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F—E  Frim

B UF UL T BMOLBEA T =K A

UF U LA T EMOEIEA T = A LEGNTT 52 LI ORBICEFERH Y | RF
DEBFFE SN TN D, Lo, a5 EEZTRIFINIEFICEMETHY  Z > TWD
BTCORIGERIRET 2 Z LILTE TR, 20720, BHOAHIZIIT L FER L 2> T
WD AN = ALEREY TTEET D,

BHOLIITIRELS ST T 2 DOBERIZIVEZ - TWNHEBEZ LD, FREDKT L
HADK T TH LV, REOHID ERFIRITFMEOR, ¥ V7 LRLEBANDY F v
LAFUPBEELTLEI ZEIZHD D, VF VLA T UM LNORTRDbND L, £
[V, B BE T 2B ORI L iR L LTEIMNOERY HEL2FE LR L
TULE 9, HMETIZERMONEHEEIMNO E2RER & 72> T D, NEIEHLZ TV < D0
FHENAAET D, Z OBl Z RS & Bl & EEBRFOEFBEVERGL, BN OE BT,
BRNICIET DV F U LA A2 &7 =F L OBEHRG, EWHE & ERIER DY F 7 4
A F v OBBIRGT (BEMBERGY). IEWEND Y F U LA F 0 OIHIRTT, ERET O Y
F LA F T =F L OBBIRYR E ST S,

BE VF UL A EROY A L

BUE, VT U LA AV BERITBERE@EZR Y KAFRA~OFABIER L TEY , Zhic
OV, KEOBEMOAENEML TS, L, EXRABHEICHHAIN TV Y F 7 AL
F BRI ERAED 80% (FEMFFER 80%) ICE LM A THEME S TEBY, AT
E o TLES, L, VFULALABEBMOEMIIL Co REDLT A ZLME
HEnTHY, EFIZEMTHD D, 207, FMmIZELoEMD Y Y1 7 VI3 2408
BWRE AT TWD Y, BUE, VYA 7 vDF#E LT, BMOFNL LT A X LEE
DT DEVAELE L CHAIET 2 FIEOMLAEED BT D, BEARIICIEERD L
BAZRRIC L VIR L, BT 52 L TR ZEICEB A2 124 ikl L3 — k)
AT Tnd, L, TORRET CL 7L, BEICEREL RIETTRIEDDER SR
TLEIF, BRI EL DV A I NTLHTeDIE OMBENRKBEL DD, a2 A B
MDD HTR EL < OREPFAET D Y,



FofH VF U LD =Tk

UF T LA A BERITAIETClR 72 L5 REENFET 5, T OMEE T 57201
I A AT EHC S LT, U F 0 bAoA A& B—7 L, IEMOPERERITE T1E OB 2 B
LT, UF VLA AU ERoTEBRGRERILY (LITMO) 12X L, VF VLS A& R—T
THIET, EMOREZRIET L2 ERHHFTE S, 1996 FI21E Abe HIZ& - T
lithium naphthalenide %\ /=27 7 7 A4 h~D7r I WV R—=TFERFEINTND 9,
AWFFETIZE O FEZE EMICH L CHEMA Lz, 7 I BV R—7 OFEITIROEY TH 5, i#
JEHITd % lithium naphthalenide NFEMI ZE LT 5, TOEMMEEL LTI F VLS4
INEBOFEREEPICHASND, EMA~DY F 7 L7 I HL R—=TDORIEE LU FICRT,

x Li naphthalenide + Li;xTMO — LiTMO + x naphthalene

INETOWIRT, ¥/ VROV Ry 7 AAT 4 =—Z =% HN2) F UL =73
AENTE, F/ VROBIETEMITRIIC 2~3VvsLi/Li® TH Y | MILETHEN
D) 42V TH D IEMME OS2 BICEAN TH 5 0, LovL, AMOIEE FcoAix
HMESNTELT, ZABVCEMT 5 L& NPT E, AL FEFICY F UL F—T7%
TR D 5, T OHEIE, EMSHEREIC LS TAaBNFTEIREL 20 | &
IVBHEET D, LS > T, BB Y F 7 5 R—=7 L6708, AlRO Y F 7 A R—7 13k
ZER, WERMRTN EFOT L N TRIBMEIC D, £l2. 2 ORERMFZEIX IR O
PR) IR L TCUF UL =T 21To TR, EMIEDND AVEERERD U FARIZ K
S THHE SN D FTHEMEIIRET SN TR L, Al EBIRIFE T CHlA TN E 2 2RI T
H D,

ﬁ ﬁ

FIUET AMFFED H Y
BRE@FLCIHHEIND Y TV LA A BHITEREED 80% 7 LI-FNT
EHEORED O HEHHEm S L THEATE R o TLE I MENFET 5, BREBIE
IR STV D KEIERIZIE Co 7 ED LT AXANEfEHEINTEY 7, EFROME
I - BRIARLETH D, FATHFE CIEEMRE S, ERALTFE O, KBUE 10, R EREE
D A F o= VL D72 BN R B BRSO RE 2 AR - AT D70l R SN T
&7z, LML, SBOEMOBEHEN Y A 7 VOFTFEIIXHET 57012, LVROR

WIHR 7 B A BT DN B D,



T TAMIIETIE, BB THERIZY F UL R=TWEN ) T U LA T EEF 2R
EABMEHIAG Loob, AMICIZY F UL AL O R—7 13 Z S FICEMO LA ED
HuEISEDVF U LA A EMOIEMEE ) N —Hil 2% Lz, Z OB Sl
BRoOEMZETHD Z L AHME L, EEERICBMINEMRE LT 21T o7,



FBE VF UL FTVEMEBR~DOBROBEREFEORS

o —Hn M

ARETIX, EMAEROIC L R—=7 B2V F LT L Rz /AT 2 L4 Y
ELTCTFI NI FULR—THTHLH T 7%= F, BLORZOFHERIZ LD EERIHE
Rt 21T o7, £, K F UL F—FEROBRTHZWHRT D20, V=T A —FR)L
H AN EEN L, WY ETC AR RO A RE L, FiWCTIEBN—7 ' kD F—
T OB, E A= T BT K D ABA~D =T RENEE RN L ORBGED
e L7e, FIZEMA~O R —7 R OMETRIEL XRD I L 56807 e flm 2 & & MEE L7,

HHT EEBRIE

F—IE ERER

IS¥E & LT NMC-111 (MX6, UMICORE Co., Japan), & #8h7# & LT acetylene black (AB,
Li400, Denka Co., Ltd., Japan), /34 > % —& LT poly (vinylidene difluoride) (PVdF, #1100,
Kureha Co., Japan) % 7wt.% (2725 £ 912, NMP (LBG, Kishida Chemical Co., Ltd., Japan) (T
WS- H 0% HVv, NMC111:AB: PVAF=93:3: 4 (by weight) DEIG TRA LTz, 2D
R % BN E R 9 — (ARE-310, THINKY Co., Japan) % F\>, Afz#E 2000 rpm CTHE
HIo2LT, AT V=0 GEbNT, a—F2—2HWT, =y F TR ER LTZJES 15
pum @ Al 7 (HohsenCo.,Japan) FICAT U —%F ¥ A ML THEICEBILL, A7 L—/3—
ICTEOBTEZHMT L7z, NMP ZFRET 572012 100°C ([T LAy hTL— T
Rt S iz, TORAEZEA—T7 2 VT 100°C, 12 RERRIEE S BT, Wik,
—/L 7 L A8 (HSTK-2022, Hohsen Co., Japan) CT/E/1& 0T 25 Z & THAEEZREI LT, &
DEME 60x30mm DRE SORFGFICYIVHFHNZb D& EMmE LTHW, EWHE S L
T graphite, #HEBA| & LT acetylene black (AB, Li400, Denka Co., Ltd., Japan), /NA > % —
& LT 48.5wt. %D styrene-butadiene rubber (SBR, TRD2001, JSR Co., Japan) /K53, 45 Hk
A& LT 1 wt.% sodium carboxymethylcellulose (CMC, DKS Co., WSC, Japan) 7K 53 #if% % i F
L7z, Zd& &, CMC I graphite, 35 K UVAB OBHEZ NI 5 72 0IiRM LTz, Lok
#t% graphite : AB : CMC : SBR=95.7: 0.5 : 1.8 : 2 (by weight) 722 X OB L=, Z D
iR 2 BHRAHR S Y — 2 0 A 1000 rpm THIFR T2 Z & TEMBA TV —23155
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iz, 2—%—%H\T, JES 10um @ Cu §& (Hohsen Co.,Japan) HIZA T U —% % ¥ X
FLTHEICEBLL, A7 L—"—{ZTZOBRLEEZHM Lic, KEBRET H72HIT 40°C
WCIMEA L7278 v 7 L — N OIS BT, EO®%REZEA—7 2 % VT 80°C, 12 IRFfEIJH
JEHKR LT, oM, m—/L 7 L A% (HSTK-2022, Hohsen Co., Japan) TE/ZF 5 Z &
TEILEZRE Lz, TOEME 60x32mm ORKE SOEFHIZT N ZH D% A s
L THW,

o UFULN=Tk

<Y F UL RF—=TIROFE>

4-methyltetrahydropyran (MTHP, FUJIFILM Wako Pure Chemical Co., Japan) |Z naphthalene #%
ERK%Z 1 mol dm™ DRJE L 725 I O \TVEME S B 7218 #RIZ, naphthalene #%5E(K & %E /L&D
BV T U LERS ST ERE ) T L R—7 R E LT L7-, Naphthalene #53E{K &
L . 1-Fluoronaphthalene (FN, Tokyo Chemical Industry Co., Japan). 1-Bromo-4-fluoronaphthalene
(BFN, Tokyo Chemical Industry Co., Japan), 1-Bromonaphthalene (BN, Tokyo Chemical Industry
Co., Japan), 1,4-Dibromonaphthalene (dBN, Tokyo Chemical Industry Co., Japan) %4 L 7=,

<UF UL =70 >

REHEFFRAED LTs NMC-111 B A BHET 572010, HMARELTH 2L T, Li
DO—¥ % Bl Z - NMC-111 IEMZER L=, ZOEMOLEREZRIET 572012, kil
O NMC-111 1Bz, Aiffi TR L7z ) F 0 A F—=7KIC 24 BRIRIES Y, VT U LA 4
R—T%47o7-, 24 WEfth, EAGEZ O L, MTHP T 3 [EIgEH Liz0 b, —BiE2ei
SHl, ZOHMONEE ) F YA F—FRBLERT D, ) F UL F—F 0BT Ar FIE
KOV a—T Ry 7 A (a7 Ry 2 A, YAMATO Co,, Ltd., Japan) 1 TfT- 7=,

75 =1

g
A

Uk

k=118

<#ERbF >
» Linear Sweep Voltammetry (LSV)
Ar FHRO 70 —T Ry 7 ANT MRV EHE L, BLELTHS 77 v b
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(Hohsen Co.) i L7z, fERfE LTAT U LA, %flé LTE&BY FULEZHEHA L,
FloERL—F—L LTHRY Fr L U RME LI (PIF16, Asahi kasei Co., Japan) % 2 #&
[l L7=, 1M LiPFs/EC : DEC =3 : 7 (LBG, Kishida Chemical Co., Ltd., Japan) (%} L C{&F4
e 1% OFIE THEM F—7 ARG Lo b OZBR & L THWE,

» Open Circuit Voltage (OCV), 7 ik e 7k
Ar FHEO 70 —T7 Ry 7 ANT W28 Lz, ¥ ELTHS 77 v bR

(Hohsen Co.,Japan) ZfEf L7=, {EMtE LCUF UL R—TWEE{T 572 NMC-111 1EH3,
M LCRBY FULEEHAL, B —2—L L TR P’ LR ALIE (PIF16,

Asahi kasei Co., Japan) & 2 #ffH L. Eff# & LT, 1 M LiPFs / EC : DEC =3 : 7 (LBG,

Kishida Chemical Co., Ltd., Japan) ZfEfl L, ©EfN—7B V2R L=, —F, EHMmE L

TYUF UL R—TWI%4T o7 graphite FME, e LCEBY FoaaH L, £AL

— X =L LTHRY 7L REEILIE (PIF16, Asahi kasei Co., Japan) % 2 f&ftif L, &
fif8iti & L. 1 M LiPFs/EC : DEC = 3 : 7 (LBG, Kishida Chemical Co., Ltd., Japan) Zf#f L.

B N—T BV EAERE LT,

< Open Circuit Voltage (OCV) >
UF oL R=70B%, VFULF—7ORBELHET 572012, HREKEE (OCV) &
A Lz, EHARRED OCV Z i3 27201, WIEIE 12 BFFIT -7,

< Fe MR ER >

O Ef~N—7E%L

12 KD OCV JER DIEMR N—7 ' /W3 L, BRERBRZITV, VT VLA R—=T0fH
B ZO%DOFMENA 7 MBI D RMERBEOHER 24 L, HIEE#E L L TERIL
SEME S AT A (VMP-300, Bio-Logic Science Instruments) % AV 7=, HIEIL OCV 5 4.3
V IZET D E CEBMEBERMTFCRELIToT2, TD%, BAEEN 30V ICETLE
CTEBMEKMN CTHELIT>72, 1C OEJELZ 140mAg! LEFK L, FIEIFEDOH 02C,
ZNLBEIL 2C OFEMHTEHEH 5 VA 7 AV RIERBRET o7,

@ A ~N—T7

1EMEAN—7 RV ERRRIT, 12 R0 OCV JIER# DB N—T B /WK L, FTEERR %
T U F UL R—TOEE, ZOBROTBEY A 7 MBI D RBMEREOHBE ZMREL

11



7o HIERE & U CTESIEFE > AT & (VMP-300, Bio-Logic Science Instruments) % >
7o RIFEIX OCV 205 30V IZiET 2 £ CEBREEERMFTRELIToT2, £DOHK, &
JVEEIEDY 0.005 V IZIET 5 E CEBIMSM CRELITo72, 1C OEWEE 372mAg! &
EFRL, WIRIFEEDOHR 0.1C, THLKEIX 1C OFRMETHE 5 A 7 AV RERBREZIT-
77

<XRD & >

UF UL F=7MHIZ LD NMC-111 DOiftidstEIE DAL 2 MR 92 721, X #RETiEE
(Ultima IV, ¥ka&tt Y 7)) AT pristine NMC-111, SOC 100% NMC-111, VU F 7 4
R =78 D> NMC-111 1Tk LT X #EHTHIEZIT 72, U F U L F—7 W% D
NMC-111 %, VF U A R—7TRERO%, Ar FHKO 72 —77K v 7 ANT MTHP % [
W LT, NARy 7 ANICTC—MEZET 52 L CER L, 72, BEEIT
STeBMEA R T AN — LN TR L%, wmifeERED NMC-111 % DMC (LBG, Kishida
Chemical Co.) ZHWTHEL, ~NV Y v —|Z T MEZEHHEIES 2 & TERLE, X
FRIEHT OBERFIZZENENIRDEY Th D, X BERONEEEL 40KV, FrdEEif 2
40mA L L., EEFEZ 400°mint, 7Y U iEE 0.02°8 LT, 20=10.00°—
90.00 °DHFH THE L 7=,

o AR LB

F—H UFULTL N7

Fig. 1 (a). (b) (XZAZ 40 lithium naphthalenide ¥A#ZIZ 24 BER] &R SH72% D, NMC-111
BRI XY graphite ABORT TH D, EMITIBOTEMOBMLIFHER SN2, T
lithium naphthalenide D EVVEITLHIC K VEBHED Al 75 Li EOR&sER LT &
WCHRTHEEZEZ NS, —FH T, ERROAMICBW TEMA R 47z, ZHUE graphite
W2V F T LN R—F T hER, graphite MAFEIZIE L7 Z LICHKRT H EE X HND, U
LOFERAS | lithium naphthalenide K DIEICEN T, Al & Li OH@ACSOED SUSENL
Ths 03 Vs LUILI" LV BEWEZZ N5, EWVEITLHELZ AT 2 lithium naphtalenide
WiEEYF UL R—7wRE L CHEAT S Z LT, EMEBKRTHD Al FEOME, BIO
BBA~DOV F UL R—TRBEIND, FN ZHVWE U F 7L F—TREFHRS DB,

MTHP (Z FN % 1moldm?® DR L7225 KOS ETRER. VF U LRIT L A LR

12



LRinotz, 0%, | BHZE OB A FHE S TR, VT U AT —MEBREHEM L 720
o7z, LLEDORERNG FN IZENL L2 Y F 7 5D MTHP (153 2 3R EE AT 2 & 23
LTI oTzTesd, VF UL R—7E L CEY TIERWE W L7z, £7-. BFN, BN ¥
LTV dBN ZHWTY FU L F=T7RE AT 1256 B, AILIER - HRITR LN
. UF UL R—7KIZL S lithium naphtalenide AKIZ L2 Y F 7 L R—7HEIZH T
Ed CE I IEMOME, B LOBEMOERIIME CERNr o, FoTINHEDYF LR
— THRITIERBA~D Y F 0 5 F—"7 125G T E L ATREME R S vz,

B LSV HIE

ENENDY F UL R—=THROBAENM 2 5T 57201 LSV #1T7-o72, Fig. 2 I
FHDOY F UL R—TEIB L 1 MLiPFs/EC : DEC=3:7 F\W= &Rz LSV HIE DO
RERT, D&, 1MLiPFs/EC: DEC=3:7 OEMHED LSV HIE% 1 M LiPFe/EC :
DEC =3:7 OFLDENY F 7 5 K= D LSV WIERRIC G 2 5 B ERET D720
iT-72. 1 MLiPFs/EC : DEC =3 :7 OEMIKICINT, BALERD K 42V TENITH
WENTz, ZOREERITEMREOSRICHEKTHEEZXBND, —JF7, BFN, BN BXT
dBN Z WU F U L F=T R e BUERED ) =7 AL —THRNVZET T HIEBNT,
ZREN 4.0, 3.9 BLO 41V CBEERPHERTE 2, TNOLOMLERIZ. VF UL
=70 E v, U F U L0EAL L7- naphthalene FBEARDN G, U F 7 LA A 2 3EAL
L 72 naphthalene @53 ARIZ 28 LT 2 RIS HIST 2 B 2 bivd, LD ORE{LEN
775, BN, BFN, dBN DJHEIZET N E LS, WTD U F 74 F—=7KIE NMC-111 Of#
{LIZITCEMK 42V THDHZ LB NMC-111 123 L TY F U L R—7 03 A[RERIEIL )
BEOLEZLND, U LOFEENS BEN, BN 8L dBN 2V F 7L F—7 K25 LT
WOTFT 7 XL UHERTH D I E PR TE T,

F=IH OCV lE

UF UL R=70#H%, VFULR—TORELFET DO, BHEKEL (OCV) %
WE LTz, EFIRED OCV iR T 57201z, JIEX 12 FEfTT -7, Fig. 3 (a). (b) |

U F 7 L R—=7E% D NMC-111 [EAR/N—7 &)L graphite B —71E/LD OCV Ol
ERE AR, Fig. 3 (a) £ V. SOC 100% NMC-111 ZA{EAFRIC A 7="—7 &1L D OCV
I35 42V TH D Z LR S 4L7=, SOC 100% NMC-111 7%z BFN, BN 3L dBN

13



ERWZYF UL R—7RIC 24 FEEIER SERER, &2 % 0 NMC-111 EMo OCV 1%
WTIHH 35V Thole, TNHLDORENOEFEDOY F UL R—TRERNZ) F UL

R—7EIZ LD SOC 100% NMC-111 1Zxf L CU F U LN R—=7 I N7 2 & DRI NT,
F7-. Fig.3(b) £ Y. pristine graphite Z{FHMIZH\z/N—T7&/LD OCV I 3.0V T
HDHZEPMER I NI, Pristine graphite | BFN, BN : X O dBN # /=2 U F 7 L K—
T 24 WEREIR SRR, BRH% D graphite MO OCV 1TV HK 3.0V TH
o, TENOLDFREENE, BFOY F UL N—=TE M N F UL F—70IZED

pristine graphite ~MD U F 7 & K= 13 Z 7202 & D3RIE S HLiz,

FIUIE  OCV MIE

UFTLR=TOFE UVF UL R—TUIRIZLDEHR~OEBOFMETEST H72DI2,
UF 7L R—=THOEMOFILES A 7 MBI D FMERBEOHR & F BRI TR
L7, Fig. 4 (a) - (c) I\& OCV HIEHK T D IEMN—7 & /L& 7= FEhE R ER Of 52
T, IHIZ, BIEEBRROFMERE LN, Hx D) F UL R—TRERNZY F 7L R—
TR OTEMR, 38 LN pristine NMC-111 @ 1-3 ¥ 7 WZE T 5 FEIUERE% Table 1
\Z7R L7z, BEN, BN LT dBN #HHWCT U F U7 A R—=T7 %757 NMC-111 Z{ERHMRIZ
MW= 5E. VIEFREARIZIZTNEN 154 mAh ¢!, 143 mAh g! 3L 145 mAh g! ThH
o7z, F7z. Fig. 4 (d) IZ pristine NMC-111 % W\ 728546 O EMN—7 /L O FERB O
fik B A Rd, Pristine NMC-111 Z/EHRRIC AV 7-854 . PIEFEEAEIT 151mAhg! Tho
72 Fig.4(a)-(c) £V, BFN ZHW\WTU F U7 A =7 L7 NMC-111 1%, #IEIFEEEFEIC
BWT, MDY F UL R=THEHNCHDIZHS, BWEEEL R LI, ZOMEEN,
Fig. 4 (d) IZ/” L7z pristine NMC-111 OFJRIFERELRFTH-72Z &2 6, BFN &
WTUF UL R=7L7% NMC-111 (ZiL, VF UL R—=T7WBIZI T, pristine NMC-111
WEENDVTFUVLAF L ERIBEOEOVF VLA AN R—=TENTEEZLND,
I BHIZ,BFN Z#HWTYU F 7 A R—7 L7z NMC-111 1%, 1-3 ¥ 7 /L D[, pristine NMC-
111 ERSOREMRFREZ R LT, EiRofENS, SOC100%NMC-111 (Zxf L, BFN %
HWTUF T L R—=T%1T9 Z & T, pristineNMC-111 &R CIREICAIE ST L Z LN TE
HEEZBND, —F, Figdb)-(d) LV, BN, BLWN dBN ZHWCTUF U AR—=TFL
72 NMC-111 (% pristine NMC-111 (ZH, RIFOLAEELZR LA, 1 -3 F A 7LD,
BFN Z MW b DI AMRWA EMEFRFR 2R~ Z LB 6272572, Fig. 2 XY, BN,
B LT dBN (T BFN (T~ mWiEIeEZ A3 52 &6, BN, BX T dBN Z/Hniz Y
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F 75 R—71BFRICB VT, SOC100% NMC-111 IR AR LN AU EZ BN D, +
DOARFW 7225k BN, BLN dBN ZHW=UF 7L R—7% 0D NMC-111 DRV B
FBROBERNTHDLEEZBND,

Table 1

or without Li doping. Various Li doping reagents in MTHP electrolytes were tested.

1 to 3" cycle charge/discharge capacities of the half-cells using charged NMC-111 with

Cathode | Lithium | 1% charge 15t 2nd 2nd 3 charge 3rd
doping | capacity | discharge charge discharge | capacity | discharge
solution | (mAh g') | capacity | capacity | capacity | (mAhg') | capacity

(mAhg') | (mAhg') | (mAhg") (mAh g
SOC BFN in 154 120 119 118 119 118
100% MTHP
NMC-111
SOC BN in 143 83 78 76 76 74
100% MTHP
NMC-111
SOC dBN in 145 109 100 98 94 94
100% MTHP
NMC-111
Pristine - 151 120 118 119 119 119
NMC-111

Fig. 5 (a) - (c) {Z OCV JIEK THDOENLZ HW =B N—7 B OFERBROR 2R
9, BFN, BN 3L dBN # W CYF 7L R—F%4T-7= pristine graphite D #][E]}%7E
REFIWTNDL 0mAhg! THotz, ZOREIL, WTHO U F UL R—=THEHNTYH
graphite |2k L CUF T LN R—7INRNZ EDRHERTE 7, ZNH DR G, BFN,
BN BX O dBN [FEMIZIZY F 74 F—=7T&, ABUTIZY FU LN F—7 SR &
DIERR S AL7c, T AUX, naphthalene ([ZEEFREIELFIINT 52 & TYF UL R—=THDE
THPFHESTZZ LITHRTHHDEEZZ BN,

15



BRI XRD HIE

Fig. 6 T pristine NMC-111, SOC 100% NMC-111 X BFN ZHW\WTYU F 7 A F—7 4L
Pz L72% D NMC-111 @ XRD HIEDH#ER Z 7”3, pristine NMC-111, SOC 100% NMC-111
BLY BFN ZHWTY F U A R—7WE%A L72% D NMC-111 @ XRD /& — 28\
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Fig.1 Photographs of cathode (a) and anode (b) after pre-dope using
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Fig. 2 Linear sweep voltammogram of 1 M LiPF¢/ EC : DEC =3 : 7 and various Li doping reagents
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OCYV changes of the half-cells using graphite with or without Li doping. Various Li doping reagents in

MTHP electrolytes were tested.
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Fig. 4 Charge-discharge curves of Li-doped NMC-111 electrodes using (a) BFN (b) BN

and (c) dBN solution and (d) pristine NMC-111.
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Fig. 6 (003) XRD patterns of the re-lithiated cathode with the lithium coordinated BFN in

DME, pristine NMC-111 and SOC 100% NMC-111.
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Li3N Addition to electrolyte for pouch cell
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°
o e®
@

ilectrolyte IM 5 days stirring a /
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iC:DMC
after

washing

filtration from
undissolved powder

Fig. 7 Preparation method for LiCIO4+EC DEC 3:7 v/v + 5m M Li3N.

Fig. 8 Photo image of prepared electrolyte (LiCl104+EC DEC 3:7 v/v + 5m M Li3N)
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Fig. 9 Charge-discharge curves for the cells with (black) standard cell (electrolyte: LiClO4+EC
DEC 3:7 v/v), (red) “recover electrolyte cell” (electrolyte: LiClIO4+EC DEC 3:7 v/v + 5m M Li3N).

Measurement conditions: Voltage range : 2.5~4.2 V, Charge rate: 0.05C, Discharge rate: 0.1C
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Fig. 10 Charge-discharge curves for the cells with (black) standard cell (electrolyte: LiCIO4+EC
DEC 3:7 v/v), (red) “recover electrolyte cell” (electrolyte: LiCIO4+EC DEC 3:7 v/v + 5m M Li3N).
Measurement conditions:

Voltage range : 2.5~4.3 V, Charge rate: 0.05C, Discharge rate: 0.1C for “standard cell

Voltage range : 2.5~4.3 V, Charge rate: 0.05C, Discharge rate: 0.1C for “recover electrolyte cell”
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Fig. 11  Cross sectional STEM-LAADF images for (a) NMC111 cathodeD, (b) NMC111 cathode®@
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Fig. 12 Cross sectional TEM images and depth profiles of STEM-EELS (O-K edge) for NMC111

cathodeD.
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Fig. 13 Cross sectional TEM images and depth profiles of STEM-EELS (Mn-L; 3 edge) for

NMC111 cathodeD.
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Fig. 14 Cross sectional TEM images and depth profiles of STEM-EELS (Co-L»3 edge) for

NMC111 cathode(D.
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Fig. 15 Cross sectional TEM images and depth profiles of STEM-EELS (Ni-L. 3 edge) for

NMC111 cathode@.
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Fig. 16 Cross sectional TEM images and depth profiles of STEM-EELS (O-K edge) for

NMC111 cathode®).
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Fig. 17 Cross sectional TEM images and depth profiles of STEM-EELS (Mn-L; 3 edge) for
NMC111 cathode®@.
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Fig. 18 Cross sectional TEM images and depth profiles of STEM-EELS (Co-Lo; edge) for

NMC111 cathode®@).
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Fig. 19 Cross sectional TEM images and depth profiles of STEM-EELS (Ni-L,3 edge) for
NMC111 cathode®@.
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