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ulio
TH

o)

o83 o sen
2017 SHTstL 37| 233t 2013 S-St SI5EE sk (SHA

(A - 2018 SME7 SR LRI Z Sk (BEAD)
2022-5424 st MAart=stit ! 2018-2019  POSTECH (Post-Doc.)

(MAD - 2019-2020  Stanford University (Post-Doc.)

|\/I 2020-34 Sty SEoStEstt 24

OEA SR 7|E A 34 H6 520239 12

465



466

OS5 H

| | 21§ 7I8HHHEfR |8 D EAE MoHE A2 AT

(a)

on conductivity

#== | Decomposiion
Gas production
;.? Flammable
S " The |
i Liquid electrolyte Safety | _ stabilty

T™ loss
Unstable CE|
& Structure

Unstable SEI
Dendite e

»

Anode degradation
Lithiumanode” " Cathode

ﬂ

Electrochemical / . Interfacial
stability window /N ~ property

/

Electrolyte
decomposition & volatiization

,/

Dendrite formation

(b) Confined
" liquid electrolyte
(trace amount) M Good contact
. 0 - towards electrodes
|
g
s o S e L} volatilized
6 4 .
< Stable under high-T
T Nano porous P
b Safe and stable
‘anode host matrix o
Quasi-solid electrolyte
= = o = [ &
a1, (@) 7129 WHRSHES ALZY2N RELl= o 2/,
2 = = A 4
(b) 203 sz 2= 2|8 22 siEf2).

carbonate) (PEC), poly(propylene carbonate) (PPC) £0©]
Ao polyether 7|9t ALRAR= 2l ¢ol20] ALEAF AKES
ufet Sg3 4 Q& Hi 9] Ato|EES A|lFgict >0

TEA} tjEZAE AFRS}o] A 23 A5 Rlo] 7Exof &

=

Exe thet 2t} 1) B2 /AA Zwg A 1, 2) At
A AR HE ™ s8] Fotof s, 3) At st

& $F 7MAI0, 4) 2H, 718k Aol #, 5)
Ao} 71 o]ste] LEoj|A] o] AT =7} zolo} st Eo
2F o] olF ot A &2 o2 XJEEL =
ZaNF|a £5 A5 FAAFITH AT Yrtet nEA}
A Aole] ol A= 9lat 94t 11% 22 o]
Aoz QIF WAst: U A AL Li 7|8k vig g
28 Holoj| 0|48 At =3t nEAl Mol 2ot
Ql 2431 7|AA ZEt 2E ol L‘?:}/‘5‘31 Aol

A% Aje] B3 WskE A 4 9 Bt ohfat uiEi2)o]
g Qhn PHAS AL 4 9k B2 el
shebA) A

al

Hol uhe BHeM 1) A 28 A8, 2) B3
o] Tsto] 217} Yo s

e &
B
rZi o

SR

2.2 711 E 53 In-situ I EX} ’.‘iéﬂ
A 182} A5 (GPE) -2 oA et 2| A
(SPE) Ato]e] E3t AJEl=A A % 6H7§a_ = %‘%
A AR s o] AlRHE o] A/dS AHAlsH] Hoﬂ
A=Ak, A SEA} s ;fz} tHESA, SF 4,
7HAAIRQ] A g, 571 FAAAILE 22 37 A 2 718
8248 AEH AJ2o|A 1.0 mS cm™ o)) 9453t BlF
ol A==t §A sRAre] 71A1A g FAlol Adt
dRrA o= A nEA A2 S, 294 A =&
M| i) 7tag 53l AojAH o] 2 Hhgo
ofsl] AR 7kl ¥hE-5 Bl Al A SLEAR s
71A B/ & /do] SA] At 37idollM 2] 2]
4 25t olet elE A A2 9 2014 PMMAS

ru!
1)
0
L"',

Polymer Science and Technology Vol. 34, No. 6, December 2023

a
@ Polymer precursors: 95.05 wt% MMA + 4.75 wt% or 1.95 wi% PEGDMA* 0.2 wt% AIBN
u% pr
)\’( < \’HLP /\* \"/K AN
s n

[mm/ polymer precursor | o (90 wi% (LITFSI buscd, ECEPC shetnolyt) |

o] Ba¥ uf QJrk? :E A}
I A=rt 2 H[E4ASH methyl

methacrylate(MMA) 7} AFSEIRlOoH, =&
FABEAL 71414 B43-2 TIAIF171 98l poly (ethyleneglycol)
dimethacrylate(PEGDMA) 7} =UEIATHIH 2). 3-20fA]
o5l 71pEsfoll £743 LITFSI A AMg3to] 743
BolsHA Fom, U2 IS 7 8ull(PC/EC) & AREStod
ZAsjAo] A YiFol] aipAHom TS 4= lA shich
AAZ, PMMAT A BIGAM] s & 22hs] 7)o
Ehtd 718F A el F47T Holuk MMAE ARSSHA
S A 8he] H=TF GopA|RA A Wi 28740l
ShAJE 2~ olq.9 m.a]-;\-] }\HIHH A 7B} AF|AL =2 o]l
0154 714 20 ‘ColA 3.9 mS cm ™ol Eoh= 243k o] 2
Ae=d 9 4= Ut =3 9431 A =02 Q15
2.1 mAh cm™29] A 22 7}A] & graphite/LiMng 33Nig 33
Con330:(NMC111) A& 41 Abo]E B2t Aoz &
W 4 AT

J2iu;, PMMA 7R GPES] &= P 7IAIA A=
o1 745] 7)d=]ofoF 51, Ao A] i LB 4-8517] 2I5H
7k poly(acrylic anhydride-2-methyl-acrylic acid-2-
oxirane-ethyl estermethyl methacrylate) (PAMM) 7|5+ GPEZ}
2714 0 2 ATt Poly(acrylic anhydride) & PMMA
7|5k A& 2l o] HiE & HsiA AEEA -

S5ty anhydride 9 acrylate 122 Zk7F 22 #ob
A ke o] 2 A& AlF 4= Uk ZIA o= 7ha
PAMM 7|5t H3jde 5 V& 3ot W2 2718k
A, 320014 6.79 107 xmS cm™ 259 0] 2 Hrx
27.5 MPa®l 52 7144 2=, 123 43t A Y Li
&3] 43t QEFHolA TS HojEth AAE
DB} A5 EAS vlg o2 Li/PAMM/LI thA AL 0.2
mA cm? AHFEEoIAN 1,0008] - HHAS FPst= B
o FFARI 2 F A2z A Holw 43 AW
AE&S Y5 LiNigsMnis04/Li A2 0.1 C, 500 Aol &

H

ol HLAS

e A



Sof= 97 82k o A35] 104 mAh g2 oF 98% 9] L3t
22 5288 B3lon PMMA 7IRF AsiAt g2 fofo

Bolgh Mo §318 WolRISS & 4 Ui wWeb,
PAMM 718 213 o] 43 A9l B84 Rofslar Ale]
B3 WA I & %3S MM URK: ol
pd 49| guze

2.3 114 0|2 MERH| 7|Ht B3 N 2K}

& ol AxAEtanr s 7] 14 AR
AeoA ) 10 mS cm™'e) HL o]
EXE UERYY| 2ol HEE W B Q3 A ko
A2 Folght} sFARE ZGarte] A HEo] FA] &
ZE 719t siejgollA o] AA] A8-S W) wetA w2
ol At Y 35t 7|AE FrE 7 F7] 3A] Hoidat
P AW Sg3 A4S 7 A EAL A
(SPE)9] /& &t o Agsly| flof Wik ol H=AlE
A EAF FAsHAe] FAIAR Feoks o] Hol x|
Atk 7HEd (LisLasZryO1 (LLZO)), NASICON 8- (Liys
AlgsGer5(POy)3), I8 FEHE(LiGePoS) e ZE3Hst
theFet £79] 214 o] AmArt B3 nEA Ao
AEE ALk

1 % LLZ0E= A2ollA 0.1 mS cm™'9] o] HAxx=E
el Li S50 oist A71sksha QbiAdo] 9-4aich
Z| T A5tofl 2w LLZO-PEO B3 1EA} s &ol| A
LLZO &Efo] S71gtol whet o] 424 =7} PEO /doll A
LLZ0 A2 /38 U EQAR Wy WA 2§ o5 471
7 itk g3

oot I xR A2 1 33 7ol Algha] AR}
(ceramic—in—polymer) & Z3§I5H= PEQ IEA}F HiEZ]A0]A
A2k 2313 (polymer—in—ceramic) @il (polyethylene glycol)
(PEG) HIIE7} 23H5 PEO LEA}o|| o] 27]7kA] thefdt
H|&2] PEO-LITFSI ¥ LLZOE AR&St 53 3184} Zdsf4lo]
BaEdeh(ad 3).1° Bt arEA} Hajae 55 Colli Foh
0.1mS cm™9 EL o]l HAxx Li/Li+ thy] o 5V
71518k P, 55 °C Li/LiFePO, AoflA 943k Ato] 23

MNes e =3 ‘polymer-in-ceramic’ 3RS

Ceramic-in-polymer  Intermediate  Polymer-in-ceramic

© LLZTO PEO © LiTFSI --~~~--Li* pathway

12l 3. PEO-LLZTO & Msi2lof cish ik e

/do] FHofuar H]-go] AHsto] At offuA] A1 ZdAel|
tH, ‘polymer—in-ceramic’ F|A-L 7|AA Zx=et
o] T Fo} A7|AHE A AFEEE= tiE viE ol

¢

i0

[e]

oo o Ho
LD )
Shoox

2

AEeg 2 59 224 Hsid e Alzs]

D 314 o] Hrx WEYAES 314
ool 217 =she Zolth 19 4ol|A] 71t
2 A2E B35 AlR=E 3D LLZ0 WieAlg vESR =
LiTFSI

oo
> b

NE SJ Ho
2
™

£y [

g 4)." 3D FRE 7HAE LLZO
UG HESIE 71 2§ ol MY 42E Aled #t
ot} a1 BA} WjEZ AL 7| A s FHAA FHTH
olo] u}gt AHLollA 0.25 mS cm™9] HL o] A s
Hgom, Li/CPE/Li th3 AollA 434E71 B4 glol 1,000
AIZE o) EAQ1 Alo|E Ads-S LrERITE
wWhE o] 2 HEA| uhieelojo]o] Bk =gt B9l &}
AajAle] o] HMrwo] Jdst IS nZch (2 5).
Tare] wigko] 314 o] HEA Ui dRl uhieelolojot
Hlwsto] Mol WA WEFs et FEH yieetoloj=
P ol =S 7RItk S04 @l PAN-LICIO, 34|
FEA} AR o] HMEEE 30 TollM 3,62x 107 mS
cm ol oy, TARISHAl BAFE LigssLag 55, TiO3(LLTO)
U=}o]o] 2 H715HAF 5,40 x 107 mS em™ & 715131,

lon-conducting 21
polymer matrix
3D ion-conducting . 24} " n
ceramic network _ < .
4 £-27 -
’ o []
(/ 230
L © [
; f\ 8'-3 3 (]
S - -
386 28 30 32 34
1000/T (K™

021 4, 3D Mi2i2l Ji LE=MS HIEQRE J|Eo2 S CPEQ| Ji2te
9 2z0f| T2 CPEQ| Arrhenius plot."”

(a) Nanoparticles Radom NWs Aligned NWs
[Lisionconduction > Li-ion conduction Li-ion conduction
(b) oL Lit
Li* By Lj* -
Inorganic NWs
Inorganic
NPs Inorganic filler Polymer + Li salt Interface

=) Low conductive High conductive
J% 5, 2| 0|2 A=y H=29| Blu (a) L=}, 22| LE=210[0],
AYE LI=20[017t QL= CPEQ| 2l& 0|2 =M HZ, (b) Li Ol2
HEE E2Q 27] LE=RKHNPs, 21Z)2t LE=2I0[0(NWs, 2E%)2|
O Ao 18

— o~

DEA 7S A 34 H6 52023 128

467



O £ H | 21§ 7I8HHiEf2|8 1 EA} MoHE A2 HF

468

ALEAF tHEZ 204 729 LotololE & HE
etojoj2 thAfIstAt 6.05% 107 mS cm 'EE HS
Ol RHEEE FAPLY ol F2 A ol 9l
gtojo] FrH o] whE o] M= QI A} wjitol et

2E 7

e

T afE 2] 3 Al A AgEfollM oA i

o
23317 Qlsire S BAstar afet A S 2
iAol A7 st 2 FAoME
7]1E9] A oA g A L2A A 242 7taE
Bt in-situ A AEA A, 314 o] HEA] 79 B
REA; AAR v askdth 718 A HaE S
ARE3IAS wieh 9 aAl S AR =M sl

=
il
Ho
kd
Hr
Y
c

(6]

12

30
)
N
i
2
3

[e]
by
oX
o
ot
ox
i)
>
30
30
u)
i)
k
M
_>|~1_4
Y
ol
i
rlo

AR oR 17 st oy Hsiae] HE BE 75
glo} QW] Zshdol 7H7ke: ol HEEE T 4 Yo
Br} s AR HES AT B 949 7AA A=,
94 2 7HEHE 7L Qo] oA A FH9) T
ol =go] Ftk Akl 34 o2 A= 7F5oHA &
B} 18R} FHAL Aol Hlad 94 ol HEAls)
A BHE BE ZETEP neby, S ol HAEAS
1 e ol AEAet A PE Bk BAIE 2% 4
Qs TEAL 7|8 1A AHshalo] AR By ¥} M

W% 7P 7H5Ao) Bt

MY BAISS St e AT Ao] o]0

(o]

ARG AA| LIBoll &AL Hafd & A&51H7] s =

P

)

FAAet nEA 7h0] BT AE HAUZS
) 2 oj715] 2 FAZ ot glo] DEAS 383
27V491 477} ol AYETh, EA AR L ke

)
ool a5 dF A Zopoll A Ee AHEE & S

o2
rat

k=)

1. P. Yao, H. Yu, Z Ding, Y. Liu, J. Ly, M. Lavorgna, J. Wu, and
X. Liu, Front Chem., 7, 522 (2019).

Polymer Science and Technology Vol. 34, No. 6, December 2023

2. D. Zhou, D. Shanmukaraj, A. Tkacheva, M. Armand, and G.
Wang, Chem, 5, 2326 (2019).

3. Z. Sun, K. Xj, J. Chen, A. Abdelkader, M.Y. Li, Y. Qin, Y. Lin,
Q. Jiang, Y. Q Sy, R V. Kumar, and S. Ding, Nat Commun.,
13, 3209 (2022).

4. 7. Chang, H. Yang, X. Zhu, P. He, and H. Zhou, Nat Comumun,
13, 1510 (2022).

5 M. Zhy, J. Wy, Y. Wang, M. Song, L. Long, S, H. Siyal, X. Yang,
and G. Sui, J Energy Chem, 37, 126 (2019).

6. X. Cheng, J. Pan, Y. Zhao, M. Liao, and H. Peng, Adv. Energy
Mater., 8, 1702184 (2018).

7. W. Ren, C. Ding, X. Fu, and Y. Huang, Energy Stor. Mater.,
34, 515 (2021).

8. A. Hosseinioun and E. Paillard, ./ Memb Sci, 594, 117456
(2020).

9. M. A. Cabatiero Martinez, N. Boaretto, A. J. Naylor, F. Alcaide,
G. D. Salian, F. Palombarin, E. Ayerbe, M. Borras, and M.
Casas—Cabanas, Adv. Energy Mater., 12, 2201264 (2022).

10. Y. Ma, J. Ma, J. Chai, Z. Liu, G. Ding, G. Xu, H. Liu, B. Chen,
X. Zhou, G. Cui, and L. Chen, ACS Appl. Mater. Interfaces,
9, 41462 (2017).

11. Y. Zhy, J. Xie, A. Pei, B. Liu, Y. Wy, D. Lin, J. Li, H. Wang,
H. Chen, J. Xu, A. Yang, C. L. Wu, H. Wang, W. Chen, and
Y. Cui, Nat. Commun., 10, 2067 (2019).

12. M. Liy, Y. Wang, M. Li, G. Li, B. Li, S. Zhang, H. Ming, J. Qui,
J. Chen, and P. Zhao, Electrochim Acta, 354, 136622 (2020).

13. M. Liy, D. Zhou, Y. He, Y. Fu, X. Qin, C. Miao, H. Dy, B. Li,
Q Yang, Z Lin, T. S. Zhao, and F. Kang, Nanomater. Energy;,
22, 278 (2016).

14. Y. Zhang, W. Ly, L. Cong, J. Liy, L. Sun, A. Mauger, CM. Julien,
H. Xie, and J. Liu, J Power Sources, 420, 63 (2019).

15. M. D. Widstrom, K. B. Ludwig, J. E. Matthews, A. Jarry, M.
Erdi, A. V. Cresce, G. Rubloff, and P. Kofinas, Electrochim.
Acta, 345, 136156 (2020).

16. L. Chen, Y. Li, S. P. Li, L. Z Fan, C. W. Nan, and J. B.
Goodenough, Nano Energy, 46, 176 (2018).

17. Z. Shen, Y. Cheng, S. Sun, X. Ke, L. Liu, and Z. Shi, Carbon
Energy; 3, 482 (2021).

18. W. Liu, SW. Lee, D. Lin, F. Shi, S.Wang, A. D. Sendek, and
Y. Cui, Nat. Energy, 2, 17035 (2017).

19. Q. Zhou, J. Ma, S. Dong, X. Li, and G. Cui, Adv. Mater., 31,
1902029 (2019).

20. L. Chen, Z. Huang, W. Pang, Z. Jin, Y. Li, and C. A. Wang,
Electrochim, Acta, 330, 135352 (2020).

21. T. Dong, J. Zhang, G. Xu, J. Chai, H. Du, L. Wang, H. Wen,
X. Zang, A. Dy, Q Jia, X. Zhou, and G. Cui, Energy Environ
Sci, 11, 1197 (2018).



