§=oltt

A7 A F d99 AL EFZ AR oA, FF Folx A HIMAlE EfA(EgWEA) FAdlolE
(TTSPi), Ed=(EguWdEAd) EAHo|E (TISP), EFHEAREA (CHB0s, TMOBX), BIE# JIE2R o] E
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E (DY), EgHgd LHolE (TMS), Exjdd I Ado]E (TAP), Eg|A(EgWEAd) Byo]E (TMSB) &
E EgaFgEFozad)Re (TPFPB), @ 18] %3 o= o|Fojx FOoRRE Adwr),

B718 A T oo s XIS AN oo, Ag Folx 4F HIEAlE TISPI 9/%E TISPoth.

A7 3 F oo Ag 2 A oolA, A Folx b HIbAlIE TISPE 9 TISPRE o] Folx o2 HH
et

BN A T Aol As TR AR dolA, BF Folx AF HIbAE TMOBX R vl SR R0 =S 235
ojt}.

A7 A F Joe AL T AR dolA, g Folx A HIAlE Veolt}.

A7 A T Aol A X AN delA, e Folx A HIEAlE VO B MMDSe] Z3jolth.

A7 3 F ol A xS AN dellA, e Folxs AF HIbAlE VO B/EE= PESO] ZFelt).

B71e A F oo g Ee AN oo, g Folx A HIMAIE PES, MDS, ® TTSP] Z3heltt.
71 A T 4o A X AN delA, Ad Folx A HIMAIE 2 wth PESE EFTH

A7 2 5 Aol RS I AN ojollA], ek Folx A HIMAIE 1wtk MMDS B 1 wth TISPiE 23t
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F 0.5 wt% WA ¢F 1 wth= AT fdo EAsct,  AX oo A, TTSPi= oF 1 wt% WA °F 2 wt%= 7
L gdlo EA|g},

AH ool A, MMDSE= ©F 0.5 wt% WA F 4 wt%, <F 0.5 wt% WA <F 3 wt%, 2F 0.5 wt% WA F 2 wth, ==
F 0.5 wt% WA <F 1 wthe= A= LA &3}, dHF oo, MMDSE ¢F 1 wt% WA <F 2 wth=E A
ol gollo] =i},

A7 A F dole] AS EFE AR dollA], AL=ALE ok 0.5

4 wth TISPiE X3tk A7k A F A9 AL st A oA, Ax=de ok 0.5 wth WA oF 2
wt% MMDS 2 0.5 wt% WA °F 2 wt% TTSPiS ¥&3hh. 7|3 A o] AL AF3 AR oA, ANr=
oho ok 0.5 wt% WA ¢ 1 wt% MMDS 2 0.5 wt% HA °F 1 wt% TTSPiS X3+

AR oo A, FAE=He oF 1:19] wt$% H|E MMDS 2 TTSPiES X Fstth. UF oo, FAHr=de oF 10:19)
wt% Bl U] 2F 1:109] wt% H]Z MMDS 2 TISPiES X &3tc),

718 A F A9 AL Xas AR oo A, NAENS 1.4 M LiPFs, 45 v/v EC, 50 v/v &Z&, 2 5 v/y

A7 A T Aol As T AR dolAM, A2 Sl oEdl FFERMOJE (EO)olth. A7IE A T 49
o] AL EFF AR oA, A2 Srje todd Ft2rR Yooty AE A T Yoo AL T AR
del A, A2 = drlE FFERYolE (DNC)olth.  7Id A & deole] AL g AR dolA, A2 &
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A, ASR2 45CelA] 90, 80, 70, 60, 50, 40, 30, 20, H+ 10 Szcm2 n|gko| T},

ANH A F dole] AL ¥aH AR oo A, ASRS 45TolA 30 @ cm vEo|T, AR eol A, ASRL 45T
oA 10 Q cn’ BlErolth, AR ool A, ASRS 45CHIA 5 Q cn’ ©lEolth,  AlE ool A, ASRS 25Tl A 30
Q cn’ WlgkolT. A ol A, ASRE 25COIAl 10 @ em wgkolT
2718 A F dole RS ZTIE AR oA, ASR SHAALS & 2 E T 50 AAE ulel Tl R oo
A, ASRS: 25TCIAl 10 @ cm’ H kol T},
VIIL. A 2 2

oA, o AAE W EE el ArIse Fx7F 2ol AAET,
e A, Edel AAIE Mr=Ng 23fete W7|ste Fx7F Zddl A AH
oo A, Bl AAlE 2% #E-2EEE 7MY vhebs 3838k #7188t A 7F el AAH).

_\?_
_\?_
_\?_
QR oolA], Bo] ANY A71FE FAZ B A7) o] weldl A
_1?_
lg

QY oA, welo] ANH AAE E-2EA Y ke LeeHs 07] Aol Kol A

vl Aadel AFE DS BeHa BAL, A7 EAA @ A7)se do] 4.2 xdelA FAE )
JE-2E98 e Ew St Ae] Melst EW EReds ¥ AzruelEe] A4 &3 ANFrHe
A& A g

B AR oo H, ArcHozYE HE el Aol Frhstel, TIPI (Ee-Eeu@Ad T vtolE)

[e]

=
o] H7b= 2E-2EEE 7P aA-dE Eewel S 4.2V 2ol Ak (AFshel dia) bgsia)z)a
BE3TH o5 Bol, Ad 2 wt% TISPI &4 3ke] 7= (ECS 5 1.4M LiPFe)&, TISPi A at¢] ECS A

a3t wjal A, 4.3V, 45Tl 39 8L 7] A A Foll muk g Aotk o7k 2xdelM AHiEe
A s TIPE WA HA] she] 199 ~5 Qeem oF HaLshe] 1AW ~1 Qxem W Z7b).

IX. AAo

Aok, sletEd ) 9 S22, &Y BAYA gv 3, AFFeR FYETt. 394 A HAEHoY e st W=
(Showa Denko) ZH-E FYU3FA . AL A7)|ster FA97]+= ol=2W A9, A7) dads F33E4
WO(EIS)2 wlo]&= A YMP3, VSP, VSP-300, SP-150, H¥ SP-200°.2 Fa3t9ith. A= @A 7AAN= FEI &
EF(Quanta) SEM, &9 ~(Helios) 600i, T+ Mz 9 *~ 660 FIB-SEMO.E <33l ctt. XRDE B F7 D8 o=
w2~ ECO(Bruker D8 Advance ECO) T+ 217}t vy =2~ (Rigaku MiniFlex) 2914, Cu K-a HWANA, 6mm &%
Zo A}l AET 76 s Bl ARG 0. 4% A Ao R, AL £yEgY. HAEE oE v »
5o FHNE Y 2uE (Anton Parr Modular Compact Rheometer) MCR302 Aroll A9l #H| &z A Ao o =H3+
=

U2 #HFH (Retsch) PM 400 ZAUEy & =S AH&3te] stk 32 94 Alo]AE]H (Fischer
Scientific) #¥2~ wA Z 8 (Flaktek) AT = "lA, e A WA (Prinix {ilmix) 23715 A
g3to] 8Tt A" TQC =2$-the EHolE Aol A 3 dEE2 INC Y oA 3
skt 3 Ade Z@ub(Horiba) 5e: w}2E]7H(Partica), 59 W& : LA-950V2, Auk M3 : #olx Akg
PR A7) FE AT A ekl

) X
|
p=h

¥
o
P,L
;.u‘
O
m“é -i

XA FAA BFEAHE (XPS) 542 AE AFo]AE] = (Thermo Scientific) B9 K-&3} 1 XPS 7]7] AollA 33
STk, 1486.6 eVl XA oA S 2 WA W Al XHAS 400 pne] 2E A=z AgA. AL

F9F W] 714 ghEe 2410 mbar olskolt,
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shupel AlglzdAE, el Jt2RYolE W & ¢S Zb7h 1:9, 3:7, ¥ 5:59 FIu|2 Z3siglt). o] A
gz ZZte] AMZo) thsk ArE = 19 H= g AAH girl. 20T Z 1000 [1/s]9 Awk E£xof A,
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e Ft2RYelEaEd &40 Hiex 5 WA 11 nPa-so] Heleltt.
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| AAEl 9Tk, 20T 2 1000 [1/s]19) A SiolA | g wE

AR 2: A7) EA W A S ArTAL ke Ar)ske Ao Ax

359 AMAEN §ol (L= N A ALEN & B, F L= & O)F AT, §HNS WA &
g3k thooll, BE 9 2 HIHAE wpX el Hrbekith. HuRAlE, HUMHAVE ZobE Aiase oo e o)
H Ay y|Fog Hugch, fdo th3k &1 RS JJLroh folo] E By tfu] Ry J|FOo® HI
A},

AAh=d W AE 45 vol% o FFERVO]E U 55 volb #E ¢S XU, AMr=NS g 1M LiPFs
< XF33T).

AT d Lol B= 45 vol% d€d Fl2RU0]E 2 55 vol% =ZS L3819t Hi=de w3l 1M LiPF,

2 0.3 TF HAE (wth) Eg=(EHEAd) E£23to]lE (TTSPI)E XTSIt

Aol gl (&= 5 H3 Ji AE (Vo %) \—Auie giur 45 vol% oﬂﬁleﬂ 7}21&] olE @ 50 vol% &£ZTS
gl o

- 2 .
FFe Az, FFe BFE 52U Pl adheen’ 2YS BRI BY e T

L& 9
S dlgF 70 vold® 7HATH. AATE AAG s, Ar=d

% o
)
o
N
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(ep}
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Do
Do
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ol A, B EE CE ISAF .

F-2HE" 7 kel ) -dE defd BEuhs Azt 29 A dEo] BRE 545 Y3 2 A
o2 B Hx=z ¥3d 2018d 59 Yo F/E vIF EF =Y T/ H3E US20170214084A1 (e WA

ANNEALED GARNET ELECTROLYTE SEPARATORS)®] EA Hx}2 o] &38}%t). gE-2H3E 7MY v‘%%}%
AzsR ot 2A4E ZE-2HEE 7MY 22 sy d-E Aol g8 Alxzsin. WA, flF EFAE
(LioH), &Fvw YE=ZIE [AI(NOs);9H0], AZFYol (Zr0y), B HEFE SAE (La0:)E T4 94g] &

7} LisiZrilas012t0.541,0:%) 23Eo] HEF AFSA (5, AP)sta 3. o 2FES £Feta, &
-8 7l D 7r0, U wiAE AFEste], Z¥Eo] 100 nm - 5 um9 dyy YA 7= 7HE wjzbx] EHEA

we A sh §7 29 (Rhodaline) EAAIS 9 TaA Y. wSEe Wy x
AZEY g, WHE SR dy A A71Z FAFE.  olojA, Wy

5!

112)
o -

< &FHY Erkde] Wi, B A4 wEEF FHE3A e AlojE 4bst #917] & b St
AR ek 900 (900C) el A AT, &4 T4 JF &0 Bk oyt BikAl, A¥A, 2 AWgHAE
B/ A A&AZT. A4S 7] whgEo] WhEEtEE st wE-LEHPE JHES A, &4
ARE] Aoz Wzte Fo 15 4Fy =Y ERE AU, A4ES X4 2 34 (XRD) B 27
9 AR ANAANE ZRE OaR 24 Az s SARNGUT. o A4Ee £48 AF-~EFE Y
o7 AFHM, tHeF LigZrola0+0.5A1,0:%) A4S 2kt

ojolx, WA AHE BAEES 7HAAl (S160), AdAl (B72)¢F Edtetltt. A2 Alg=oM=, ofad, &
guld e D (PVB), T ZEH|dopAHolE (PVA)E ARSIt &ule dEldE oHZ/HEgS| =2
(DME/THF)¢] &3=o|dtt. f7] AR &8y 10-20 % HAES AT, Sedg)e A= dief

KX
Liz1Zr:Las01210.5A1,0:9] A@2S 2= A 249 2 E5-2e3E 7M.

ojojx, &dEl Ef=E HlolZ AAYste] AWMAAA, AdA, kA, R EZabAler 29E, 245 AAE
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2AHAE &2 gEF-2H44E 7149 10 um - 200 pm 9HeS A 23T
[0344] HolZ g s AXHTE T o8 AAFHIAIN AAFA= @ Ax ves wrkE ol
P in=
[0345] u7bg 2g 7l Al AlE ZolE Atolo| Fai, ofEiH0 E3E] TAE LEdA ARAAITIL (24
HA), olojA] ol2 i, EFES FTHEY 6AIZF T 1200C 2 7SR (&2 ©A). AHE ZHolEx
AARo= 9o A YLo] RE 2HS 9 1 AFow Bo Hzw ¥ad 20163 10€ 20U 2=
A PCT 53 37 ¢ WHZE W02016168691A1 (el w=]: LITHIUM STUFFED GARNET SETTER PLATES FOR
SOLID ELECTROLYTE FABRICATION)ell A|AJE wle} Zo] ALEE T, AH Z#lolEx MEHZ IA4HE 2 F-2H3
H HJer F2 FAHAT. IR AZdAE, vrke 9E B4 A4 dEEI HEsta e Alod
297] 3ol 6A17F EQF 1125TColl A A2AA ).
[0346] g A
[0347] 359 & AL Az
[0348] a. stue] =S ANATd A Ao HAA 7|, BE-2EHFH M uA-gd ER Hol mix sk, 39X
Aol 453kt
[0349] b. e F=5& AMNA=N &9 Boll HAA 7, E-2HFH 7 uA-Fd E2 fol wixsta, 39X
Aleof WA
[0350] c. stHte] =S AMATd 8§ Col AAA7|, BE-2EHFH 7 uAx-Fd E9 Yol mixsta, 39X
Aol U3
[0351] dF 55 9% 2709 459 vhdg] "ol -2 MY nA-dE Beld oz SEAZY. YA
3d SHF HAAE ool FHAIFTH
[0352] 7188 2~89g A REE oo §E Zhe I A YR FF dEsdn. AL ot s T
g As mpdet(Mylar)] 7FE-E% 3% A o d5sk3iTt.
[0353] A7lskst A 45TCAA Hd 304 B AF AF sholl 4.3V (v. Li)ollA FAAHT. = 20 AAIE nje} &
o, 4wk M3k AR 2 wt% TISPi 2 5 vol% A3 &F (JZ2F £EF) F-4E 2t A E dhshe
Mz & o] Aol 71 whokeh. TISPi A7HAl A (HE=< 89 A) dte] d7]shet AL 27] ASRe]
) 30x7H4] ASR SHE zZte= o g Iy NAhed gl B= Fia=o gl A9} Co] ASR Alole] Fo
Zk A3k ASRS 7HATH.
[0354] Ao 30 g1 7)slsr Ao A
[0355] oy A
[0356] MEEN &H A B, T Col AAE =8 #EF-26FE 719 uA-dd E29 o Zol&e tid A7)
gt AL Azttt
[0357] A7|slet ~8le Al QREZ oloXE EAEE zhe Adze A Yo F "B, = 32 oE A
Aol 2HE FAS AT, AS TS by ol wrh. o]y e FAA, MAT-ANE-7IY A o]
A 2=z A oA B9 4= vk, NC-7F-NMCe B3 288 94 oA #&EEE= tE duda
Hhg-o 2 RE gAEFAE AW A A FAS 71 s, S mEor FEH317] do 3.9v=
FAsT. 3.9V AR i 50% T FHE UEha, 2AREE AdeA = det de A M
Ast AGzHY FHEF g},
[0358] A715ker Ao disf A7) dudx EFEAHS Y5, As 40l AJA| = o O =9z
Aol RIS 2782 7MYl sl Ad Agte] o]t FAHS 7MssiAl gt
[0359] T 5E Axd 9 hH A7Eksk Ao ASR AE AAIETE. FF Y Ar=de d-e] HAAS 0.3 wth
o TR XFggtt. EA Algz9 Al ANA=de oF 50 ppm HFE 233181
o] 2o gujo]XE FAw Fo AR FU R, dyda BFEAYP 8 SAE upel o],
At Aol Z7el #HHYE AR AT, TISPi A7 AE FE-2HEE 71 ¥d ZTFod3}
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81. AAYH 55-80 & o= 3ol QoJA], g Folx~ 4be] F, OH, HF, R/E+= H09 BAXH o2 Ajsle
82. AAIYH] 55-81 & o] shufoll QlojA], gk Fo]x Ako]l F, OH, HF, ¥ H09F AAHo=Z Afste A
83. AAIFH 55-82 T o= Ffitol]l QQojA, Agk Folx Ato] EE-2~EEE 7Y iy AAHow Hs)

Ql
84, HAIYH 55-83 F o= sl loiA, AgE Folx Abo] 1xlo] ElE HA(HEFLEAEENEE)oH =
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(LIBETL), H]|A(EgZF e 2v|eh)<«Eolu]l= (LiTFSI), LiBF,, LiAsFs, ¥ 2§ HA(ZFLoEs¥d)on=
(LIFSD) 2 o] Fojzl wo 2Ry My gF o Zddste ARt o AsiA ge-28H3% 74 1de] 2
sl el by |

L shutel lolA], e Folx ato] HRRN-EIS] F AES Wy,

o]
86. AAIFE 55-85 & o] dhitel glojA], 7k Fo]x ato] HOREFES O AEIS ¥
o]

L oshbel glolAl, 4e Folx dbo] 37h mavteE, maolE, Ei welolE 3

88. AAIFH 55-87 T o= Ffitol]l SlojA, g Folx jbo] ER|A(EWEAR) EdolE (TTSPi), EE
S ) XA OlE (TTSP), EFHEAH =2 (CHeBs0s, TMOBX), H|E# JFF2HU0]E (VC), H|Y o
g3 JF2RY0lE (VEC), e wE tsizdo]
=

E ( MDS) Z2x-1-9-1,3 &% (PES), ZFe=zddd 7}
BYle|E (FEC), LiTFSi, LiBOB, 1,3-Z =23 <& (PS

SA=HEL, Egugdl ol (INS), Eg

Y E2A¥olE (TAP), Ef=(EdWEAd) HolE (TMSB), EgaFegEFo29yd) B¢ (TPFPB), % 1
o] xFo =R o]Fozl FoRRYH MYy = Zd WY,
89, A AJekE] 88¢) glojA, 7 Fo]A Aol TTSPi W /m:= TTSPSl

90. AAJke} 88l ojA], sk Fo]x ko] TTSPi & TTSPZ o] Fojx Loz E Helxi= A Wy
91. AAIFe] 879 UoJA, Zek o] ko] TMOBX E wld# Ft2Hdo]ES] gl Wy

92. AAFE] 879 AAA, Fek Fo]2 Abo] VO W

93. AAIGFE 870l oA, Agh Folx 4bo] VO 2 MMDSS] Z3FHQl .

94. AAFE] 870 U], ek Fo]x Abo] VO Y/ PESS] z3Hel WY,

95. A e} 870l QlojA], Zdk Fo]x ko] PES, MMDS, 2 TISPo] z3hel whi .

96. AASFE] 870l QlojAl, Zd Fo]x Alo] 2 wt% PESE EdralE A<l Wb

97. A e} 5500 QlojAl, A3 Folx Abo] 1 wt% MMDS 2 1 wt% TTSPiS ¥ 3al= 21 Wy,

98. AAIFE 550 SlojM, M=ol 1.4 M LiPFs, 45 v/v EC, 50 v/v &%, 2 5 v/v UFEaEs

bl
i

ol
o

rlr
A,
-0,
i
z
e

99. A Y

100. A% 55-95 % o= ashvjel oiAl, Bl E-=ERE Aol F8H4 LilaZrOp + vALYS 540 5
W, o714 x= 5.8 A 7

101, AAFE 5595 F o= shbel AolA, @E-2EBE 7o) LiLa Mz, LiLagl M'Ta0e, 2
LiLagh' M"pNbOp 2 o] Fo % o 2 HE Aey 3seas EFow 3m, of7]A 4<A<8.5, 1.5<B<4, 0<(<2, 0

.00]a, y= 0.1, 0.2, 0.3, 0.4, 0.5, 0.6, 0.7, 0.8, 0.9, =+ 1.01 W

<D<2; 0<E<2, 10<F<140]ar, 4714 M' 2 M"S 247 5¥& o= Al, Mo, W, Nb, Ga, Sb, Ca, Ba, Sr, Ce, Hf,

Rb, @ Tam o]Foq FoziH Adn: A3

102. AAFE 55-09 F o= shte] QolA, PE-2EFE 7ol LilaZrAlde' O olFold Fomie
M

MElgE 3}ehd S ERo g | of7|A 5<a<7.7; 2<b<4; 0<c<2.5; 0<d<2; 0<e<2, 10<f<140°]
Nb, Ta, V, W, Mo, ¥ Sb& o]Fox Fo2HE HeE F4 vy,

K
2
N
2

103. AAIYH 55-99 F o= slupel oA, B EHE-2=HBH 7] LilaZrAldiz o]Fo3 Fo2HE A8
H 3letalSs ER o & o) 714 5<a<7.7; 2<b<d; 0<c<2.5; 0<d<2; 10<f<14¢] ¥y
104. AAJFE] 55-99 & o= Shitol] oAl B H-2EBHE 7FHo] LiLasZr0y - 0.35A1,0, 2.2 o]Fo|3 o

259E A9 834 5o s, of7]4 4x<s.59 ¥

_43_



[0497]

[0498]

[0499]

[0500]

[0501]

[0502]
[0503]
[0504]

[0505]

[0506]

. AN 55-09 F o= shupel gloid, eF-2EY
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AA Y 55-99 F o] Flute] lojA, BlE-2FHFE 7lUlo] LilasZrOp - 0.5A1,0:; 22 o]Fojx o2
Aey gehals EFoR 3, oA 4<x<8.5%1 W
. AAIYE 55-99 F ol syl dojA, BE-2EFHE ZlUlo] LilaZr0p - 0.65A1,0: 22 o] FojZ o

2 8kv, o]7]A] 4<x<8.5%1 WH

% 7}@10] LiXLangz()lZ '

B dulg setas 5oz s, o]7]A 4<x<8.5¢ WY

114.

FF3h AESIL i AE-2EE Y AaA.
v
T

shbel elE-sEgE A AsanA,

A, Agto] 5V (v. Li) wwkel b,
A, 7718k S 0 WA 4.5
Holl o] Alzxe H7]shst A,

CEE 112 3 ol shtel AY)she 4w AA e 1089 dE-2H3HE A Aed

AAgE 139 AFAA WE S Edehe 1Y) 2,

vl

14 -
1 -
12 - -
i —{
10
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3
6_.
....O..
4
1:9 3.7 55 7:3 8:2 9:1 H]
JdEd FtE2H Y o] E: =Z&: dd £
=E g &&

_44_



10-2021-0089713

5

=

=

H

e
[=)

Atsta T3# A3k ASRdc vs. 73 #A A3 ((L:hrim)

A71A

— ECS454 A
-- ECS454 +TTSPIB
— ECS454 + TTSPi+ A9

SEC

_45_

] 1 H ] H ] i
0:00:00  :5:00:00 10:00:00 :15:00:00 :20:00:00 :25:00:00 :30:00:00

& 4 A7t ((L:hrim)



k1
N2
(VA

7hd o

LRtk DA A Ay -y

8mm NMC (4mAh/cm2, 3.9V)

RV
100 -
" 744 Az
} Ast st
j 93 Ag AL
% 50 - s g g
Q ¢ N
N  C—
0 -
o 100
Re{Z)/Ohm

_46_

ZIHSd 10-2021-0089713



10-2021-0089713

5

=

=

H

e
[=)

R2 < (ohm}

H X i =S = =

ECS% | ECS% | ECS% | ECS% { ECS% { ECS% | ECS% | ECS% | ECS% | ECS% | ECS% | ECS & {7l
1M LiPF8 | 1M LiPF6 +{1M LiPF6 +{ 1M LiPF6 +} 1M LiPF6 +] 1M LiPF6 +} 1M LiPF6 +} 1M LiPF6 +{ 1M LiPF6 +}{ 1M LiPF6 +{ 1M LiPF6 +{ 1M LiPF6 +{ 8 <4
S50ppm [ 0.3 wi% | 03 wt% | 03 wi% | O0.3wi% | 03 wi% | 0.3 wit% | 0.3wi% | 03wl | 0.3wi% | 0.3wi% | A4

HF LITDL | LiTDI+ | TPFPB |TPFPB+| HMPA | HMPA+| J2d (D +] TTSPi | TTSPi+
50ppm 50ppm 5C0ppm 50ppm 50ppm
HF HF HF HF HF
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