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Figure 1 (a) Schematic representation of the in situ generated quasi-
solid state polymer electrolyte process. (b) Possible polymerization
process of TXE. (c) Cycle performance of 4.3 V LiCoO,/Li using SN-
LiDFOB and PSL53 at the rate of 0.3 C and room temperature. (d)
Cycling stability of 4.3 V LiCoO,/PSL53/Li metal battery at the rate of
0.1 C and —10 °C [6] (color online).

40
Cycle number

LiDFOB. 2.5g TXE51.5g SNE&HFEA A HT
O)AA, TESO°CHN#, AEHERE SR AR, KA
PSL53HEf# 7 ; 110.365 g LIDFOB51.5 g SNl 4% i
i) 5 AR S VE X ELAE, FRONSN-LIiDFOB. i 1c, dffr
N, 43V EiRH(LiCo0,)/SN-LiDFOB/Li4%: J& Hith 8
20K IEIR G, 2558 M35 mAh g~ BRI B HE 0,
Hbxttl, 4.3V LiCoO,/PSL53/Li%: & H e iR T
B G M RE(QO00 IG5 25 B AR FF 5 88 %)
I E B 21%(99.3%), i1 T-SN-LiDFOB. Bh4h, Hpf#
E—10°C T, 4.3 V LiCoO,/PSL53/Li4: J& HL Hi 7 55— K
PEFRIN A L 25 B AT 4 %1205 mAh g 7', 35VKAEHF
W N E140.5 mAh g7, R EZHEE SRS
R ERIE N REA R tRe. b, BIELE

1040

11.5mgem™, 1.75 mAhem K& R EHE T, 43V
LiCoO,/PSL53/Li%: J& M 7E 45 G J5 TH A7 LE 2%
A AT 4ERETEL.72 mAh em ™. 358 B o T
#18.58 mg em™>, 3 mAh cm I IEMZ7E0.05 CREE R
DR, A PSS 3 HhL g 5 11 v [ 245 2R & 4 R vt A3 4R T
PLERAE I3 mAh em ™10 755 1 A% T 25 .

AT W, 4.3V LiCoO,/PSL53/Li4: )@ Hiith By
MRMIEH R E M, XIHE T LiCoO, IEMRAILi4: & 1
W b2 B SRR 2. TXEBHEE [ 245 FB LiCo0, IE
WMRMILR T — E 4 m Mz, EELH
15 nm, 31X 545 FH A4 AR 5 I LiC o O, 1E W (C B 2 4t
)T R BT L. B T 4, X — Bk E T g 2
HTXER G AL SR A BT R, 12802 mTA 2dm il
PG IR IS AR P CoM A i, 3 BRAFFLICoO IR 1) di b
ghRyseRE. MhAh, XTLi% )R SO B T A (SEM)
B HEAT 0 AT B, M TXESEEFE SR AW i A ik
H L RAE £ 200 K FE 2 5 R AR SR P40, Jd i &
AT A] Y 1 it (TOF-SIMS) () i3k — 5 AL K 3,
LiDFOBYE4 & & th i AR 2 40 #f P2 I BF 2= 15 5
TXER A, #FmrELid &R Y S POMA F s e
T2, TR Z 0H] T Lid 8 5 SN M.

R, 1% BB\ T TXEFE 5 & v [ 2 s g o
7£4.3 V LiCoO,/Li%: & H it/ 11 22 ThAEEVE FHMLHL: (1)
LiCoO, 1E # I 5l 3= 2 (i POM A AL 21 (LiF ) 2H 1 1)
AR, P ColfI TR iR, TREFAIS 45 /AR E; (2) Li
SRR STE R UPOMA LAY Z, BiibSNELi4:
J& VAV RIS N R A, ALk i A, B 1 it
(G Fa e .

AHICSCHRARIE, 7E SRR T T 1) B 2 SEI 45 #4 5
12, FOURLIA) T 22, DR AR SZ AR R Bl I 0 2 A e 1
AEARU R T, XU G5 T AT LA e AR
B G AN R E A L4 ThRE Z R AR BTt DRk, 78
YK R B SUESEDR JE 7 B L. {ESEIZL 4> Figh
Hyr i, LiF'", EEAL(LIN,O ) TR AR AL (L,
0)"' R e SEL ST b Y. Herh, BB T
AT I B LIFRISELE A B i s, %8
WEZE, db50H T Huang B\ F TXEAE i
ASHTIRAR, JRAL IR A LiF 4 2 R 2R R
(LiPOM)#MZ 4 S ISEIRUZ 254, FEilt— BN AT &
RER T . KIGHHE LR Bt T 7 I0AE.

FLRSRVE, IRV R R 00 S RE O IV (LA -



REFR: b 2024 5 S4B BT

SI). TXE. ZH%EE L KE(DME)FI,1,2,2,2-T1 5 4,
%£-2,2,3,3VU 5 A Bk (HFE) (BE/RLEN1:0.16:1:2) 2 1.
Lz MER(DFT)THRE S5 R L], TXE (0.58 V)i
JREALE TDME (0.31V), H#MEWEFKTESI
(1.57 V). Bk, FSIHCTXEFMDMEAL 56 4 Fblid J5,
SEUZSEIN N JZ B LIF; 11 TXE L DME 5 i ] T8
Ji, TEANZE A BLIPOM. 3 — 30 K FH J5 A7 i 7 77 2. Bt
(AFM)SE R PRISETRI 84S T2 BRI LI e e, Es 1
FSTAITXEF& M7 AR 08 R L R TR % 1 AUZSEL H AL
JESEUEMUI R 2 PG, 1408 R T Lif SR
.

NRE— DR Z R A R S M, VR
F & 51%(3.0 mAh cm ™) [FILiNi, sCo,y ,Mng 50,
(NCM523) 1E A% A 2 47 A% (50 pm) 2H 2 41 =X F it
FE1.2 mA em HUFTEE FHTINK, K IUTXER Bt
AA 0GR N Far, i@ Eh115%. ot A
HEMILiNiy Coo Mn, 0, (NCMS811)/Li%k L B it (5.3
Ah), KRB AT (2.1 ¢ AhHFRRAC AL 5 E A
AEHNN/PEEANLY), 48R KY, 2RO bR %
k440 Wh kg™, 3% T e Se IS L T
(250~270 Whkg™"), H7E0.1 CFHL/0.2 CHLH1307K )5
REMFRNILT%, Hi125MERTBEC TN
99.7%, ‘o AR R R MERFRE . DL IR R
7853 Ut B TXE U [ 738 R AV AR I T2 34 i Ik
e/ 4 i A .

BeAh, AR K 2 Guoldl B\ R AL B A il 4% T
HTXE, 2,2,2-=%-N,N-_ It Z [ (FDMA). #At
B IR .03 & (FEC) MLiIDFOBAE i X 44 (1 4k [ 25 58 &
YIHAR T, T T XUZ SEIGE FLii & 145 5 UL K A
MM AR E M, FFE— P R G R R T
T 4 v, SELTRIE  DO BS AR R AT I
FaETEHR.

Kl2a, bE7 T8 F AN [ LM 0 44 SR B LigR T T A
SEIFIEFE. A HUBKER &b oA 5 5 4 4 s e th AN AR 2,
2 PHSENS FEAK, FE &S 2. LA &
AR A ). T TR B, AR T 4H 43 T B BRI R
AR 82> FHUIE(LUMO), TMFDMAFMILIDFOBIH)
LUMOREZ AU, 2xfiila TIidesr . Hrh, FDMAW]
FE5Z R H AR BT R & LiIF A BRIR A (Li,CO5) 1)
WJZSEL 1M LiDFOBH JE B LALi, BOF, A = B 73 )
4MZSEL B4, BT POMEA EAKFTHOMO A& B &1 1]

LUMO, K515 i 7, K% S TXEM kT 3 — 2
R TFPOME 38 &40 H AR 5 1) SE A /A8 S5 R s 1),

Z IR T —20°C FLi/LixHFR BB G R e
P, 7£0.1 mA cm™>, 0.2 mAh em FIZ&AE T, 48 ik
THRA YR v DU E 341200 hEL F, HAE
HEAK G 2P o R /3 R R ) R T B R
A few. R4, EHEEHEEHRNCMSELL
(2.5 mg cm ™) FI A G R TR (50 wm) 412 413 L i,
WE2e, dffiz, E20mA g [T, TXEH
NCMS81 /L1 = FIBAE0F1—20°C T 43 5 7] LA £ 187
#1151 mAh g 'S OB LA B, SER THR&M T
R AR E . Hodr, TXEFENCMS11/Lifn sl b 7E
—20°C 21 F R th 3R B O K0 A8 2R e e
(#2e), 7E20 mA g F 12007 7GR 13845 T #3150
mAh g~ B HE A B, 99.1% 12 B AR R A
99.8% I 5 A R, 1 A5 R Stk b vk A P A ) R b
RETEIR200K. HE— B RRIRIEE £ -30°C, AR
AR A RS AT AT 2 &, BT R A
fR IR 40 2R L ZE20 mA g~ BHTIAR FT L3R (E92 mAR
g I ECE U, R B R AR

VRN T @R IR B b SETH 2 RS AN B 43 ) Ao 45
P AS U, 1% 1 BA AR B 7 BB (cryo-
TEM)WF 5t T IRIRFE R BISEIR 9k S5 4. W SETE 3R 5
(¥4 47 M (76 —20°C F10.2 mA em > FHEIR 10075 M
Li/Lix AR s il i 5 SED )47 204, R IR 4 36 T A7
B SIHISEL MUK RN E 7 RER, fEREWRR
LS BXUZSEL W2 AN 7 (K ELiFAID &
Li,CO,2 %), #MNENAEGRASA . SESEHH] 785
FELAAR SR PO MR ELAE Y, B KPR FE bl T 4L 483 2%, 2
THLE R AR A AR e MR, UL, Z AR T AE
Lid:J& Btk % S L, BO,FAE M S E R E LiF A 2
R OUR SELEAT B[R4 (LA (1) LiBO,F.A
LiF& A RIFH P42, 53 BARKIIBAEE O,
PRI HESELM I 1 AR 43 R TR ARG (2) LiBOF/
B LIFFISENLI I3 B A B AR As 22, AR TLi' 8
G bR, (3 T Lif I8 908 (3) Li,BO,F.IIE
B FEAN R SR B e, 8 e T AR RS A, A
T EA E e RE, AT DAKURR L IE B AR i AR AR Ak
X SRR BT AR S R, (R R e AR DT
B, kS TH S, MRS R A G b M R
Uk, BT HAE R RS G POM 54 fi il B R

1041



TFIRAE LR Y = 2R P v P R PR R AT T P

Charge voltage U ¢ NCM811
Q uco, @ urF O vio Q uRr ® uisof, @ Liion
DFOB~ ° DFOB- derived CEI
a's &? FOMA
\, SN
e
° ° o
By =
Li metal electrode &
Charge voltage NCM811
(c) @, g
a5 2 T o) QD D CHrn00
S 250, cooommorRomRRoIR IO s
40 g ) 8 B0 2
s L M- ——
S s By, S — QUXWD 60 £
g7 52— D H
S 2 E 100 40 2
> a0 b 9 0 Liguid BNRBD H
| 50{ @ © Polymer 20mA g 2 o
-30°c  -20°C -10°C 0°C | § 3
&8 20mA gt 8‘ o
g @ 0°C_ [ -10°C | -20°C | -30°C . 0°C
50 100 150 200 10 20 30 40 50
Specific capacity (mAh g-') Cycle number
(O pre—
L R H100 =
z BRI S R
& 1500 © O ® 3
2
8
o7 ‘?Q %8 3
s 2100 V - g
if ° 3
9= 96 E
§ 50 O @ Liquid g
3 Li[INCMB11 coln coll @-20 °C, 20 mA g~ o Polymer 3
8 70 ©
o
2 )
20 40 60 80 100 120 140 160 180 200

Cycle number

Bl 2 (a) MFHAR/KBRIR 5L H AR VA VRLAE Lisee Ja LA b TR A
SEIff 7~ 2 B (A FIAENCMS 11/L1 Ha it o o A= e it 1) 3t 2
(). (b) fs FIAWFFE b 400 0 5R A V) AR B AE Lise Jms s b b
T BCSETR 71 2 B (22 A ZENCMS 11/Li H i o R A= B A 11 i
FECA). (o) BeitBSR G HUAR 5 415 FUNCMS 1T /Lif 5 it
FERAIREAI20 mA g T (70 L LR 28 (d) Wi el fit
JFE 425 AINC M8 11/Li H it 76 AN [ 6 F120 mA g™ F A A7
HILLA R, (o) PAFP AL B0 FUNCMB1/LiF it fE—20°C
120 mA g~ F IFEFRTE (90 2% i R 1)

Figure 2 (a) Schematic representation of the solid electrolyte
interphase (SEI) formed on the Li metal electrode (left) and degradation
processes happening in a NCM811/Li cell (right) using a non-aqueous
carbonate-based electrolyte solution. (b) Schematic representation of the
solid electrolyte interphase (SEI) formed on the Li metal electrode (left)
and inhibition of the degradation processes in a NCM811/Li cell (right)
using the polymer electrolyte reported in the present research work. (c)
Charge-discharge voltage profiles of the designed polymer electrolyte in
the NCMB811/Li coin cell at different temperatures and 20 mA gfl. (d)
Discharge capacities with CEs of both electrolytes in NCM811/Li coin
cells at different temperatures and 20 mA gfl. Cycling performances of
both electrolytes in NCM811/Lil coin cells at —20 °C and 20 mA g_1
[19] (color online).
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0.1 mol/L LiBF,MIDOL/TXEJE /X Lt.8:21118/2-CPEfE A
SEIGAH, 11 mol/L LiTFSI, DOL/TXEE /R Et.8:21118/2-
CPEZH R 1WA L A S5t (LE) 1 g vt IR ZEL 3347 Hl b 1
T3

B VP T LA/ L X AR H jth A R Bk AR

(LiFePO,)/LiFE i I e, anfE2afi R, 1E40°C, M
1.0 mA em™, [H A5 1.0 mAh cm ™ F, SLI/LE/
Lixf FREAR b, Li/8/2-CPE/LiXt Fi v it 3¢ I H A
OBV RIESAT . Ak, 7E40°C. 0.5 CREET,
LiFePO,/8/2-CPE/LiHith () W] 46 i HL L 75 5 M 156.4
mAh g™, 4007 IEH J5 H149.5 mAh g, AR FFE N
91.4% (I&I3b). 5 %Ik, LiFePO,/LE/Lif it #4475 .
R, AR A R D TR R, A TR i 1)
Ik A KR R A AS TR A R AR . DAL, SR 3
T e T LALE Bt b SRR ) 46 5 B TXERI Dy F =
BEEFHESRMOILRYES KRG EMAR, HikgE
B TR KIR T

R BRI A5 T A P AR R Y AL
P, I ¥ Liang I BA**FEDOL/ TXE R &t #2
TSN, FI I LiDFOBHE{L TXEF 3 5 & [ b A i SN-
CPE. Bk, % ABAH] 4% 7 DOL: TXE:SNJit & Lt A
8:2:2 1) FLfi# JFi SN-CPE 5 DOL: TXE Jfi & L A 8: 21 H,
fi# FICPE. SEEe 4t JLiEsk, S5CPEAMHLL, SNAIIAfE I
THLER MR RS, fH/3SN-CPETE =i F A A RS T
HS % (25°CH4.06 x 107 Sem™). EdlE TR
(t = 0.88 1)LLK B EALE 1, XA FI T2k
FERR AL, AR & T %

Z A BN — 25 X4 4 8 SRR E IR 45 44 TR AR 5
fiff 5 2 1) ) A T R M AT T AR R R N
0.1 mA cm™>, THAHHL A& 40.1 mAh em ™I}, Li/SN-
CPE/LiH it A B/ IR AL B (52 mV), HAE1500 h
TN FRE. A IIK T LiFePO,/SN-CPE/Li
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Bl 3 (a) VA HUFBI(LE) (BR)FI8/2-CPE (Z0)43 L3441
Li/LiXtFi I £E40°C, 1.0 mA em™, 1.0 mAh em ™[ %5 &
FIOMER L. (b) LiFePO,/8/2-CPE/LiHil7£0.5 C. 40°C F
RN R (EE T AR)

Figure 3 (a) Li/Li symmetric cells with LPS (black lines) and 8/2-
CPE (red lines) with the current density of 1.0 mA cm™ for 1.0 mAh
cm™ at 40 °C. (b) The cycling performances of LiFePO,/8/2-CPE/Li
cells at 0.5 C at 40 °C [21] (color online).

FE, Wit R B RTE0.5 CRIHE RS FE T o] PARR E 1
900K, 2 BARFF R N84 1%, FECRURBEIT100%; £
1 CIE%TF, WG A8 9149.8 mAh g, 7E350 746
Ja VIR FF88.3%. AN T HE— o7 2R M IER S R
BRI 2 R, 41235 T LiCoO,/SN-CPE/Li
Hih, 7£0.2 CIFEA137.6 mAh g H W da i L 25
i, HF HAESORIEI f5 HAT 1R iy 78 B AR FF2.(86.4%).
Y5 RS FrT 5, TXERE N R B R H Ak,
T S TXEAE SEEW0H 1 LeAg o] DA 75 [ 245 o
M7 B SRS e, b m 4R rth )
TEM e PERE.

3 TXEZE AR it A

I A <0 e PR b RV A FL AR R S B R T
AR A WL AR R (B 7 e R A K
Bl TR A S . IRTE, HEEREE R T
BRI AR, w4 R S BRI
SEA RN, (R IEA L R 2 i A A B
IR BT 70 i, TERANERE IISEL  IEAb, B SRTEIL e
5 R BAT AR B AR, (HEL AR
AR SRR P A O v P A < e RVt ) I AT B A
AR DRI, A A K R B 70 T LS Ok
FET RS B BT T R T PR kAL
DRUEATAT R AEE 00 A EE5 RE, R SO A H A J AT
A5 VB P AR 5 0 703 1 5 T A B O A DR TV
WEFURI R, POMEAT R S MBI DI &, XS TXER)
AONAE SN R 5 T AT EE. H AT 2 TR
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NIRRT R AEEme R B E . et RS A
P48 2 i b L AR

Cui BN % 7 TXE R B5 #7715 BB e A5,
FIFH =il N POM = 4 d S (RAR 25 T S0l 1, ) &% B 4
ks I BELT L. 4 A DR SCHR IR IE, NS FLAR T EL
A A A AL FRE ), RIS
JEE KRN, SEGEREEZE, FIR D ok
FAVEMRAS R, O 7 3R L 5 8 4 1 S T e M,
ZA BT T — i B A R R A 2546 OB 5 -
WRPERIL S LR, T DAE RS e SEL R 1% 771
BERE TSNEBMR PR R, HEKE
(2.53 mol/L)Fl i1 i A= £ £h (1) s TS SR ASFI T~ He 52 i
pDl AL, Ja AT BT 73R B, ISR S R (R 5
V) F i 2% mT AJE i e A2 8] ) 5 i P A LA R
AP R e, 3 I SN o- S S Bk T RO AU TG AL, WS
DAV /D SNIRIE IR 40 A, 5 BEIRINE, 5 R B POMYE Hyiin
NEA G E I R R AR 3,
ZABAEE T A g 5 R RE OC P T RE T B TR 3L &
LY (DEE)*.

25°CF, SNHMTXEHZ & K & iR & 133 = iR
JLEVEFI(DES), N ALIDFOB# 753 5 iR iR 3t
fi# 5 (DEE). Frf$DEE LA 1) AL S5 (5.6 V)i T
SN/LiDFOB (5.1V), %% (53 mPa/s)izifik T SN/LiD-
FOB (119.6 mPa/s), EilR & FHFHEM4.1 x
107 S em™ ")t izt % T-SN/LiDFOB HL R JFi 1A 2. i f
AR ¥ 2T 4N TE (FTIR) L ESPsEAT 1 90(Kl4a), SN
WA 0 5k BT X A TXELL 8 5 B 7 X n] LGl i e 4112 18]
(%) 55k i E AR ELAE FH AR B 51 AT 7= £E 3 £)DEE. DFT
4T J1 2 (MDY T R B, LiT L SN fii i)
5TXERCAZ. ik, DEEHMRF IMTXER 4 5ISNH
T =B I AR B TRE /1, MR = SNIPLIL R
a1, RIS ARG ) S T AR A

W I SRR N3 — P FIDEE R il 41 1
4.3V LiCoO,/DEE/Litiih, F£AF7 T =ik S5KIE N K
HiAL 2 BE. IR T, 7R AECN5.5 mg/em’, TEHF
2007 J54.3 V. LiCoO,/DEE/LiHLith ) F 3 FE G 3R R
99.5%, ZEARFFRNI0%. FH—LRFHENE,
%18 mg cm ™, 45 ¥ 940 pm, N/PLL 2.8, 1% H1
TARFRS0IK 5 T35 E 303 99.4% (Kl4b), RA =
(7% B R AR 2R (91.3%) RSt e (AR FH 2. (34%). b4,
RIS AE T, 7E0.5. 1RI2 mAR R
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Bl 4 (a) SN. TXEMIDEE#r HAL(ESPs). £25°C, 4.3 V
F, REME 18 mg em™, HEE 940 um, N/PLEA2.81
LiCoO,/DEE/Li Hth I FEAE RE(D)MIE0.5, 1HI12 mA'T HIf
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Figure 4 (a) Electrostatic potentials (ESPs) map of total electron
density for SN, TXE, and DEE. (b) Cycle performance and (c) rate
capability (0.5, 1, and 2 mA) of the as-assembled 4.3 V LiCoO,/Li
(mass loading: 18 mg cm™, Li thickness: 40 um, low N/P ratio: 2.8)
cells using DEE at 25 °C. Thermal shut-down function of LMBs using
DEE electrolyte: schematic illustration and failure analysis of LMBs
using (d) carbonate-based electrolyte and (¢) DEE electrolyte [29]
(color online).
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TR B (LiPF o) FEL AR5 11 FEL Tt (94.6%). 31X AT VA IR F- A
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SEIRY 2 A FIT 2 i e r Ak A e VEA T EA . B
¥ Li/DEEF 1 H 4 52 PE 4N, LiCoO,/DEE S 7E $ 52 i
PEREAE &R IR TSR M R E AR, &
I3 ¥ T AU 45 RAESE, DEE R E3ALiCo0,
FIER20 nmE AL R Z, TTTEC/EMC/LiPFHL
R IR LICoO, R THI TE IERABUIR, ASREH 2R
IEAR.

AN, 2 A ) R R R P R R A A R
PEE . E4dfgrn TR BRER SRk AR B (WEC/
EMC/LiPF¢) I LiCoO,/Li FLIBAE mii T R8BI, H
JE R AT R A i B G R IR 70 DA S = AR AL A 5L
WA, Rk, BFE— RSB B L R N
WA S, W DL H B2 ] HLIBIE AT IR BE R A2 R
B (Elde). 5l AL Guikmg i v o iU 5% 2 1)
FVB AR B AR B, 1 FE AR 2 #rh e (150°CHIF 2 B 3
KM, A FHPL(BIS)AI 7 ¥ E MR B, TXER TR
R4 G T DEERMAI & 15 SRR OC . BiE
TR T v, BT DL A POMI 437 e 45 (2 2 48 .
AR RBIE IS (GPC) T, RIAE150°C #aidi e
fIPOM  (M,=7.255 x 10)AHTB 4502 x
107 Sem™). SEHEH, 508 FL P FR B RAE B A
L, DEEHLAR TR & R E AP, K b [ e 7E — k.
AN, ZeadHobh 5 5, DEE B i 75 B3 T ik
WEAWEN, X5GPCHrd RAEwws. Kk,
DEE HEUAJFE il N 1385 5 26 P I RE SEEL T 24 g 4
KHILMB. BEAh, 05 HABLMBAA & Hi%ZDEE
FL ARV P . FH 5 PR R AT T 0P R, ZH%E T LiFePO,/
Li. %% (LiMn,O,)/Li. LiNi,¢Coy,Mn,,0,/Li%5H
ith, g5 RN, IR E TR E150°C R, i I DEEH,
i O P R S PR Tt SR (I T TR IR R R A TR AT N,
WE B T IX FHDEE H# 5 15 35 B2 . Ak, LiNig ¢Cog
Mn ,0,/Li Hth 10 3 B0 H A 57 000 408 34 o R 3 26
HE77.

2 FRTA, ATEIR T TXERERE i E BH
fif AT T AS R4 8 F b R Y S . 7E B SN/TXE/DFOB
HMRMDEESF, TXER LB HLIMERILTE, B
TR EE R, $2m T i rAA SR ) ST A
Ak, I ER T TXER S A A BIS FhS
KEPOM, ST 150°C IHHGE SR ThRE. AR
WM, ZJ7AR AT BAR Bt 22 VR RERIN, RokAGF5
A5 FH s 2 T (ARC) SR I 2 3047 3 — 20 i .

HIR, TXEEAE A R ES I0FRI, 7 A F At ot 7
FiiH, FIFAERAEEANREE R E A YR e 7t
T, s A4 R S S A R IR R 2 AR R A AR 2,
S e L ST A 25, Cui I B VAR A% G ig 1 25 i it
JRH I TXEM B g, KRR s T 7R M i
£14(23.2 mg cm*)F14.3 VHLE T, NCM523/Li4: J&
T AIIEATERE, i R 4 JE RV A PR AR 1
PR T 25 R g, BN T 51 mol/L
LiPF¢ I BE /R LN 111 EC/BR R — Z.Ti&(DEC)/EMC
AL SR R FE IS TR, 1) L I N BT B 2 08 w%
ITXE, TERTXER: SERRIR & AT, LiPFgr] LLEH
RAMRALIFF TR AL B (PF,)PY, H P LiF /& 4845 SEI
Fe e A R RR Sy, THPFSA] LS| R TXERI R 4.
I, FE4 BT FAINCMS23 1E M 2 1 E i i FE A e
A NL-TCHLE A SR SR, A AW H] T Lk &b A
&8 B TAENCMS23 L iR, 13 F TXBIE S kiR
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NCMS523/Li FL b AE 55 — RGN B i i LA &
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FFE(68.3%). AL, REFREAHAL, BEASR
4.45 VIFINCMS523/Li HL B AE 100 XA 34 J5 41 B oA 5k
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(55.4%). Bk, TXER B TELi% B FINCMS23 IEMR &
T AR g ST, 328 4 1) i SR A 5 PR T B 5 e
B RAE, BRI R A R ENCMS23/Li4 J& Fih i
TEIPERESR AL T VISE AT A v 2. SR, TXEfE
TR INF) B ARG ENCMS23/Li i i e &5 1, (HAE
Ja SRR R, A TXEIRAS Hff T 6 75 e 2 o i
IEFZ(UTNCMS 1)/ 47 S8 (B FE AR ) 25 40 B 1 4 v, 075
BEVEGH (1 SIS AR 73 B LE— 25 PP Al AN G IE.
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HLiz 8 75 A R 2 Fa e Lide J@ fuil Al ZE K Li-S
P G PR 75 i 1R P TR 2 1F . AR IX — o) L, 1 K2
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DOL, fEER R 40 fif 3 N SER LA WL 5, F9%
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TEAN ] HER T DU 2 AR FL LT 2 & A HLSE DN 417
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DU EDOL L F it rp R B A BRI 2 FLIITE RS, A
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DUBRECE I (F5d), £WILi& R fublfase. Mk,
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)25 A I

W — VPl 1 & A HLSEIIRRAE . i
FAH3(4.0 mg cm ™) IEHL 550 pnmite i 4 4 8 fuik
2125 U DOLIELi-SHL HEAE0. 1 CREZR REIR 10075 L
BRI TR, 113005 K= REFRMN50%. A
T, TXEFELi-S LM AW 46 EL 28 5855 mAh g ', FE 3R
300K J5 25 B AR R IE F]50% (K56, Ak, TXEHLI-S
H R I W6 S 3R (2 100%), IR K
IR EERE B 1E90% LA L. SR, T8 oy A Bl S B
R b B 5 B B AR S 25, B PR 1208 f5 DOL . FiL it
IR B EWRA, RGP TXER
L R AR AL IR R AR R, IR R B TXE S HLfif T 12
& TS R SRk S R e (K Se). SRR, B
HLPISELE ) T Li-S Ly i 25 AL Bl SN, A 2R3
TRES R G, N T TR IR E A HLSEILE SEPR e =
PR H T B R AT AT M, AR IEVEAS T Li-SER
ALHLI(3.0 Ah), HAIUGRE RS 400 Whke ™', WIth
HLZ5 891280 mAh g™, W RAEIZIT261K, A B
NT3%. LRI A, TXER R & A WL SEIE SERR
BE % B A P T RO R LiPSs 5 8 4 il 2 (7]
()25 A B ROSE, AT A B S B L - S F v 1 A
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Figure 5 (a) Shuttle current at different potentiostatic voltages.
(b) Electrochemical performance of Li/Li symmetric cells at the current
density of 1.0 mA cm ™’ and the areal capacity of 4.0 mAh cm™. SEM
images of deposited Li with (c¢) R-SEI and (d) O-SEI after five cycles.
(e) Voltage-specific capacity profiles at the 5th and the 120th cycle and
() cycling performance of Li-S cells with high-areal-loading sulfur
cathodes of 4.0 mg cm™>, ultrathin Li metal anodes of 50 pum, and a low
E/S ratio of 6.6 uL. mg{l at 0.1 C [34] (color online).

B2

W EFTIR, AN T TXEAE N AR AN
M. FEAE Gk R i S5 VS FURR T 5] ATXE T 2
FRE R IERNCMS23/Li4 @ it K E PR A
fit; TELi-S H vl A8 I TXER] 0 274 Bl s Mz, SEFLi-
S K AEFF. (EFRA H 11400 Wh kg™ f) g B 25
PE B R0 B 825 2600 Wh kg™ 364 1R K Ir42: 8 4% ],
[R] IHb o A5 - 0 28 B I 6 A D BB P b, P A Y o 7
DA S I BH v 1) e B

4 A5

SR P BRI TG 4 P90 57 1) A SRS A L VAR BE R
WS 7T NS TR ST SRR
BRI REREHR . miatt, Haf



REFR: b 2024 5 S4B BT

ARVC L vy L AEARORN w5 L RE B, R b s FE T H
MR ESREEENEETR. maExEd, ¥
GYRE R T I A SR 0 T R A A
BN R R bl RE e A A A ) A 3
RILHE. H20204FE TXEM FHAEHLE 8 i it RS &
HUAR T LAk, TXEfE 51 1 &P Re SR & 8 B i 7t
AT R 28 DA K RMIE T A & AR 4k BRI . A
R T [ A4 it SRS S b A A R, 1
YRA28 7 A FEt P TXE S = P R FAR SR 1) 20 28 11 DA
e R/ FEL AR 5 T A R DR AR, FF i TXEAE Ay [
AT AR LRV AT B s B BT
i IO DA B RS R0 I 70 &5 7 T B A R LB R R
ST T VEAN A . ARYE A SCERIR, FEAEREAS AR T T
TH], TXEH 1 [ 25 5 64 i it o2 A i 250 1 SEL
CEINLIRME BE A Fa e (1 1) B8, 2y 1 [ A5 H iyt B B
BT R R A R, DCECAN R g 2 ) AE AR
FARUF RIS AT 5 WAS IS, TXERE RN
ik 1 BELT PR RIS PR TR DR, R T I
MR SEA e e, BEHm, REHEH
TXEZR: = 1 e A M I b 2R T — &
FIANET LR, BE B IR B F S bR A 72 IR S P
MALHET, F3THIIE 5 2 B ) APk,

(1) TXBREZERAFSESYHEMR LTI T
FELiCoO,/Li% & it . NCM811/Li4: & Hiith LA Az
LiFePO,/ Li%: @ Hiith &5 f it i IR 47 O BGAIE, (Hi%2K
REV AR RE TS He A T SR IINCM055, REfSIUTHAL
LA AR A O (I f 2R SRR RERR SR
EFR—BHRIRER, It BT RIE T TXES = i i &
BRAY AR B S T F A o ) B

(2) H AT TXE I 4 [ 2 554 i A Jo A 7 it
FEVEREAABR(=30°C). K, B XA N 37 5t 5 i
FEA T RISERRRE, RERIT A EMRIE S E

S5 3k

Wb ST R R T, 0T BALE B iR X (—80~200C )iz
17 H A 1R 75 o Al i 2 A 10 [ A5 4 b+
I3 WL,

(3) H EIH X TXESE B Fiv o B BHE BT A i o 7£
WA G R it 2 e TE M RAE, R AR
A AR RIRB AT, R AN X H 4
P BB 14 A= i A BRI (s P 3o i #(ARC) 5%,
R R B e 1 B ) PR O i (L R S () R A A A R 1
=

(4) RETXESHE =M e i oA Bh T Bl e 7 HL
BUBHAR e P4 B s P F Aol S i, (L iR FR AR HL i
FiTH (100K B S T8 TV R R 2 R R R AT 52 B A S 56
THERNZAT PRI, DRI, AR 531 K v 87 FH S kR AE
J5 V5 (CH3Zs 5 X5 2 2 S T T RRAG AR AR/ B L
il AR E A SEEE . SO R BT
T I SO S, TRNTR T BLAE IR 2 IR
SIS RRFIALA, SR P e SO0 R A F b A AL R
AR AL IR S AR AR

(5) TENEAYEMAIR, TXESREIHRE LKE(PEO)
ERENJE TRk, (B A AT AR 2 1 B T AU P
R EA X . PEOfL 22X N—[CH,-CH,-O]-, fik%
EboM2:1; MTXER2E:NCHO,, R N1, BT
THE TS A LB, 0 I SO A S
MR, FTCAERE b, WE VRN RS Y R
JORAE FEAR R T TP B 1) S T LA P RE S A7AE 22 7, (]
H BT FE 58 £ X 5 T T 7 e Ao, SR Er
AJ LIS i e 56 AN OSSR AR 4 G 1 AR L R 3R IR,
DR RN IR A S ()R J2 R ] i

RRT S, RS L R, B0 RE1R I o fig
e, DUPET AR K Hi 2 38 TXEAE 4 e i mi A5 A K
W), NEEERERE. VIR TR T 22 & e
F Yl RIS 77 A o7 F B4 e 1 sz JE .

1 Liu H, Sun Q, Zhang H, Cheng J, Li Y, Zeng Z, Zhang S, Xu X, Ji F, Li D, Lu J, Ci L. Energy Stor Mater, 2023, 55: 244-263

2 Qin K, Holguin K, Mohammadiroudbari M, Huang J, Kim EYS, Hall R, Luo C. Adv Funct Mater, 2021, 31: 2009694

3 Qiu Z, Zhang Y, Xia S, Dong P. Acta Chim Sin, 2015, 73: 992 (in Chinese) [ERIRF, 5KIEAS, B Fkr, #MS. 1h2E244R, 2015, 73: 992]

4 Tian J, Guo H, Wan J, Liu G, Yan H, Wen R, Wan L. Acta Chim Sin, 2021, 79: 1197 [ 5%, 58EI8, Jiik, XD, ™08, SO, LR, 1k

2EEAR, 2021, 79: 1197]

5 ZhangJ, Yang J, Wu H, Zhang M, Liu T, Zhang J, Dong S, Cui G. Acta Polym, 2019, 50: 890 (in Chinese) [#K %, #4x R, S, Tk, X152 52,

JRE T, AR, BUAE. W TR, 2019, 50: 890]

1047


https://doi.org/10.1002/adfm.202009694
https://doi.org/10.6023/A21060255

TFIRAE LR Y = 2R P v P R PR R AT T P

10
11
12

13
14
15

17
18

19
20
21
22
23
24
25
26
27
28
29

30

31
32
33
34

Wu H, Tang B, Du X, Zhang J, Yu X, Wang Y, Ma J, Zhou Q, Zhao J, Dong S, Xu G, Zhang J, Xu H, Cui G, Chen L. Adv Sci, 2020, 7: 2003370
Murata K, Izuchi S, Yoshihisa Y. Electrochim Acta, 2000, 45: 1501-1508

Dong T, Zhang J, Chai J, Jia Q, Cui G. Acta Polym, 2017, 6: 906 (in Chinese) [#:&H &, Tk @ %2, Setiig, TURMA, e, B T3], 2017, 6:
906]

Chen L, Huang S, Qiu J, Zhang H, Cao G. Prog Chem, 2021, 33: 1378 (in Chinese) [ )8, #&/0 18, G5 3, 5Kk, & aE. tb2EHEE, 2021, 33:
1378]

Ma C, Cui W, Liu X, Ding Y, Wang Y. InfoMat, 2022, 4: 12232

Vijayakumar V, Anothumakkool B, Kurungot S, Winter M, Nair JR. Energy Environ Sci, 2021, 14: 2708-2788

Cao X, Ren X, Zou L, Engelhard MH, Huang W, Wang H, Matthews BE, Lee H, Niu C, Arey BW, Cui Y, Wang C, Xiao J, Liu J, Xu W, Zhang
JG. Nat Energy, 2019, 4: 796-805

Fan X, Chen L, Borodin O, Ji X, Chen J, Hou S, Deng T, Zheng J, Yang C, Liou SC, Amine K, Xu K, Wang C. Nat Nanotech, 2018, 13: 715-722
Liu Y, Lin D, Li Y, Chen G, Pei A, Nix O, Li Y, Cui Y. Nat Commun, 2018, 9: 3656

Zhang X, Chen X, Cheng X, Li B, Shen X, Yan C, Huang J, Zhang Q. Angew Chem Int Ed, 2018, 57: 5301-5305

Li T, Zhang XQ, Shi P, Zhang Q. Joule, 2019, 3: 2647-2661

Ramasubramanian A, Yurkiv V, Foroozan T, Ragone M, Shahbazian-Yassar R, Mashayek F. J Phys Chem C, 2019, 123: 10237-10245
Zhang QK, Zhang XQ, Wan J, Yao N, Song TL, Xie J, Hou LP, Zhou MY, Chen X, Li BQ, Wen R, Peng HJ, Zhang Q, Huang JQ. Nat Energy,
2023, 8: 725-735

Li Z, Yu R, Weng S, Zhang Q, Wang X, Guo X. Nat Commun, 2023, 14: 482

Zhang D, Liu Z, Wu Y, Ji S, Yuan Z, Liu J, Zhu M. Adv Sci, 2022, 9: 2104277

Liu F, Li T, Yang Y, Yan J, Li N, Xue J, Huo H, Zhou J, Li L. Macromol Rapid Commun, 2020, 41: 2000047

Ren Z, Li J, Cai M, Yin R, Liang J, Zhang Q, He C, Jiang X, Ren X. J Mater Chem A, 2023, 11: 1966-1977

Janek J, Zeier WG. Nat Energy, 2016, 1: 16141

Ghosh A, Kofinas P. ECS Trans, 2008, 11: 131-137

Li Z, Huang J, Yann Liaw B, Metzler V, Zhang J. J Power Sources, 2014, 254: 168—182

Aurbach D, Zinigrad E, Cohen Y, Teller H. Solid State Ion, 2002, 148: 405416

Zhou D, He YB, Liu R, Liu M, Du H, Li B, Cai Q, Yang QH, Kang F. Adv Energy Mater, 2015, 5: 1500353

Ma C, Gong L, Lv J, Wang L, Jiang B. J Photochem Photobiol A-Chem, 2022, 433: 114191

Zhang J, Wu H, Du X, Zhang H, Huang L, Sun F, Liu T, Tian S, Zhou L, Hu S, Yuan Z, Zhang B, Zhang J, Cui G. Adv Energy Mater, 2022, 13:
2202529

Ren X, Chen S, Lee H, Mei D, Engelhard MH, Burton SD, Zhao W, Zheng J, Li Q, Ding MS, Schroeder M, Alvarado J, Xu K, Meng YS, Liu J,
Zhang JG, Xu W. Chem, 2018, 4: 1877-1892

Zhang J, Wu H, Tang B, Liu T, Tian S, Zhou L, Zhang H, Zhang B, Zhang J, Cui G. J Electrochem Soc, 2021, 168: 060540

Liu FQ, Wang WP, Yin YX, Zhang SF, Shi JL, Wang L, Zhang XD, Zheng Y, Zhou JJ, Li L, Guo YG. Sci Adv, 2018, 4: eaat5383

Chen ZX, Zhao M, Hou LP, Zhang XQ, Li BQ, Huang JQ. Adv Mater, 2022, 34: 2201555

LiZ,Li Y, Bi C, Zhang Q, Hou L, Li X, Ma J, Zhang X, Li B, Wen R, Zhang Q. Adv Funct Mater, 2024, 34: 2304541

1048


https://doi.org/10.1002/advs.202003370
https://doi.org/10.1016/S0013-4686(99)00365-5
https://doi.org/10.1002/inf2.12232
https://doi.org/10.1039/D0EE03527K
https://doi.org/10.1038/s41560-019-0464-5
https://doi.org/10.1038/s41565-018-0183-2
https://doi.org/10.1038/s41467-018-06077-5
https://doi.org/10.1002/anie.201801513
https://doi.org/10.1016/j.joule.2019.09.022
https://doi.org/10.1021/acs.jpcc.9b00436
https://doi.org/10.1038/s41560-023-01275-y
https://doi.org/10.1038/s41467-023-35857-x
https://doi.org/10.1002/advs.202104277
https://doi.org/10.1002/marc.202000047
https://doi.org/10.1039/D2TA07516D
https://doi.org/10.1038/nenergy.2016.141
https://doi.org/10.1149/1.2938916
https://doi.org/10.1016/j.jpowsour.2013.12.099
https://doi.org/10.1016/S0167-2738(02)00080-2
https://doi.org/10.1002/aenm.201500353
https://doi.org/10.1016/j.jphotochem.2022.114191
https://doi.org/10.1002/aenm.202202529
https://doi.org/10.1016/j.chempr.2018.05.002
https://doi.org/10.1149/1945-7111/ac0b25
https://doi.org/10.1126/sciadv.aat5383
https://doi.org/10.1002/adma.202201555
https://doi.org/10.1002/adfm.202304541

REFR: b 2024 5 S4B BT

Research progress of 1,3,5-trioxane-based high-performance
electrolytes for lithium batteries
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Abstract: The development of rechargeable lithium batteries for high energy density, high safety and long service life is
continuously driven by the growing demand for electric vehicles. As a crucial component of lithium batteries,
electrolytes play an extremely important role in the safety property, energy density and even service life of lithium
batteries. Hence, electrolytes of high performance are highly desirable. 1,3,5-trioxane (TXE) is one of the most
accessible and cheapest materials for the synthesis of polyformaldehyde (POM). Besides, it is one of the most promising
candidates for preparing high-performance electrolytes because it could not only improve the interface compatibility
with electrodes but also enhance the safety performance of the lithium battery. Significant efforts have been devoted to
developing the TXE-based electrolyte to build high-energy density and high-safety performance lithium batteries.
Therefore, this review mainly summarizes the classification and development of TXE-based high-performance
electrolytes for both quasi-solid-state and liquid-state lithium batteries. In addition, the detailed construction and
characterization of the as-formed electrode/electrolyte interface are also illustrated. Moreover, the application of TXE-
based electrolytes as quasi-solid electrolyte precursors, copolymer electrolytes, thermally induced automatic shutdown
electrolytes and co-solvent in liquid electrolytes, respectively, are also presented and discussed in detail. In the end, the
remaining challenges and future development trends of TXE-based high-performance electrolytes are prospected.

Keywords: lithium batteries, 1,3,5-trioxane, high-performance electrolyte, high safety, interfacial chemistry
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