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REREEMRE OEBEXALFHLZEEICHREN S D L &I2iF, O~NEDO 7 4 — KRy 7 &7
5. T, BRRE SO AL EIR - CRFFLE-BWRBESENEMICGEZDI0ENR+0TH
HEHWErENTZEEIZIE, O~T 44— KR w I T8, SHIZ, BRIEREFEOBEEIXILSOXED
ER EOFRBEN A OMN -T2 T2, O~T 4 — R w 735, FMalilcs T, EiofiE
ROHTEDEBR N MBI -T2 & Z1TiE, @~BEMORBR 2R L, BRESAMIRE~D A
=135,

ZDXHIT, @FFINT, ONL@QDOMIEY A 7 VBB IET Z LIZX > T, KRKIFFED F K
HIEZERT 5,

ZOWEA X, ) BSLBERT - BFZERRR L — TN EICHY T 5,

AT REA RS OO H AR
- REEMEEM AL A D =X L ORI

& BEE .
- REMERF R 80%LL @100 ¥ A 7 L & = kL X — % FF 300Wh/kg O jifi 37

©7 vy =7 b OiEHIHELE

ruvx ) NREOEELE L LOOMFICERE L TV td, ey MREROoEBR
WaiR L, AIC—EOEE THEFEAEL T 2EPRE 2 EZ 5, £/, LB
J& CTEMAME, B AT AOMAZETOIMARE 2HBLTEREHS 2L, =7
YA/ R=varyEERLLET e Y27 POHEEZK D, KEFEESHOFMIC L VG LR
RIZONWT, ERSDOEEZFICBOTHMAICREELZ L, KFEOERLERIIED D, B,
MFERRDRERICHTZ > TE, ZRERNEDEDITEVFANCHERNEF BT D,

COHEBE, () B BAERT - BFZEBRFE L — TR TS,




2. HIRBAREFICERE L - REEDFERE
HELAHEOEREBEICK L TAT ERIAMEREZS, e EELZ ER LT,
-FEMLAE 0 1.7Wh
-FERLEEL100H A 7 LR ImEE DR BEHEFF R © 82%

SFEfREFERIRE ¢ 140°C
-T RV —EE T 302Wh/kg

3. EREHBICETEMRDFERVUMRE
3.1 (EfEEE ) FEREEREOBERMFHLEER L

3.1.1 BfREBRR &
AREMEE H TIE, WFFE EAEERRIC T - B O EEHEE L, 2 E kT 2 8 B
ERERR ORI &, BRE OFE R X OFEHE 2 D 72,
()= R /L F—FE [ 300Wh/kg
(b)FEfRE FERIRE © 100°CLL E
(C)FEHLFE 100 A 7 ViR O R BEHERFR(100 VA 7 VR EHEFF ) : 80%
(d)EMAE : IWh

()= RV XEE B L) B EHBIRE T EITHRATCORELRETHY, VFULER (F
UZ)dnm xR AR =) A4 2 R(Li(G4)TESA)SEIA[1]1 % F W 7= REERMEEMRE LS L O Si 44
SHENEGAMmE B NI EMaflAafbdd 2 LT, MiFEERL TS, KFETIZZNG &
LoD, ()P 100 ¥ A 7 LEEHEFE L ()OBMEEOM EEH 5, (c)100 Y1 7 LE REHER
Fa BT 2 AE R, EARE AR b & R EE ELTH D,

SEATHFZE TR W - R ER M EME X, LGHTFSA IZN2 T, A AV pEELZH ESE 57200
R A LIR (R 7 m B L s PONND e D, AREME 2 AT AR RER T, (==X
JU X —EEFE 304Wh/kg, (b)EFIEE 105°CE =R TE TV 5 —F, AlE i T EXLFERIE R
IZ K DWW BEE TH Y . NLEO.1 Wh)D 100 YA 7 VEEHERFRIT 40% &KV, SefT
WFRIc BT, REREEME %2 AW EME L COLS 5 FE L. BET O <Ix
LiTFSA, G4, PC 2%, # A 7 L#ki1% Tlx PC TOETHENBE TH V[2]. Z OMEIORES
FOEHRRERICE Y, EREOBEBLSCEMAERN LT 25 5 27,

EBIRERBMEIOREICHT-D, ~T VT NVAA 7 5~T 4 7 A(Materials Infomatics; MI)%
R LA ) —=2 7 Ratk, MO BMFMICL D ZOMRERIET S L& LT,
RO BRAL TR ENE & g 5 & 121, WIS 1 O femid% 5 #iE (HOMO ; Highest Occupied
Molecular Orbital & | F{KZ#E (LUMO ; Lowest Unoccupied Molecular Orbital) D& 10 T % /L
XN AFE L, B LB ITOM G IZHAMEO H D232 2 & & Lz, HOMO Lzt
BOSZEAfR L, ZH2MEWIE EEM E Tk iz < v, £72, LUMO IZE TG IZBEFR L, =
NREWIEEEM TR INIZ W, TR —ENOFFEICL Y, BRALFEHLTE 72 TR O
iz L, & L E RS Ui R A R EERE 2 RR Lz,

3.1.2 EAREMEHEAR O HhH
AHRFEVE TR O R EE T & 2 vt & ARRE EEALIA BT L T SRR FIEZ AV TR
K CTOLEMEZFM L, O 2D 2, R 112 Fie g & Lz rd, £
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Main solvent (% Li ¥i & 7 L. #EFER O LisE K2 BT 2720 DM TH Y . Low viscos solvent
X Li BRI L0 A A o niEME A2 LSS D 20 0FM %2R, MEHT LIB TOEA
FRECW S, ATFRGMEEZIN® L CRE LT,

1 DTFPEHEONRWE

Role Compounds Abbreviation Boiling point(°C)
Main solvent Tetraglyme G4 275
Sulfolane SL 285
Methyl Sulfolane MeSL 274
Ethyl methyl sulfone EtMeSL 239
y Butyrolactone yBL 204
Trimethyl phosphine TMP 197
Low viscos Propylene carbonate PC 242
solvent Ethylene carbonate EC 244
Dimethyl carbonate DMC 90
Ethyl methyl carbonate EMC 107
Diethyl carbonate DEC 126
Butylene carbonate BC 240

X 2 123 | OEMMM O 7 2 —Z "7, 1L U DICHEMM O FREEZHIE L, Zhx ki
DD ZWRTEE L L CTIRE L, O FELEEICE D EFREZE L, KM TIX, &#
B OTER bt L R ot Z2 R 37 A—4% & LT LUMO B L O HOMO % #+5 L 7=,

Drawing of two-
dimensional molecular
structure

Input of three-
dimensional coordinates
And optimization of
molecular structure

Molecular orbital
calculation

Parameter
calculation

2 RERMEMREDO/NT A —Z BT FIE
9



R2IZZORFEEZRT, BOoNTMRRE RIS, BRI FMME L ORI E OB S CEME % b
HEREAM L 72/ R A X 3 12RT, KO [Target) SEHIILERIL TR EMEICEBNT-EBHREREICH
7o COHBEHEBRTH D, AT CRIRET A 7 VR ORI N IAE Ch-o7-PC LD b
LUMO A& < | M@tk B CE oMbt afemie o2& & Lic, —FH, EREMEICEL
TIX, CEMEO B S0 T EER ST A —% Th 5D SP ENIE KRB ELD G4 ° PC & [ %%
UEoOMEIZRESTLZEE Lz, U EOBANS, FEEE LCiX, ALK T (SL)[3]. AF
JALA IV T > (MeSL), =F /L A F IV ALK T V(EtMeSL) 72 ED A)VKR T R M, RS EA LA
ELTIEHRBTTFLYBOBALTHD Z ENDhoT-, AL TILSL # FEEE L L THRITH
IC®REL, Zh e BC ZMAGHLE TREREEMEZ A, LIB~#EHTLHZ L L LT,

R 2 OFHEHRNOBEEBNITA—F

Role Compounds Abbreviation Boiling HOMO LUMO SP vaIL(J)e5
point(°C) (eV) (eV) ((MPa)™

Main Tetraglyme G4 275 -6.648 2.139 8.4

solvent Sulfolane sL 285 -7.429 1.491 27.4
Methyl Sulfolane MeSL 274 -7.393 1.429 27.4
Ethyl methyl EtMeSL 239 -7.636 1.543 27.4
sulfone
y Butyrolactone yBL 204 -7.121 0.425 25.8
Trimethyl TMP 197 -7.625 1.581 17.4
phosphine

Low Propylene PC 242 -7.810 1.091 27.2

viscos carbonate

solvent Ethylene EC 244 -7.908 1.042 30.1
carbonate
Dimethyl DMC 90 -7.649 1.225 20.3
carbonate
Ethyl methyl EMC 107 -7.578 1.287 19.0
carbonate
Diethyl carbonate | DEC 126 -7.510 1.347 18.0
Butylene BC 240 -7.791 1.113 24.8
carbonate

10



25

ePC
esL

2.0 & MeSL
®EtMeSL

yBL
1.5 - e Target T™MP
. R s 0G4
1.0 LUMO of PC ®DMSc
©3-MAME
05 o ‘Emg

°

[
®DEC

0.0 BC
-0 -78 -76 -74 -72 -70 68 6.6 -64

HOMO energy (eV)

LUMO energy (eV)
[ )
o
o

3 SFELEEEIC L D5 HOMO, LUMO #E 8

3103 RERMEEMREORE

G FHEERT R ORE R A4 ISR R~ T 2B 20 U, ERERR LA, B
LU7zo X 4 IZARMWFZE T B MmN A U 7z AR AR IR 3 KX O K EIRIE D oy F/ A 7 i

BT, Elo. HOWEMEI OIS, Bha, XA, SIKRBLXOMEL R 312777, SL & Li M
(LiTFSA, LiBFs), B X MEKEM TH D PCX°BC 2T NENFTEDOLLETRE L, BirAmE
M CORBEIEIM Th D REE =1 (VO) [4]& . ALEBEEXERIINAITH 5 TBAPF [5]1% %
NN 3wWt% & 25wt% &2 D KOG L. NERMEMIK L1512, R 4 ITARPFEO BRI
W7o SL R BRI OFEL(VC 38 X T TBAPFs IR <))&~ d, AMTIFEITMETHERA L7 74
LR EBEME X G4-PC-VC3%d D\ i Li(G4)TFSA-XxPC L Fr L, ALK T & iz DL SL-BC-
3%VC & %\ ME Li(SL)sTFSA-XxBC T/R7, £ Dfthh, Li Hi% LiTFSA 726 LiBF4IZ L7 6 D% SL-
BF4-BC-3%VC., VCEEZfFH# L= DL SL-BC-3%VC TRTZ & &9 5,

b d
(a) (b) (c) (d) (e) o

&g 2+%FEF°&L

0
0 H3C\0)J\o/CH3 ><i F_)f_
Hs

X 4 RIEEFMEBIEE OERS F/14 2 @ (a)SL, (b)G4, (c) TFSA-, (d)BF4-, (e) PC, (f)BC, (g)
DMC, (h)VC, (i)TBA* and (j) PF6-.
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F 3 REFEMEBERE OB E & it

Chemicals | Function m.p./ | b.p./ ip./ f.p./ n/ &
°C °C °C °C mPa s*
G4 Main solvent, forming | -30 275 141 195 - -
a complex with Li-salt.
SL Main solvent, forming | 27.5 285 165 528 8.0 433
a complex with Li-salt. at 40 at 30
°C °C
LiTFSA Li-salt for forming 232- - - - - -
complex with SL. 234
BC An additive, lowering | - 74 135 - - 57.5
PC viscosity and -55 240 142 455 2.76
DMC increasing 5 90 14 458 0.6 3.12
conductivity of the
SSE.
VC An additive, forming 19-22 162 80 - - -
an SEI at a graphite
surface.
TBAPFs An additive, forming 245 - - - - -
AlF; at an Al current
collector of a positive
electrode

*The values given for 20 °C.

**The value fiven for ethylene glycol.

***Unknown.
£ 4 ANVEKT U R—ZADORERMEERE DR
Li salt and main solvent Low viscos solvent Additives Addities2
Electrolyte Chemical Conc. . Conc. . Conc. . Conc.
(content) (Wt%) Chemical (Wi%) Chemical (Wi%) Chemical (Wi%)
G4-PC- .
3%\VC Li(G4)TFSA 55 PC 45 VC 3 TBAPF; 25
%';/3% 80 BC 20 vC 3 TBAPF; 25
SL.po|Li(SL3TFSA
6%VC 80 BC 20 VC 6 TBAPF; 25
SL-BF4-BC-| .
3%\V/C Li(SL).BF4 80 BC 20 VC 3 TBAPF; 25

3.1.4 REFEVEEMRE OB

A MR TR AR R O BRI & AV EE B 47 HT (Thermogravimetric analysis, TGA)¥5 & OVR 22 & A 24 & 1
7 (Diffential scanning calorimetry, DSC)IZ & ¥ #Afi L7z, TGA #IE &, AN 5 M4 o AR E 00 F F8 i B2
ZPESTHZEEEE Lo, REREERKZSCEMRES — NefiEOEES E D DT, Al

12



NRATKE LT, e TGA BBy T 7 L, FIEBHEE 5 °C/min, Ar K CEHERD &
ZRHAIL7Z, BIECTOERICH L, 2 BEE%HD L OREZBREE & T Ln, NERMK
R W L W 72 B Li(Ni,Co,Mn)O, [EHiz & O KIS Z=FH X5 7=, DSC Ml E % 1T » 7=,
(LiNi;3Co13Mn 302, NCM111 IEMR, AR f#K 1M LiPFs in EC/DMC/EMC (1:2:2 vol%)-0.8wt%VC
& PP/PE/PP =gt L —2BIOEMAMEFEHL, a4 I OlEBREICLE, 20
%, A BV ERIKL CEMAZRY H L, DMC BB Tl L-%, BER2mm DT 1 A7 L
BHEOUVE ST, vk, 6ul ORNERMEEMRIK Y, BAMAT L AROZEH AL, F
IHEE 5 °C/min, Ar & 1 CHE WEVE A2 I L 72,

ARWFIETIL, BV A 7 )V TOER R & O &\ O RS (80wt%Li(SL); TFSA-20wt%BC,
SL-BC)%& JEARA & L CHH L7z, X 512 80wt%Li(SL);TFSA-20wt%BC {EA VAR D TGA & &
IEMR IR AR CO DSCHIERER 2 /Rd, £ 512X 5 L0 EH LBt T 2 — X & A7 B fif
#%(IM LiPFs in EC/DMC/EMC (1:2:2 v0l%)-0.8wt%VC)33 L O Li(G4)TESA-PC IR AR & ki L 7=
R SR

- 15
o]0 S— :
> - 1 12§
80 A ]
-_f:D [ Temperature "|: 9 é
8 60 [ 140 °C ' =
%40 ; DSC ’, E 3 "g
q_) 20 :l ___________ /“.-_, ’ : I
< o : 0
0 _'"!""'""""""---------n--l-..............,, 3

0 100 200 300 400 500
Temperature (°C)

SSL Z W= R ERBMEEME O TGA (FE#H)B X O DSC (\E#R) R : 80wt% Li(SL)3TFSA-
20wt% BC,

TGA HIRIZCB W CTEHEN VIO 2% T 2B OEE 2 HERIEE L EHRT DL, 140°CE 720 | BE
B ¥ D 55wt% Li(G4)TFSA-45wt%PC D 105°C LV b mEH Z &b >7, —F, DSC T
1% 270°CE TIXBAE 72 SOGSEVT R 53, 270°CLARE, IEMRD D O LIS 3E 12 X 2 BRb RS 20 e
BENT=, T ORBDIE T EGRE : 200~350°C) I« 5 O X 512, AHEEME L 55wt%Li(G4)TFSA-
45wt%PC L bR TIR L, MR CTORZRMEICHEND Z B I iz, ULELD | BKMERA A
HHUEMELE LTEWART Uy VEAT 5 L 2R Lciod, LRI, A EHE A % fite
I L7 Bmek . EHEE, FHME~BAT LT,

3.1.5 FMaRtEm LM - BERE R R~ EEEE OB
A ISR L WAL T, FEEC & 5 A (I Wh), HEIRIE(100°CLL F), = FL
— B (300Wh/kg) & AR FTHECdo o 7278, FEMCEY A 7 AW O B R 313 F RS 2 FIEl - T3
D, ZOHMA D= AL S EERBBLETH o7, FEMIE. BBT 523, FERMEEMREZ
HERLT 2 IR AV ISR 2 BB S A 2 2GR Y 7 2 R A 2K 5 PAD DRSO VAR 33 L i o —
FIC > T & BB UL, 22T, MEBMLERTORSEMOEIRE T A — 2 Ol % A
13



e L, IRHE{LEE 2 AT L, 2 E AW EE VORI L | B/ NT A —% OEH
EHEDT-, ERRENRT A—2 LT, BETINVXT—BEOTLHRTCERINIWHEETHY . &
BEOWRIRZEE 2 R THE CTH Y . WEER 5 2 VI E -5 2 B COMBEMEIC B %2 R F 33
T A=K THDH[6],

RS ALY & LT, BE OFERBMESEMAMERE A~ DB BN D72 | BRE OWMRIE T
A — B BT HEICE D8k E LT, r@xﬁ?ﬂ//ézﬂ SN EDOWRERL, o, UTF T A
AFVEMASOEHEBROEES KRBT L U (PC)ERIBETT L (BEC)ZEHEE LTz, RSICWE
R O EARYVEE T,

® 5 NEFEEERE O EELR L O ELEEEo RA MM

Constitu Compound Symbol Boiling Point HOMO LUMO
ents (K) (eV) (eV)
Main Tetraglyme G4 548 -6.648 2.139

solvent Sulfolane SL 558 -7.429 1.491
Low Propylene carbonate PC 515 -7.810 1.091

viscos Ethylene carbonate EC 517 -7.908 1.042

solvent Butylene carbonate BC 513 -7.791 1.113

R E LA . ZOEERERZE(L S G AREREBEMRE N L O L — MIEICRIFETE
BEAMRF Lz, b— MREYEORIIICIL, FEhasE B 2 THRA % 0300Wh/kgak it /L T oA L O
EARDN 57250 1Whih 7 I 2 — MEAVEHWZ, RICFEEOEMREE R EZEH L2,

F 7 VM U 7= ERE R

Electrolyt Li conductive solution Low viscosity solvent Additives Additives
ectrolyte
Chemical | Conc.[wt%] | Chemical | Conc.[wt%]| Chemical | Conc.[wt%] | Chemical | Conc.[wt%]
Li(G4)TFSA-45PC 55 45
Li(G4)TFSA
Li(G4)TFSA-20PC 80 PC 20
Li(SL)sTFSA-45PC 55 45
VvC 3 TBAPF4 25
Li(SL)sTFSA-20PC Li(SL);TFS 20
Li(SL)sTFSA-20BC A 80 BC 20
Li(SL)sTFSA-20EC EC 20

77 PR L= 2L, T IX— MeEAHOEMEEAZFER LT, R R X
7V —=7MHE& LT, EMEFED 12 cm?, FRETA & 32.4mAh O/ T I 2 — /(LT 0.1Wh
)y ZERLLUTZ, SIXEms AL B A2 Ni ¢, B EoZD, 79I F%— b7 ¢
wA&%%#é%“’PP74wA%%DHiko@@ﬁ%?i*—%74wAmﬁﬁﬁﬁ\E
WHO—D%K L, Z0(¥ 7HnEat) % 7 I F— MEHIEEEEIZ T 180°CTEUE IE L, EHRAT T
Sx— bR L Uiz, WIKETEEE LT, 60°CT 20h E 225 X8, BB O Bl 22 FLIRFE 126
L T 300%D EMHK & ER L, J2eE kL,

BH¥E LT BMRE NI RD 5N D TBME Y A 7 VEEZ T 020k 5720, LLTFICR
FTHIHAIMERE R & L — N RRPERBR 2 S L 7=,

O WIS
fERL L 7= LIB 1%, 16h, 25°CHRE & ICHIHL L=, ZEIT., £9°. ZFFAFEHRE T 0.005C T 10h

171
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D & & it 7& ¥ (Constant Current; LA F CC £&E)E L. Dk, LIRELE 4.2V, &EITE 0.05C, #& 1k
& 0.005C D & FE i -1K & )£ 72 7B (Constant Current-Constant Voltage ; CC-CV £&E) L 7=, MEIX
‘WVWTMVT@%@O%C@Ccmﬁ%%MLto;:T%mﬁ®ﬂmmiﬁmﬁ¢@ ZER/N
L—hE2RTHDOTHY, | R TELDOERARELRERWVLUKET 2ERMEE 1C & T 5,
@ =— T &

wix, EIRFEE 4.2V, EILE 0.05C, #1544 0.005C ® CC-CV & L. EIX, FIREE 2.5V
THEME 0.05C O CC B L Lo, RETIL, REMFTHAN L EREL ERSE] & Lz,
@  b— R

FEIZO L FEEOKMHETHEEL, 0.2, 0.5, 1, 1.5, 2, 2.5COFEMFDH &, FREMFE2.5VTCC
BEL, £ — b TELNIBRZ02CORETHEIL LI,

M6iz L — FHERBRFE R A2 £ & D, Li(G4)TFSA-XxPCIZ I W T, PCH =R & F i D 45%0> 6
20%ICAKI T 5 & EBRE DA A U ABEEOWMNT LS L — MEEDIRTRBEE Ch oo, —F.
TR A GAD> B SLA~Z H L 72 Li(SL);sTFSA-XxPC TiE, L — M RFEIIPCEEER (45, 20%) 1K AF L 72\
ZERDMND, EHSDOBEDOKRFNTEB VT, LI(SL):TFSAR EBIRE O A 4 L AxEFIILI(G4)TFSA
& AR IR A A B B ARSI WD T2 b O D LiA F VR (A 4 U ARERITH T HLiA
F v DARERO 50 2 ISR AL & A7 770.5T, Li(G4)TFSAREME(<0.1) LV b
BNZ Lo TWA[T], ZOLEERNE W LITHR U, R E LR & A2 (K L 7= B
MERICEBWTH @V L — MRRERHERF SN B2 b b, £, RE B O B 722 2 /6K
(Li(SL);TFSA-20BC, Li(SL);TFSA-20PC, Li(SL);TFSA-20EC) Tl ¥ % &, K& AR TiEiewn
H D@D Li(SL);sTFSA-20EC, Li(SL);TFSA-20PC, Li(SL);TFSA-20BCOJIEIZ Fv L — MRFPEZ IR L
7~

Li(G4)TFSA-20PC
110 Li(G4)TFSA-45PC

= ~O—Li(SL)3TFSA-20PC

= 00 ~—Li(SL)3TFSA-45PC

= —-O-Li(SL)3TFSA-20EC

® —O—Li(SL)3TFSA-20BC

T 90

3

o 80

>

270

2

T 60

©

o

N 50

£

£ 40

z 0 1 2 3

Dicharging C-rate [CA]

X 6 BEREMREEZH V7 0IWh#E T I x— A D L — MR

3.1.6 AEARERMEEMRE P OREWEDOWRHEE T A — & 7l

ECRS FE AL IR E 28 50 IS RS BB AR ORI FE /N T A — X IZ RIFT B L KRG LT, AR T
RIRE XN XA —H L LT, Bk @iﬁﬂ\méﬁAm (243 E| L 7= ¥ CT# 817 5 Hansen
Solubility Parameter(LA T . meﬁﬁqua &m~x#% BFRIABEOHSPIZEESN & 72 >
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THEY ., RNERMEEMEZMHERT DRIERS (G4, SL, PC, BC, EC., VO)DIRAIEIK DHSP % FH
D EFEICTEM LT, R8ITIE, BIMEY A 7 VikBr & £l U 7= RERVEEMRE T ORA IR
@ﬁﬁﬁ&Hw%%#oﬁ%&mwﬂwzﬁ_iwh6UJMA¥$ﬁE@HW@%&\ﬂi&o
TEY, 33FIIBWC, ZORMBENRTA—=ZBY A I NVEMIIRETTHELERT D,

K 8 NERMEBEME T OWHARL L HSP B

HSP / MPa'?
Bk BRI HERK(MoI%)
pa)-1i %) IR | KRGS =&)L
Li(G4)TFSA-45PC G4 :PC:VC=185:75.5:6.0mol% 18.4 13.5 54 23.5
Li(SL)sTFSA-20BC SL:BC :VC=64.1:29.8:6.1 mol% 17.7 14.8 6.8 241
Li(SL)sTFSA-20PC SL:PC:VC=61.6:32.6:58 mol% 184 17.6 7.4 26.5
Li(SL)sTFSA-20EC SL:EC:VC=58.6:35.9:55mol% 17.8 18.6 7.7 26.9

3.1.7 Favketkm iz 2 EBFERR~Li B L RE OB

LA A BT oo B0 fiA & LT, AR E TORIB)SIH 20w & LT Li A

ﬁi@ﬁ%ﬁmmﬂ@ﬁﬂ CHDFAT, BEOKRFRICEWT, BB L T AW

(TR S A2 BRI IE Li B0 IR BE D 3 fRAE R IS D SAE LD Z L 54T
b\éo FiseE CIZLitEE U CLITFSA 2 H L T\ =2y, Ak BIE O i Ak i\ Bz X 2 FHevib
EEIHNE L, SRR LiEE LCHONDT 7 70 A rR Ui Li(LiBF)Z Litg & L CaH
L7z, AT, (KB A& 2 8 IZFLE O IR & 7=, 2 HMaE i, BiY
HDOEKEA o ORAIREEZ LS, RE L TCEMREOMAMICHEL 5.2 %, £ T, A
TiX, FAMMRETE LT, Li 3 JOMER: B LR BN BB E h OB A & I R Z T B2 A L
Too MRE U2 EMEME A R 91T RT, [FERIC, LidE e LTI LiITFSA 202 T LiBFs &
7oo Flz. FH D Li(SL);TFSA-20EC DEKLEEELIEBE DU E(20 EE%)IE, & 8 1T THEAESF
ELTEHLEZLDTLIICHT HEAND F(SLEB LU ECQ)EIZENLTREBELZ 1:5 & 72 DK
Td %, Li(SL);TFSA-12EC TIEZ i % 1:4 £ TR S, LiE LB LW U —72 EC &% Hl
W9 % Z & %A ->7, Li(SL);BFs-16EC <° Li(SL);BF4-28EC & [AlEkIZ Li #EiZ k9 2 B0 T & %
PR L CHAR A T E LT,

705 9L EAEE OBCALIRAE 2 Raman 77 GBI L » THEMNT L 72/ R 2 "3, ROHTIX
RENISHAW #-#L 0 inVia |2 T3 L. X YAG 2nd 532 nm Line, 30mW O B — A% HU >, AR
F<rE— FTHEMLT,

# 9 RFTEAFIRAAK

ER R E BHREE EE EALEAL A EE

Li(SL)sTFSA Li(SL)sTFSA 100 - -
Li(SL)sTFSA-12EC Li(SL)sTFSA 88 EC 12
Li(SL)sTFSA-20EC Li(SL)sTFSA 80 EC 20

Li(SL)sBF4 Li(SL)sBF4 100 - -
Li(SL)sBF4-16EC Li(SL)sBF4 88 EC 16
Li(SL)sBF4-28EC Li(SL)sTFSA 72 EC 28
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B4 7 IRV EE I T D Raman A~7 hVZoRT, BlllSn/ce—2%8 L2, IREO—E
ZROEMIR LTS, ZILH AT MLVOFFEDFIBICOWTCE SRR TR Z L, #8—
I DRIERNT 4T 4 7 % FEhE LGRS R ITEH ), WTNLOEMRIKICH AVET U HXk
DY — 7 PMFIERE UALE B Sz, LITFSA ¥ A & e BME Tlx. 740 cmm fHUT1C TFSA 7
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VA% LIS, iEO-HEICERZ IR L7z, 24, 300°COEZE T T 30 o MEVLE 2 it L |
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3.4 (EHEHEE 4) RERMEEMRE O BHMEER & ERIERE DA O R L

3.4.1 /BT I F— M EALORE

3.3.1 CEli L= B ~FIR DT T I R L —XE2HA L. 7 I %— MV HOEME % 1
U7, Wi FITEMmA AL A2 Ni BT, B IR DD, 7 I3 — 87 4 VA LT
DI PP 7 4 VA ERBEO T T, EEEE T I X — N7 4V AITERBIAL, BRI O %
L, —(F 7 aET)E T I 2 — FEIELEREIZ T 180°CTEE L L, HKATT I x— hE/L
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ERL L 7= LIB i&. 16h, 25°CHEZ oL Uiz, £EIX, £79. ZEHREHKE T 0.005C T 10h
O 7 FE it /£ FE(Constant Current; UL~ CC £E)E L, £ Dk, LREE 4.2V, EHMHE 0.05C, # Ik
21 0.005C D 7E 7B it - 7 [ 7 78 (Constant Current-Constant Voltage ; CC-CV ) L 7=, MEIL.
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(iii) A sl R
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()R CEHTERFEZFML, 2na SEED KL, 55T 0.5C RUEY A 7 /1 100 [F & |
0.05C TOREMBE 5 HIFEMMLT, RREV A 7 VAIOTERERILE DKL REMERFE)
LEET DH, AETIT 100 A4 7L 0.5C TRBEZMAEVIELTEZOEMEEEH T D 105 1 7
VAR BEHERFREZ FaREORE L L,

M L= 2L 0 — SR FE MRS CRA L E— A AREE FE L. EBRER X OEMmIC
B4~ 2 HEPUAR 4y D28k & 4 L 7=,
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72 0.1Wh #kE /L 2R E L, BRREMES A 7 VT KT 28 % 51 L 7=, 16 (2 ST
TR LY T4 L% BMELi(G4HTFSA-45PC) & A CHIH L7 A VR T v R BMRE
(Li(SL);TFSA-20BO) 2 =N ENHH L= v O WA 7 VR R 283, ARIE T, #EB X
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? 0.05CA L — b+ TO B Z <7, X 17(a)® Li(G4)TFSA-45PC (Z b~ T, Li(SL);TFSA-20BC
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A7 NVETIEIMEADI/INT A—F X% TH 7275, Li(SL);TFSA-20BC DA EAE N4 L7 60
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L7 o) ETEBELZEALNLAMETILY L., ORI O(LFIRIEZ XPS(X-ray
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ZNENEH LR — RO vz LT, BHECERT. 1 A4 7V RERZ. 100 %A 7 LV FRHGE
BOAMEERL, /e —T Ry 7V ZANTZF LI —RE— hEREY A FLORESER CE
MAaTEE L, RRFEBRFBEBOETE XPSEREIZCEY LT,

Fo, BIERBATEOEMEEZ(LZHET 5720, ABY > 7L OWin % SEM 12 X > TH#l
BL, DMRICMILEAEBICH L, ArA 422U o 7 3EEEZ AW Clrm 2 ik L, BERE
A T WA EE(FE-SEM., H 328 S-4800)Z W CIEREABIZR LT-, £/2. TxRAF—4HM X
BT (EDX) % VT SEM Bl N O o EE M A5 7,

19 (21X, B A 7 VEi, 1 A 7, 100 1 7 VO AmEmIREZ XPS 2 H\W\W T
AT L7efE R 2”9, P TiX, C. Li. F, O, SIZBET AT M ZaRd, £ 10~13 121300
KA MEOLTFREGTEEREEZRT, HFAXT MVOMBRRE | BREIZ XD AEREEDOEN
WZDOWTULTIZART,

() C: BAYEFIEICIR DT, BBV A 7 VT BpAMmICHRkT S5 C-C B— 7 BBl S, &
B PE D WIRIE RIS B LT, 0-C=0 ¥'— 2 (VC., PC RN BlHl&sNns, v— 7 @mpEx
A% LR TE D,

(b)Li: BB EW, LI BERNICHA LTS O b Eie) & | #ER k@ Li LA W(Li-F, Li20,
LiOH)IZ 12k 9 % % Binding Energy & — 7 S @l{ll & #1 5, Li(SL);TFSA-20BC (Z kb~ T,
Li(G4)TFSA-45PC D5 LifbEMO B — 7 RENE > TH Y | #HIEHKIZ XL D Li 1 4 v KiE
MHEEEIT LT W RSN D,

(o)F : Li L[AEROBE T, FMEIZHEWVLIF RO —ZBENEE > TN 5D,

(d)O : FEHEIZHEV, BERIR R OMER S A HRELE(C=0, O-H)BHE L., KD TH D C=0
72N L LiO 23l 415, Li(SL);sTFSA-20BC (2T, Li(G4)TFSA-45PC D 5 A3 & — 7 R L3
M, BEELELT T4 LLPC OOMENREITLTWD Z ERRBIND,

(€)S : FEALBITHE, Li MBI ORANVKRT O RAERY TH DEDNHENICER VD IAENTE
V. AJVIET % MW7z Li(SL);TFSA-20BC TO B — 7 BREE 2N E ),

(@)(d)(e)EZ V., 100 VA 7 VOFIKEY A 7 VI, BIFEEMS THDH, G4 SLT—R
F— b RO AR DR ITT RN EIT L TV D S OO #EH kD XPS B — 7 1T K& e R
72 <, WEODREATEIZRERBEWVERWEE XD, —F, Li(G4)TFSA-45PC O 7 13
BENIZ LA A BRE<S MY IAENTWDERTBNER IS, ZOERKROE E LT, W50 EM
BENTO Li A A4 2 OEEFEE 0N L T 5 i REMEN H 5, Li(G4)TFSA-45PC D E k4 TH
% Li(G4)TFSA TlX. LiAf 4> & G4 TFSA A A O THMWAHAEHANTEL, 2N bR —IK
Lo CTWHEREE 52 & TEMENZIE T 5 —J7, Li(SL);TFSA-20BC O EL73 ThH D
Li(SL);sTFSA Ti, Li f 4> & SL B XL TFSA OFAEA/EHRF <. SL & TFSA NIEALT 5 244G
BEOHZMN. L TRy U TIRETH 2 ENRMLN TV D[4, 15], TD 7=, Ak CHEME
BRI S IR 2 TR R 9 5 BR. Li(G4)TFSA-45PC TIiE G4 L RWHEAEA ZHF 425 LiA 4
VINELY A ENRT < (LI(SL)sTFSA-20BC TIXLiA AV DBV IAENICL oot EZ BN D,
FROMBMIEFEICIE, ERB IO T — X OIELREBMLETH Y | FEBEEMN OLLBLS i
BRI 1A Clke L TRst 2D 5, L Eo XPS 8 X OV HX-PES #fi& % Ci. Li(SL);TFSA-20BC &
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Li(G4)TFSA-45PC TR S 41 5 BEMHE B O3 WS BRI 72 o 72— T 16 TH L N7= FEhE
A 7 )VIRERIZH51T D Li(SL);sTFSA-20BC TOREAR LK 2 R~ 3 2 1FRIFHF O o T,

Intensity

(a)c (b) Li
10000 o 600
G4-100cyc H G4-100cyc
9000 G4-1cyc co | Li G4-1cyc
8000 = G4-0cyc h 500 LiF, Li,0, LIOH , = G4-0cyc
e SL-100 cyc i\ carbide ~ ' = SL-100 cyc
7000 ——Sl-1cyc | —c
> SL-Ocyc 400 gtéiyg
2 6000 ‘ Z .
@ o-c=0/ ! @
@ 5000 - g 300
€ Vil €
= 4000 CHCFy- /1 S
3000 1°0cvc_’—//'\_-_-—/;3 B 200
2000 1eye | ™ 100
1000 Ocyc ”l‘/r 3 '
0 i N — 0
300 295 290 285 280 27t 65 60 55 50 45
Binding Energy [eV] Binding Energy [eV]
(d)o (e) S
7000 400
G4-100cyc co c=o -S
G4-1cyc 3 i 350 1
6000 G4-0cyc ' g:) 1i,0 :
———SL-100 cyc]| ! o :
5000 SL-1cyc 300 | 100cye | |
SL-Ocyc : '
Fo Z 250 : ;
2 o 2 ‘/‘M
B 100cyc B 200 1cyc ! i
£ 3000 S ; ;
150 : G4-100cyC
: G4-1cyc
2000 100 | oeye o 3—G4—0czc
S N SL-100 cyc
1000 50 ' j———SL-1cyc
SL-Ocyc
0 0 T
540 535 530 525 180 175 170 165 160 155
Binding Energy [eV] Binding Energy [eV]

() F
900 G4-100cyc
LiF, F-C G4-1cyc
800 ; = G4-0cyc
SL-100 cyc
700 e SL-1cyC
600 100cyc SL-Ocyc
500
400 1cyc
300 —
AN
200 Ocyc oo™ : —
100
0
700 695 690 685 680 675

Binding Energy [eV]

X 19 ABETDONE AT b BEE Li(G4)TFSA-45PC B X ' Li(SL)3TFSA-20BC. F ik
BV A Z7/VEIE 0, 1. 100, A (a)C, (b)Li, (c)F, (d)O, and (e)S,

# 11 XPS IZB T 2 oRER LR

Cell Electrolyte | Cycle number Li C 0 F S
G4-0cyc 0 7.3 81.8 10.3 0.5 0.1
G4-1cyc G4-PC-3%VC 1 48.3 26.6 23.9 0.9 0.3

G4-100cyc 100 43.4 30.2 25.3 0.9 0.2
SL-0cyc 0 5.6 844 9.5 0.5 undetected
SL-1cyc SL-BC-3%VC 1 45.3 33.7 20 0.7 0.3

SL-100cyc 100 44 33.6 21.2 0.8 04

£ 12 XPS TR 5 ClLEDER R
Element C

Chemical spieces Carbide C=C C-0, C=0 0-C=0 |-CH2CF2- | -CFHCF2-

G4-0cyc 18 51 18 9 4 -

G4-1cyc - 23 47 26 - 4

G4-100cyc = 30 51 17 = 2

SL-0cyc 13 53 23 7 4 =
SL-1cyc - 20 72 5 - 3
SL-100cyc - 29 51 16 - 4
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# 13XPSITBIT B LiBLXOFLEWERELSR

Element Li F
Chemical spieces Li LiF,Li20,LiOH -F LiF | F-C
G4-0cyc 7.3 81.8 42 58
G4-1cyc 48.3 26.6 - 100
G4-100cyc 434 30.2 = 86 | 14
SL-0cyc 5.6 844 46 54
SL-1cyc 453 33.7 - 69 32
SL-100cyc 44 33.6 - 71 29

F14XPSIZTBITD 0 BXOSILEWHEBRLILR

Element 0) S
Chemical spieces Li20 C=0, OH, S-0 C-0 -S -S03 -S04
G4-0cyc 7.3 81.8 42 - 100 -
G4-1cyc 48.3 26.6 - 65 - 35
G4-100cyc 43.4 30.2 - 76 - 24
SL-0cyc 5.6 84.4 46 - - 23
SL-1cyc 45.3 33.7 - 77 - 23
SL-100cyc 44 33.6 - 77 - 51

20124 A 7 VI IT 2 AMEREZ L Z <3, As-madeds K 120, 40, 60, 80, 1001 7 /v
BoOBANLED L AMRIIKE L, T E UBOFHSAOEREZFHML, OV EEZ 7 >
FLTWb, £/, EHEFAEAZ =7 —/N\— L L TRT, Li(G4)TFSA-45PCTlE, RIMEEHMEY KT
Z L THEMIEAITFEC I KT % — 5, Li(SL);sTFSA-20BC TIZ60H A 7 /L LIKE, JEA N 2RI
WRLEZEBRH LN E oo, THUX, FRIEICH S BRI UEMM B2 BT &,
BEERDNE S U BRI IINE L7 SR VBN O ZERR A K LEANRHE K LB 2 b5,

100
= o Li(SL)3TFSA-20BC
3. 90 || Li(G4)TFSA-45PC
()]
(7]
g 80
RS
£ 70 L l %
o <L :
IS T
S 60
<

50

0 20 40 60 80 100 120
Cycle number [-]

20 Li(G4)TFSA-45PC 3 X Y Li(SL)3TFSA-20BC Z#EH L7727 I X — b ELVHNOABDKEZE
1t
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LICHRALE S A 7 VEiE OAMmETE SEM #2248 4 ~3, (a)B X OA)IERBEY A 7 v

AT, (b)(d)I% Li(G4)TFSA-45PC /LD 100 %A 7 L FHEH% . (c)(f)iE Li(SL);TFSA-20BC & /L D
105 %A 7 VFEIER., ORBKIHE CTH 5, ()5 ITEMEME. (d)H D EIXTED LR+
A O KkG TH 5, FIRFICHEM L72 SEM-EDX I L VIERBICBIF S22 T 2 RN
BN BN (X C), IROVKLFN T U a2 (S THY ., N SIEWER T REIC A v XD GEE
SR E T2 TN D, BMAEBIZIENT, REERTO @IS, FEHEL D K L7 (b)
720 L () TIE AL D RFEEALIC & B2 K, BRE 2R DR I D03,
Li(SL);TFSA-20BC Z# M L7=(c) CHE TH » 7=, £/, ERBICBW T, {EWERF HIKDE|

FUTHERE STV 72—, Li(SL);TFSA-20BC % i L 7= (HIZ W\ TR ERL 1~ O AR b1
NEETH o712, ULEX D, Li(SL);TESA-20BC Tld, /A X DfE AR R X DSl )
TL, 2K 16 DEELEDOER TH D Z LN RBINT,

X 21 BB A 7 VaEitk OAMGETTE SEM #: (a)(d)%5{L A1 E MR (as-made), (b)(e)100 A 7 L% D
Li(G4)TFSA-45PC &H &NV, (¢)(H100 ¥ A 7 L% D Li(SL)3TFSA-20BC &H &/, BMEMEIL
(a)(b)(c) 2% 500 fi5. (d)(e)(f)* 5000 %,

21 OBBMEICHNZEBEMBERIIE TR L THD — T, RUEELOBHEEICEZRENRD
hf:fiﬁa & LT, BRRIKDOWRIRE RT A —Z(SPE)DEWPEE SNZ, G4 D SPEA 7.4 (2%
LTCSLM274 ERERERNDD, NA U FXIZHNTUWD PAI @ SP EIL NIMS O &5y 17 —
Z ~_— A (PoLyInfo)[15]TI% 23.3 TH Y, SLIC# <, SL Z & e/ T PAL 2 M L B AR
BERELRLT N EHER LT,

4 22 121%. FEHCEITSE S EMOKREE(LAZMET 52 L Z2HNE LT, BUEF A 7LD T
FRETE % 2.5V 775 3.2V(ASOC : 100%—60%IZFH WA LI FRE Y 1 7 Vil R &2 m7,
TIRFELEN 2.5V DK 13 L H#E LT, 0.05C TOERREILE < MEFF S 4L, Li(SL);TFSA-20BC &

MZBWTHERBREDORRII RN o7, TD7H, X 16 OFEBEZIEITIZIAV SOC #iPH T 7 ik
%ﬁ“‘é ERICAE U 2 BT ZZAGIT A O B ERE N B L TV D Al @ W 2 L 3o Tz,
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—— G4-PC-3%VC
SL-BC-3%VC

SL-BF4-BC-3%VC
100 o—

—o— SL-BC-6%VC ]
q o
90 f i g 2 g
S
- 80
K]
€
@
© 70
>
F QR
o 60 |
50
40
0 20 40 60 80 100 120

Cycle Number

X 220.1Wh#& T I 2 — b ENVOREHEFROT A 7 VEERGFME, EHEBRO TREE=3.2V,

3.4.6 FZIEHIENC X 3 ABHAEO R E

HEE R OO & DT D BT O W] 2 A0 AR LR 2 F0%E L Rk R 2 320 L 7=,
BRG] TR E LT, NA U X RER L X2 BEBBBEORTEILEI -T2, BRI R
A E L THILID VC OIRIMEEERD 3% D 6% K S 7, ZO/RE, VC B2 KIC
X D WIRE I K 230 > 7= & V(X 23 1D SL-BC-VC6%) Tlk, BREAENHERINT., KD Gb-
PC-3%VC(_Lik @ Li(SL);TFSA-20BC %)% LRI A2 R EHMFFREEZHEDLICE ST, £z, K24 1TR
LB T A—=ZIZBNT EMBLIOAMOFHABERTEZBBE TETWD I ERRBINT,

Z ® SL-BC-VC6%t MIZB T A2 RBHFERM EOBER A2 BRSS9, 100 VA 7 VR EEE

DN E R L ARBO W SEM 28122 L7, X 25121, SL-BC-VC3%(100 ¥ 1 7 /L1455 & FF
# 80%) & SL-BC-VC6% & /1 (83%) D AR D Wi SEM 14 % 14, AHEIE TIL, VC EHEKITHE D #t
PEJE A ZEAVIT R TE 2o 7228, VC &2 H K X H 72 SL-BC-VC6% B MIZBW T RERDE
MBS ARk, - M R A EE N IH SN TWB Z e R hotz, U bEL Y, EBMREMARSEBICHES E
/B S mE EENIC L D RAAERE OB EMES A EL, REFEMENDERTEHZ L 2] 673»
L7z, — 7. KECThR_R7E-EHMMERITERMEOBOVETMANHKD & Z AN K&, BREL
TORER 2 MERER EO-OIZIE, TOMKREZRERLETVLERNH D B 27—, KHEITIE, E-Eﬁq:
BRI & A IE L EEOMBE A B L, EMEHKRAEIC L2 EHFMEERTF LT,
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Utilization of positive electrode[%)]

~-G4-PC-3%VC
— o5 SL-BC-3%VC
E ~~SL-BF4-BC-3%VC
o ~0-SL-BC-6%VC
s
)
S
g 85
z
S 80
©
Q
(]
O 75
70

0 20 40 60 80 100 120

Cycle number
23 WRENVOEREMFROY A 7 VEKRFMH,

~ ./,
(INAT B D FEE)
(a) (b) (c)
110 _110 25
X
@ 100
100 E 2
90 3 <
o 80 E15 \kﬁJVO\
80 O = o >
g 70 —0— G4-PC-3%VC g 1 v
70 —0— G4-PC-3%VC L SL-BC-3%VC o
O SL-BC-3%VC 5 60 1 o siscewuve O —o—GAPCIRVC
60 —0—SL-BC-6%VC S 50 05 _o_gtgggo%g
REARCA.AY 2 —o— SL-BF4-BC-3%VC 507
SL-BF4-BC-3%VC ] —O— SL-BF4-BC-3%VC
50 N 40 0
0 20 40 60 80 100 120 =] 0 20 40 60 80 100 120 0 20 40 60 80 100 120
Cycle Number Cycle Number Cycle Number

B 24 HRENDHENRT A —F (EBFIAR, ORABRHAR FETHh,

25100 %1 7 VR EZ OABKHE SEM £:VC IRINE D2,
(a)(c)SL-BC-3%VC. (b)(d)SL-BC-6%VC,
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3.4.7 BIRIRIZKTT D51 VX BFRERIENC K 2 AR A m

B0 5 EME A CAMSIEOMMAMEN RSB H L LT, AMEMEEMEET HOD A
> % (Poly Amide Imide ; PAD)DFEMIRE N EMEFE CRR L Z L2 HEE LTz, £ DOIRFIRAED 72
b, B D EMITINKTT DPAISA X OYRfEE & I 2 3 L 7=,

NA L HEIZHWDPAIONMPIE IR 2 7V I =0 LAY L — kb BEIZ8AG, 80°CTHAEML , A1V L
— F2> S FEE L, 120°C C2HFRH B ZSREIE T 5 Z & TNMPZ ERICERE L, EALNE X Z200umd
PAI”7 4 )V A&7z, FEBEOBMIER TIIPAINA > X 13300°CTI0 BT 52 L TR <
— UG R T DA, ARG Tl BRI XTT 2 PAIM B O - I E O 2R EZHMgICT 5
72, B2 THEBOMTER L TW2RY, ZOPALY 4 /LA %3cmfA YW L., 4FE¥E O BRI
(Li(G4)TFSA-45PC, Li(SL);TFSA-20BC, Li(SL);TFSA-20PC, Li(SL);TFSA-20EC)IZiR{E &, 50°C
TSOWFMRER L7-, RIEZ OREHIIREE Y A F /L TR, Mol L. BARIRE L OREY X T v
ZRE L, RIEA#OMREOSEGME, B8, BEA)EEELEFHI L, BMEORMEOTEL L
TIR{ERIZ OPALY )V AEEOELE, BAEEORE & L CRIEATE OPALY 1 /L 2 FE (e R4
XJFEHR)B X O EEOEZEOEIFE LG Lz, HM26(a)b)ilF N EILPALIY 1 /b ARFEA L =R
(Swelling ratio) & B &2 (k2 (Weight loss)Z /"9, [XIH1Li(G4)TFSA-45PC & Li(SL);sTFSA-20BCIZ xf
T HPALT 4 /L ADKRFEZA S, HEA(LELZ KT 5 & | Li(G4)TFSA-45PCIZ b~ | Li(SL);TFSA-
20BCIZxF L CPAIY 4 W AR LT < oy —H B LT WD ERHL N E RS T2,
AFER L X203 L U215 Y, Li(SL);TFSA-20BC% AW 7= /L Tlid, PAINA U X NEMIFITKT L
THRMMENEL AL U EDFEE DD L2 & T, BIETOEWEIRFEEICBRE TE T,
WIEE, RERTHEIT LI EE X b5, —F ., Li(SL);TFSA-20BC DR S EEAL s it 2 BC > &
PC., ECIZE® L 7= E MR (Li(SL);TFSA-20PC, Li(SL);TFSA-20EC)IZ%} L. PALZ 4 /L A DAKFEZ
ERITIFFETH > 720, BEEDEPIGHI SN D Z LB nhrol,

(a)Swelling ratio
110

105

100

Swelling ratio [%]

95
Li(G4)TFSA+45PC Li(SL)3TFSA+20BC Li(SL)3TFSA+20PC Li(SL)3TFSA+20EC

(b)Weight loss

100

99

98

97

Weight loss [%]

96

95

Li(G4)TFSA+45PC Li(SL)3TFSA+20BC Li(SL)3TFSA+20PC Li(SL)3TFSA+20EC
Xl 26 PAI 7 4 )V A DEBRG KT D ABEE - BRREFT LR
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(126D %) & BRREEDVEN GRS D720 BEE /T A —Z OB BPALNA X OB
RT3 282 b Uiz, AR O Y | WRE /ST A —Z O WM EHE SR m W &
MBI TEY , ARFTIE, #1DIC, PAIOEMRENT A —2ZH L, T ERIIRLIZE
iR 2 WG T DRI DIRRE R T A — X L OESEERMT 5 2 & T, MEELE LT,
FNSITITIAMREE X T A — Z BRI OBE ORI 5T 2 PATY 4 v A O, AR R 2 R
T, AFERZ H W CTHENT L72PATY 4 L A OHSP(N Y B RIRE R T A — X [16]) & £ 161287,
[XI271ZHSPX 7 MV Z 7R 53, HSPIE T B 57 (8p) AR 53 (8p). K FEHE A HL 53 (Sn) T/R S 41T
BU ., ZNEEIDZEBEDOHSPHL Y & DSy (ASp, Adp. ASp)Z B L=, F O FMDFI R
(ASPHASP+ASHY) P IXPAT & TBARIR DIRMREE /X T A — % O B (HSPHEEE : R)E &EH XD EMNT
. MEMEORIE L 2D,

HSPAT MV HSPEE&E(Ra)=
(4°(8D;-8D)? + (8P -8P5)% +(3H,-3H,)? 0°
" olven

oH 5H
_ HSF [5D, 5P, oH]

> Solute(polymer)

D 3P jD/ 5PV

X 27 HSP X7 h VX & HSP FEREDOBEE X

ZTORRE, Kl6BINTHFDO” h—Z /7L L TRT, £1612BW T, Li(G4)TFSA-45PC & PAI
DFLAE DHEITHE T, Li(SL);sTFSA-20BC & PAIDIEFRE /R T A — X DT/ E <, FEEEN
BWZ EIRBEND, ZHIEK26ICEIT D EWEEELR, EEWVROEE L KT 5, —
7. (FEMIE B 1) THERE L 72Li(SL);TESA-20PC, Li(SL);TFSA-20EC & PALY o« /L 1 & DIRRIE R T
A —Z O FEHEIILI(SL)sTFSA-20BCIZ AN TR, ZAUNK23OEEBDFEOEMOER EE X 5

%o WHEEALRNREICR > TWAEBICOWTIIEME T A —Z DL TITHRHATE T, 4
BRERDFM, BENLETHL OO, KM ECEEFEOEEIZ L - T, BRI L PAINA &
DIEMEZMZ DN D AIRBEN RSB INTTeD, I3 —hELr~@HL, 1 7 ViR TOH
R & O MM, R RE 2 FEAm L 7=,
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#15 PAILRA U F T 4V ADOETBERET T D, BRAR

SN EE 2
- /9 RBERE"
AR =TE = Sw
Wo Wy

AFTS 0.1179 0.1181 1.00
XFIATTFILT RS 0.1075 0.1093 1.03
EEfEN-JF)L 0.1009 0.1075 1.10
SIS 0.0954 0.1019 1.10
FRSEROTSS 0.1070 0.1366 1.40
AFIVITFILT > 0.0977 0.1080 1.17
SO0 0.0986 0.1367 1.34
FRE A T )L 0.1020 0.1115 1.13
A 0.0968 0.1017 1.08
1,4-AFH5> 0.0998 0.1131 1.17
N-XFLEOU ES 0.0983 - AR
1-9%5 ) —JL 0.0972 0.1141 1.28
T r=RUJL 0.1000 0.1044 1.07
STIFLSOUT—I 0.1050 0.1123 1.08
NN-SAFLLAT =R 0.1097 - R
- IFOS5 RS 0.1088 - —EVAR
5L 0.1137 0.1195 1.08
SAFILITRESD R 0.1067 - R
S OONFT S 0.0969 0.1034 1.09
1122 5 NSIOETAS | 0.0974 0.1129 1.07
=y 0.1020 0.1178 1.20
TUS 0.0945 0.0982 1.05
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3 16 PAI A > &7 ¢ L 50D HSP O FEATif% R

- HSP / MPa'/? HEEERERDHE
i DEERD | mERD | KEEERD| 5L / Mpa'/?
PAIZ )L/ 17.8 14.3 8.9 24.5 2.8

F1VTPAI XA U T 4 VAL BFEEREE L O HSP O 245 FEM#E R

-— AR (mol%) PAUNA >4 T+ )Ly EDHSPRE I DESS | MPa'?
DER T AR ERY T IKEREEERRTD | b—5IL
Li(G4)TFSA-45PC i'; zjgas’résﬁggoiuol';l// REEE 0 6 -0.8 3.5 3.6
Li(SL)sTFSA-20BC 67;)_'1’”;‘259; :: gﬁijc;wil/\/ TRERE—L > = g 0.5 2.1 2.2
Li(SL)sTFSA-20PC Z\éﬂ?;_é’fxgiiﬂiv/:ﬁﬁgt“:'/\/ 0.6 3.3 1.5 3.7
LISLITFSA20EC [0/~ BB T L REEE=L>= 10 0 4.3 1.2 4.5

(X282 SLA T fif BT D {ECKE BE (L VA1 & 28 5 L 72 Li(SL);TFSA-20PC, Li(SL);TFSA-20EC % 3 F L 7=
T IR — MV OFRBES A 7 VB R 2”7, 13DLi(G4)TFSA-45PC & | Li(SL);TFSA-20BC
DFEF PR TR d, Li(SL);TFSA-20PC, Li(SL);TFSA-20EC D% & F75 (X, Li(SL);TFSA-20BC
L0 b < FFIZLI(SL);TFSA-20ECD 1004 A 7 /L% D 45 Fife £ 38 1T Li(G4) TFSA-45PC L D) & i\

(82.0)% & 72 > 7=,

100 «
90
80

70
60

(
(SL)TFSA-20BC
50 Li(SL)3TFSA-20PC
—o—Li(SL)3TFSA-20EC

Capacity retention [%]

40

0 200 40 60 80 100 120
Cycle Number [-]

X 28 BAFE LIcAERMEMRREZBEHA L7 IX— MEVORKEYA 7 VERBRRER
(0.1Wh BV, R ECBEDORE)

FeN T ARSI DR 5 . SR DI D I BB E L EALICF G LT 5 90 % FERe
DI YA 7NV TR OF 2RI L, AMIEA & T OWMMIEE 250 L7z, &18I2100
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YA 7 NVEIBELOAMERZ RS, £72, K29IZLi(SL);TFSA-20BC, Li(SL);TFSA-20PC,
Li(SL);TFSA-20ECHZ H\\ 7= 7 I x— hEAMNLEY H L7, FiEY A 7 v ilBiik oMo rm
SEMBI 22 2 197, 2812\ T, 100¥ 1 7 L FER ORK BEHERFR O 51X, Li(SL);TFSA-
20EC. Li(SL);TFSA-20PC. Li(SL);TFSA-20BCOJIE T A%, #18, 29Tl = D54 T & kik &
W, BAHRPME SN TWDL 2 Enbnd, LEXk, AVEKRT VR ANEBEEEHFEIZB D
T, PAINA & & DRREMEZIHIT 2 & O IR E L 2B IRT 22 LIk  ETH -7
BB O A IE L, fRELTEKEIA 7 VRORER TEABRB T EBHLMNE
VAEDW

F18 FHERBRATR O ABE A

Anode Thickness [um]
As-made 60
Li(G4)TFSA-45PC 65
After 100 Li(SL), TFSA-20BC 81
cycles Li(SL), TFSA-20PC 73
Li(SL), TFSA-20EC 68

B 29100 %1 7 VBB A 7 VL OARRDKE SEM #£4: (a)(d) Li(SL)3TFSA-20BC. (b)(e)
Li(SL)3TFSA-20PC. (c)(f) Li(SL)3TFSA-20EC, %3 : (a)(b)(c)500 f5. (d)(e)(H)5000 %,
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19T IE, K291T7R Lo & At m O L PR BE & el 3 5 72 D IC 320 L 72 X e 14 e ik (X-
ray Photoelectron Spectroscopy; XPS)HIERE K4 T, ARBE TIXLENO LEHE I L OE O
FIRBEDIETE DRI LR O ZE N L 700 | FE(K T OB CTh - 72Li(SL);TFSA-20BC TiT#&

RPN O BN F I Bk L 72 C-CRRC-HfE & D ETE LR N E W

ZENRHOEMNE RS T,

—

Z i,

29 HHELE SN DIEY . ABIEWME OBINDEE TH O BB OB A m N B S vz & fRIR
T& %, —F . HEMETFAME &7 Li(SL):TFSA-20PC., Li(SL)sTFSA-20EC ClXLi,COsX°Li-F & \»
STELIg A KB DBEE ChoTz, Z DOREBEOREZLHFM R KIE T 2RI OV TIE AR
ThY ., AROBRETH D,

# 19100 A Z VFEREY A 7 NV OABEE O XPS HIEREE

Li(SL);TFSA-20BC Li(SL);TFSA-20PC Li(SL);TFSA-20EC
= + AL HE T AVTEE T AIREE — TEAITEE —
. Ci(Metal) - 451 4.84
i [,CO5. Li-F 18.68 18.68 40.02 44.53 42.34 47.18
Metal-C - 1.00 1.42
C-C/CH 3739 3.45 7.58
C CC;% ;"ig 52.48 233'1835 31.64 220'2476 28.01
00 2.28 1.21 0.33
CF - - 0.95
Metal-0 118 10.03 11.53
0 [C=0 mENZ 2371 26.93 8.00 22.05 8.12 22.78
C-0 2.04 3.12 3.13
F e 054 115 014 0.86 015 113
Metal S 0.18 0.6 0.73
S 5,5 0.05 0.78 - 0.91 - 0.89
S0, 0.55 0.22 0.16
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3.5 (EMIEE 5) NEFMEEMHE O MIREE & BMiERE D18 B O L CREELIEE)

3.51 1Wh #& T I BV DOEIEEEE

AWFEDE 9 —DOOFEITEMFEOHE K TH Y . AT TO 0.07Wh (23 L TRFFEDD
ZHEEOE VAR T 0 AMNDNETH H, B2 FEMRFHIIBW T, 18RO NI VB MR
AN NCM111)T~‘S£<%§0>&>5?%I g 7 ot A& A EEMS A4-EB8. NCM811)IZxt L Cil
M L7, BERMIZIZ, SO RBULICNE 2B, EHERE O —BADOTDIRM, BHh, 7L

ANZHOWT, B, NCM111 ERIEEDO SR ZFE L-, M. ABFIETIE, & Ni NCM [EMZ v
e, RI2A N —ANTOEBLSN, B, BAARFICRE 70L& % i S IS B ER 2 D 7,
ZORERER L2 IWh Lo oMEld LT ERMEA B 30 1237, JHWIEBY O = R )L X —%
FEB0OWh/kg) & HEFF L o>, BIEMAZ B 2EMAREN.TWh)EEDL Z LN TE T,

RPN EST-—DOHER L LT, 332THRTERLFEA v E—F v A EE F W EEUHE
2 & B EME N OE) MM FIEOBRERFT 5 b, NEREEMREOSAIRENERN O
BHUC RIETHEZMT 27200 FELE LT, Lz HAVWZERLSA =2 AJE
Eaiesr L, EMNOEMREZXI4IEHO TR FIEIC LV EAT L Z & TEMNOEME A
b L, 4 4 U MRERPLEZ KB ATRETH DR & 1572,

KN

(@)
N
N
o

(b) Corresponding to

4.0 300Whlkg X100
= 7 c
> 2
835 5 80
= 2 60
> 30 = —
° @ 40 | |~O— Organic liquid_0.1Wh
© s |[capacity : 1.7wh & —e— Organic liquid_1.7Wh
Energy density : 302Wh/kg 20 O SL-BC-3%VC_0.1Wh
50 Efficiency : 76% : i —- SL-BC-3%VC_1.7Wh
0 1000 2000 0.0 1.0 2.0 3.0
Battery energy (mWh) Discharge rate [C]

30 IWh#&k 7 I x— hEALDO@ANEEE, O)FIEIRKEHE, (OREFED L — MR

3.52 1Wh #& 7 I B OFmatb

X 31121, 3.5.1 TER L7 1.7Wh B /L O FIEY A 7 VikBriE R 2~ , BAE, 3.4 8 CTH
HL7Z 0.IWh fk &R TH Y . J89T L THAZE L7z Li(SL);TFSA-20BC(X|H' SL-BC-3%VC)TiL 40
A T NVUBRIZERZENEL, 100 1 7 VREOREHFFRIL 71% ThH o7z, BEDENEL
st &/v%z :t 0. 1Wh A 16) L0 A7 < EMmEAE A K L?ZTE?EE*E/I/T = Eﬁﬂﬂ%L
il BRI TN ICHEIT T2 2 E N RBENT, —F. H{LMITiE L% I
3.4.6 ’é’ﬁ “CE/’IE Lf_ VC B & ¥ /L (SL-BC-6%VC) TiL, REAKIXA LT, 100 ¥4 7»(*@@
BHEFFRITI 81% L 72, AERIFEICE -T2, ZOFEBMFRII, IV —FRFx— bRBLEE S 2 5 ¥#
HUEOEREMKLY bENDIHERE 2o T,

Fo (FEhEHE 4)TEE LK BEMREZH VT I 32— b OFTKERER . fE R AT
R SMTARERZFICL T, AR T VR AHBUEERELH N7 I X — M ELVORRKRTER
DERD, FBHEYA 7 VD ABIEMEREROBIEICH R T2 RE LD, ZhE i
WD 729D PAL N A 2 Z\TkT DR ME DR W E AR 2 B 52 2 & C, AiEE o &t
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IAb, FEMEFFRORM ENFEBTELH 2R LT, 72720, 346 TR LI, #HREMD
BV VC RIS 20 Emm ERRALETH Y | 3.4.7 TR (LA G RIS, &
fEWEEL A LS Li 12 L D Fmm L a= et Lz,

100 ¢ —o—0Organic Liquid_1.7Wh
~~G4-PC-6%VC_1.7Wh

SL-BC-3%VC_1.7Wh
—0—SL-BC-6%VC_1.7Wh

90

80

70

60

Capacity Retention[%]

50

40

0 200 40 60 80 100 120
Cycle Number
X 31 1.7Wh B VOB EBHEFRO I A 7 VEREM
(Li 5 L ORINBIRE OEZE DR

3.5.3 BREHBREKEBICE 51Whik T 2 32— LD EFHAmL

B nEFHFMEO—HEER L LT, BIRROEMEVLI X5 /o I & O B A B LT,
BARMIZIZ, R IR T L HITI)Li HEDZE F(LITFSADLiBF)IZ & B EMEm ~D 7 v F 5% 7K
TERL & )RS B b va S WIS & D o0 fR Bl &2 f it L 7=

B 32 IZIX LiEE2 AT LBl 2 AMmE O XPS JIERF %4 ~3 ., Li(SL)3TFSA ¥ &
O Li(SL)3BF4 22572 5 B ZwH LB VO FEY A 7 v 2 \FEk L, HIbaioAalkzs
itk L, il OLFMA A XPS THIE L7z, X 32(a)Li R(b)C IZ OV TIERE 2 ER TR 6
Mol OF BENRKREL B> TEY, LBRZHEMATHZ & TT vEEHAROE WAL
DR TE D LA LT,

(a)Li-1s (b)C-1s (c)F-1s

o

Intensity[a.u.]

\~ Li(SL),BF,

70 65 60 55 50 45 40 300 295 290 285 280 275 700 695 690 685 680 675
Binding energy [eV] Binding energy [eV] Binding energy [eV]

X 32 Li 2D B 72 2 RERME M O EERBRATOABEE D XPS AT kL
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7w FE RO E N IED TR BTN AN RAE T B 2 6 5 AT 5720, FE
A 7 VRGO RRIRE 2 25CH 6 80°CICIm L L., AHEEMIL(LiIPFs+EC/EMC) & Li ¥ D H 7
% AE B R (RS FE AL TR BE © EC. WA : VC. TBAPFe) % i A L 72 300Wh/kg k& /L 7
ERER A L 7c, ZOMEEZX 33 ITRT, METORBKERROT-O, Wb EESE
MILE SN TEY | FFICHEREMRIR CIE SRR REIIRNECH 7=, —FH, NEBEEMRY
FRWIZBLTIE, BB SN TEY, ®RBEBHIC T 2EMENRB I N, 0,
LiBF4 i Z@H L7728 TIE LV EVWEEMFEREEZ R L, K32 TRENTET7 v R EAKEDOR)
KPR TE 7o, ¥ 33 TIEHFBEHMEFF R OMIHME T+ TidZe <. PEREM EICiT &R T 1T
DGR LR B BB L A2 b, K7V =7 T 25CICBIT 2 H5R A E2fRH L TR
V., ZOE7 v BEHRENRER TOHFMBEMEIC T THELIMLUT-, F/-. PFET. (KRE
LA (EC) B 2 1K L 7= B L O F A dtE b 3l L 7=, T OfS R %X 34 12577,

100
90
80
70
60
50
40 ——Li(SL)3BF4
30 Li(SL)3TFSA
20
10
0

Capacity retention [%)]

——Organic liquid

Cycle number][-]

X 33 Li D 72 5 REFBEEH O EFGARBRITOBBRE D XPS A7 ML

100

90

80

70

—o—LiSL3BF4

60
—o—LiSL3BF4-12EC

Capacity retention [%]

50
—o—Li(SL)3TFSI-12EC

40
0 20 40 60 80 100
Cycle number]-]

X 34 1.7TWh &5 I X — ML O RKBRBE R
(Li 3 3 & OMERS E AL 7 AR D /R )
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B4 34 (28T, Litie LT LITFSA Z vy, RCkS EE (ks i & 2 {08 L 72 & /L(Li(SL)sTFSA)IC
BWT1LIWh /L s LT EWAEBHERFR@24%) 1R S, ZhlE, K28 TRLT-,
Li(SL);TFSA & D% K (Li(SL)sTFSA-20EC, & EHERFHE 82.0%)IZ b~ T @ M Th -
72 —F. LiBREZH W=t TIL25CIZB T 2 FRiE Y A 7 VD FHam Eioxt3 52 %1%
Rboiehrole, ZOZ & XY, AEBEERMORFEMITEE LT, RSN ERIE
RiZEEDH, S OICEIHEHATHIEEICE > THEE LIEZRBINTHZEREE LW LR
e Xz,

3.6 (EMEE 6): Fuvxr FORAHELE

ot ESEZEERE L, Yoy =7 FREROES RN EZHER LT, /-, £EEEA O
FEREAEN L, BE~ORZEELHE ML, ML, 2, REfEESFEZEBL T, 2o
7 N ORFRIEEITET H L O, ERFER L BIREO LA b E X - T,
AEFXEHEOFERICLVEONTZEHTICOWTOREYE LT, EMABX3 4. FLEE4
B, B 2BLRE L, £, RFEARE LT, FRREKE . 1EFE O OEMAIEERE[17]
WKL, fEFEANEBERIE T2 LV EIRER RS, ZUE2E0 5T, KREEO—H% web
ZNBH L 72[18],
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4.1 FHERICBEL T >R (BIRBEE) . BRZEZASHE
AWML CIE, REBREZERT D200 EMEREL L OEMBIEEINOME L ED | E&
AfEZER L, — 5., ERICEDETOBEBROR T, MEOFHMFELBRF L, TOALM
FEIE LT, ZHNEGFEEFZHEE L TW o EIRBZA R E L TCEITFH I LN TE D,
Bz, KISICTR LEEBRALSEA v B —F v RiEE AW T2 EBRE A — MOl A 21
HiLD, R LY BRI T 2 EREOBMMELFNT 2 Z LN TE, BHLKEMHE
E~DEAMEDBE TONRN MBI A ) —= 7% a[fELE Lz, M T, 3.47TIE, »~v
Y UVRRE N T A — X (HSP) & F W T2 B fRE & BN A VX OFEMERHME, B XL, Zhvae Auv
T~ BB R E O A IE S FEREL 7=,
FEERH R, AMESRICE BT, o F B E A RO B I ER L C b AT RE 7R
LOTHY, BUHARICIAS BEELRHKEH X520 TH D,

4.2 MRBFEORENE (HMEMBRREZST)

AHFTE TR Uiz, BIEALKR T EARR & AR E LR BEOBE A M EHE, Bl RER R
FOEHMEEBN L2 DMERTHY ., VF U LA AU BIMOEGFEMICERL D 5, %@
XFET. ARMFIE TR L2 IR O 2 7e 597, HEHZER T oM M EE S35 K
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Ehs,
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WrePHNCIEAT 22 &b an 5,
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EANEBERIETFELVEINEN RSN, TE2REl L TEDLE T, REEDO—H% web 8
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5. 7R FORERHEE
510 BAREBAEFMETRIOAD b
xﬁ%fi AfEFHE KRB O SRV X —EE, KE&El, BEHEMLETLT 2 56t
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b@ﬂ%%&@@b%mb\ﬁéﬁ#wb%MKﬁﬁ AW UCERRE OISR & FET R
Too BEIC, B LTI ARHRME RBHMOY A 7 0B b A T = X Lfif ] L EFabiEEE R ﬁ
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