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O FABAEmEZEE L W77y bz T, VF U A Ll-T aE4-T A
nFT7H L= R R=7REHWDZ LT, EMERICY FULE R—7F5ZLMNT
=7

©@ F—=7E% . PIEIFREKR NEDHRDY A 7 MZONT, BERENHER SN, VT
U A R—TREERIBRET HLERD D,

@ MTHP MNEEL TWHIHE DA, FTMERBRIIRMER AT ZenTEl, VF UL
-7 BEA4-TNFrFT7H L= R R=7H KO THF 28EAE L TV D546, FEERR
TRFERZFH R LT,

@ 1-7eEA4-TNFF T2 LT 80C RE FICBWTEZEG X 2{T9 2 L TERIT
HREIEDLZENTE D,

® EMO Li b5 F—7IC X 2B ERE D ATRER F— 7RO NG A~ Z X —
URIEHEND L WO TEWT — 1 URIERPERTE SN A Sz, 72—
WA FS & OV TARIC IS 1T D Vet B — 7L D R oD FE AR U R & 72
WA 2 5, FRCHEHRICE L IR OB CHHEMA SN 28R —A R — D
FIAIC L > THORMEDRRELSEDDL Z LR LT,



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
LAFUPBRELTLEI ZEIZHD D, VF VLA T UBMLNORTRDND 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,

B VF UL A EMOY A 7L

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#t 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
TLE )&, BULER EOWBPMNE LR D20, 2 A MR 5H R 84 < O TFE
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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,
AWFFETIEE O FEZ EMICH L CTHEMH Lz, 7 I BV F—7 OFEITIROBEY TH D, &
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

INETOMHT, ¥/ VROV Ry I ARAT 4 2—2—% AN ) F UL R—TRHIEHK
AENTE, F/ VROBIETEMITRIIC 2~3VvsLi/Li® TH Y | MILETHEN
DK 42V Th D EMMEIOTERMEICHERN TH D 9, L, AOILFE T Coffi i
BEINTELT, 7V BVICEAT 5 L ETHRRTEDL70, AL REFHZY F 7L R
— 7 ER T RREEN S D, T OHEIE, EMSHERIEIC G DL L TRBAFTEEIRE L 72
0. BADBEKET D, LR T, EROUF UL R—=ILAREEN, ABO Y F UL R—
IR ST, WERETNEFOT L R—=T RPN D, £lo. T ORERMIEITIE
kD TR I LTI F UL R—=T%2{ToTEY, EMIZHWGND AIEEERN Y F
FCIC Ko THEE SN 5 ATREMEIIMET S CR B, Al EBIRME T Tl afEn & 5 »
T RATH %,

ﬁ ﬁ

FIUET AMFFED H Y
BRE@FLCIHHEIND Y T U 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 FTVEMEB~DOBRROBEEREFEORS

o —Hn M

ARETIE, 7EMIENT, EERICY) FULR—TRNARETH L Z & 2R T5
7o, R B AR Lo VAR L, REEERT AT o7, £, ERAEAE
AR LM77y FEMZBN T F UL T REA4 T VAR ST T L= RN =
WAL, ERRIRAIC) F UL R—TTELZLEMIE LT, VT, BAFEART I %
— F BBV TY FULL-TOE4-T VA0 FT7H L= K R=7E#G L, IEBER
FICY F UL R=7Na R Th LM Lz, £z, ERERICBWT, F—7/%, 1E
WICARBERRDBEI S 2N PR SN, £Z2C, UFULL-TuEA4-T )V F )7
Z L= K KF=7b L ITEMEHE (MTHP, THF) ZEMNICRMNL., RO FhREZ
B2RT R LTz, SIS, UF UL R—TEOFHE, BRGEMEEHERT D201, E
BB, WMEREICKITS 1-7nE4-7 L FuF 72 L OREEE(LEFE LT,

F—IH ERER

TEYE & LT NMC-111 (MX6, UMICORE Co., Japan), &7 & L T 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) (Z
WS- b 0% HVv, NMC111:AB:PVAF=93:3: 4 (by weight) DEIGTRA LTz, 2D
R % BN HE R 9 — (ARE-310, THINKY Co., Japan) % F\>, Af5#E 2000 rppm CHE
3oL T, A7 V=0 G6NTc, a—F2—2HNWT, =y F TR EfE LTZJES 15
um @ Al % (HohsenCo.,Japan) FHIZATZ YV —%F%F ¥ A ML TCWENIZELL, A7 L—/3—
ICTEOBTEAZHMT Lz, NMP ZFRET 572012 100°C (IS LAy hFL— T
Rt S iz, TORAEZEA—T7 2 VT 100°C, 12 RERRIEE S BT, Wik, o
—/)L 7 L A8 (HSTK-2022, Hohsen Co., Japan) CT/E/1& T 5 Z & THIAEEZREI L=, &
DEME 60x30mm DRE SORFGFICYIVHFHNZb D& EMmE LTHW, EWHE S L
T graphite, #HFEBA| & LT acetylene black (AB, Li400, Denka Co., Ltd., Japan), /NA > % —
& LT 48.5wt. %D styrene-butadiene rubber (SBR, TRD2001, JSR Co., Japan) /K53 H&K. 45 Hk
& LT 1 wt.% sodium carboxymethylcellulose (CMC, DKS Co., WSC, Japan) 7K 43 # ik % i H
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L7z, ZD& &, CMC I graphite, 35 XN AB ORHEZ MIfI 5720l L7, Eitof
Ft%  graphite : AB : CMC : SBR=95.7:0.5: 1.8 : 2 (by weight) 7225 KO IZFfL L7z, =D
Wik %, BisAER TV —Z2 V., AEHEE 1000rpm TS5 Z & TEMA T Y — 2115
bz, a—X—ZH\WT, JEX 10pum @ Cu i (HohsenCo.,Japan) FICAT U —%F ¢
APMLTCTHEIZBTL, A7 L—NR—IZCEZOBRLELHMEH Lz, KERET LI
40°C [ZMBAL 7=y M7 L— N CIRFR S Bz, ZO®%REZES—7 % T 80°C, 12
PRI REME L7z, o, = — L7 L A8 (HSTK-2022, Hohsen Co., Japan) TJES Z 7T
DL THILEEFE Lz, TOEME 60x32mm ORKESIOEFFIZU bz
AR E L TRV,

O UFULN-=Tk

<V F UL R—=THHOFE>

4 - methyltetrahydropyran (MTHP, FUJIFILM Wako Pure Chemical Co., Japan) (Z 1-Bromo-4-
fluoronaphthalene (BFN, Tokyo Chemical Industry Co., Japan) % 1 mol dm? O£ L7225 XK 9
(IR S 72871, 1-Bromo-4-fluoronaphthalene & % E/L D4R U T 7 L& IEE S E 72
WikZE) T UL R—T@RE L THEHA L,

<ZMWAT T v AU F T A R—T B>

it FH % A B2 T 5 72012, NMC-111 [ERIE 20% FEEZITV, FIHPRREN & —Eo
Li %54\ 7=, Graphite AT 2 Y1 7 L FHERBRZITV, BMEFHIZ SEI BEEE
EET, TD%k, TN OEME DMC (LBG, Kishida Chemical Co.) T 3 [HI¥E#A L7-D
B 10 pHEZER RS-, BEZ20% . Ar FHRO 7 e —7 Ry 7 ANTERME LT
20% FEEH NMC-111 1EM, xtRe LT 2 ¥ A 7 L F ik graphite BfBZEH L 7L
BAEHE L, £/, BN —F—L L THRY FrE L RME I (P1F16, Asahi kasei
Co.,Japan) % 2 fefEF L7z, 7B OFIZY) F U AL-TaE4-TNF 0 FT7HX L= KK
—TMEHEARA T 10 HEML, VF VL R—=TE{Tol, VF UL R—=T1%, FEEN
DR SNDETITo7e, 9 55 FFBEEN—E LS 20 | K73 F#ZICEMA T H L
Tzo ENENOEMAE MTHP ZHWT 4 EEELIEOG, 10 HHEEGERE IS,

< T Ix—hrENYF 7L R—THLE>



RS T I 32— MEAORERREY 3 A 7T, U F UL R—=TLBEFOR &
EHER LT, Z0%, 7IF3— MEADOHZ NI THY | NEOEMKZIRO ML, 7
SXx—FRANIZT Ly Va2 B2 1.5SmL IZ, PeE e OBk 2 B B L7,
TN D OEMRETE TREZ 5 BV IRLZ, 20K, VFULA-1-T 04T VA0 F T H
L=RKRK—="7W% 10mL Mx7-, 73— heLOiEEzEEE L, 24 RV F 7 A F—7
E{T-o72, 24 Bifl#t, VF U Lh-l-7aT4-70FnF 77X =R R=FEzR0 HL,
MTHP ZMW\W T, 7 I3— MeAREETEEF LI, TifE. VF v L-1-7nE4-7 040
FTT7Z V=R R=THROCNRERIIIRDETIT o7, TD%, 7 by ¥ 2 REMIEZ 1.5mL
WNEBIZINZ, 7 2 31— ML OGBS Lz,

]
A

s

nlm

o5 IR 2

<ERbFEAL>

- 77y eV

Ar FHRO 70 —T Ry 7 ANTIZ LBV EREE LI, BLELTHS 77 v bk
(Hohsen Co.,Japan) Zffif L7z, fEMfiE LCY F U A R—TWBEZ1 T > 72 NMC-111 1A%,
®p e LCYF UL R—T7WERA1T 572 graphite BlBEFEH L7z, £/, B L—F—&
LTRY Im L RS AEEZ 2 BfEA L, BfikE LT, 1 MLiPFs/EC:DEC=3:7
(LBG, Kishida Chemical Co., Ltd., Japan) %/ L7z,

C T IF— R

U FULN-TRELTNF T TH L= R R—=TR, PR (MTHP, THF) AV 7/L&
V%

FRROT7 Ty hEMIF LT, EBICARA NTUF U AL-T T4 T LA ST TH L=
R R—=7% 3 Wmzxi-bo, VFoal-TaE4-70tuFr 741 =KRK—=7g%E 1
WMz 7-Ho, MTHP % 376 d, THF % 3 Mz 7=b 0% ENTN/ER LT,

< Fe AR >
O W7oy reL
RF—7B%, 7LV EFEE L, BERREZIT-7, VFULAR—TOFE, 20D
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BORMEY A 7 VBT D RMEBREOHS 2 A Lz, AELKE L L TESEHEE
AT L (VMP-300, Bio—Logic Science Instruments) % 7=, HIEIL OCV /5 42V (I
ET 5 E CEBMERBLESM CRELI T/, TO%, BAEEN 30VICETHETER
MM ClEZ1T 72, 1C OEFEEZ 160mAg! EEFEL, 0.1C OEMFTER 3 VA
7 NF I ERR AT o T2,

©® 7Ix—rENL

R—7M08t%, FIHERREZIT, VF UL R—TOHE, ZOBRORIKEY A 7 VB
J D IR ERROHER A A Ui, WEER L L TERILFINE Y AT L% v, EX
OCV 75 42V (2T 5 £ CEBRMEBILRFTRELITo T2, TR, B/AELED 3.0
VIZET S £ CEBREME CRELZIT-7-, 1C OEWME%A 180mAg! LiEFHL, 0.1C D
SMETAR 3 A IV EIRERREIT -T2,

@ VFUAI-TurEALATNAOFTH L= K N—=TK, W MTHP, THF) AV 71+
b

R— 7Bt DB A W T2 C BT 2 PIEFRER B O RFEORR 2 HE T 5720,
INEMZDF U A-1-T T4 TN AFaF 7 X L= K R—=TREIL, FEFER (MTHP,
THF) ZiRANL ., FEMERRZAT o2, 7P OEMRIT, ZARA ST 3 RN LT,
UFULL-TREATNFRTTZL= R R=THEO, FlFiEIEARA BT 3 MEiE
1IN U7e, MEERE & L TEBRILFHE S AT L& Hniz, JIEIX OCV 7275 42V (I
BT 5 E CEEMEBERM CRELIToTo, TOH%, BAEEN 3.0VICET LHETER
MM CHEZIT>72, 1C OEMELZ 160mAg! EEFHEL, 0.1C OEMTER 3 VA
I N ERREIT ST,

<1-TREA4-TNA T TH LV DERIEEMBOTAE >

UF oL R—=7MWE%, VFUL-l-TaE4-74at 720 = K =T RE5eecE
BRENPORLS 72, 1-7eE-4-70AuaF 7 X LR, B & %2479 2 LT, &
FKERDLEEBFI LI, BT 1-70E-4- 70 F S 72 L2025 01g #IL., 50°C
F721% 80°C ETMEAL, —BREZE| X% Lz, ke LT, WRRE T, BZ2RBlck
5 1-7ue-A4-TNFut T XL ORERLHEE L,
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Fig. 1 (a) {2 NMC-111 1EME%E 20% FHE L 7RO EM N— 7L O FERBR O R 2 R
7, F72. Fig. 1(b) T graphite Az 2 Y1 7 VFHE L CEOAMRN—7 BV OFITE
EROFER 2 7RT, T 6 ORBREAT o IfE R, BEDIIIRE S 20% % L7 NMC-
111 [EMR MO, SEI BN TR X7z graphite BRRANE Hi7z, Fig. 1 () IfEfAME LT
20% FEFEH D NMC-111 TEME, sfe LT 2 41 Z VL FHE% D graphite Bz H L
727 NN O T ERBR DS R AR T, mﬁﬁgﬁiil%mm@JT&okommmmg
PIZXE L TR 80% OWIEIFREAREA T L, IEMOFEENYIHMRE) D 20% HEL TV
e ST, 70, Fig. 1 (d) 12U F UL N—=TRE% D 7 )L O T RER O
. Fig. 1(e) \ZfEMM & LC pristine NMC-111 1A, % & L C pristine graphite £/ % {if
ML 7 e OFRBERBROR KA T, YIEREARIZTZENEN 162mAhg!, 158 mAh
gl Thotz, VF 7L R—THER%D 7 )L¥ LI pristine TBARZ FHVZERD 7 LE L DA
BIFEERELFSETHoTZZ LD, prisineNMC-111 ([ZEEND Y T T LA A2 L RREE
DEDVF UL TN R=TENTLEZOND, ZRODO/RRNL, VFUL-1-T 1
FA4-TNARTTHZ V=R =R HN5Z L2k, 7B TIEERPIZ
VFULR=TTELH T ENERINT,

@ JFIx—bkr

Fig. 2 (a) (XMW AT I 32— A OFRERBROR L2 ~d, MIEFARERREIT 125mAh
g! Tho7=, 180mAhg! (2% L TH 69% OWIEFEBEREZ R L, IEMOK DI E
MBIRLTND Z LD RSN, F72, Fig. 2 (b) IV F VLA R—TRHLDT I F—
N D FERERROM R AT, PIEFEERET 503mAhg! THY ., F—7RBERTOFE
BARE LR L TREREAHR SN, REEROEEORMZR EFIE, KB T v A
-7 BEA4-TNFARFTTH V= RRJRENTCBELETH D LEZX T, £lo, ZOREEN
EHLTOWARIE, -7 aE4-7 4 F 7 H LUy, BIMNTY Y U 27 L, RENE
FlHDBNTZLEBZZBND, SHIT, TOBELEN 42V £TEF LTV ORFORRITZ,
FIAAFT OB LDRERN, -7 BFA4-TAFaFTT7H L ONREE V% b
VY TPEERICEZ > Tno EEZLbND, VFULI-TuE4T NI 0T T2 L=
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RN — MRS ERMNITAAET DBR. RO RIS HER SN D 0 RAET D701, 7B /ITH
LCER F=7EmRMmL ., EERRZIT- 7,

@ VFULL-TrELTLFRFTTEL= R =T, FEK (MTHP, THF) AV 7L
Ny

N — 7% O FEM A W T2 ' VBT S AR FREA O REMEOIK Z it 2 729,
TN F T AN-TREATALR T TH L= R =T ERML, KIRERBRETT
Sl Wl E LT, 7R (MTHP, THF) ZiRINL., REEORER%4T- 72, Fig.
3@. (b) IV TFULL-TREATLFIRTTE L= R =T {EARA FT 3 M-
HOKO, 1 AT DD FMERROFRE T, ZNEOFRRNL, VF U L-1-T 1
T4-T7 AT H L= K R—=TEPEMNIIRE L TOBEE. v b Y U T RISHHE
feL. FIEEERENEE RME 2D 2 LRIz, £72. Fig.3(c). (d) I\& MTHP #*
3 M- DOKO, THF % 3 iz 72b OOFERBROR R A2/~ , MTHP 2N EAE
ERIFREEIRIE L WA E5E ., SR OA 2 AW T5a L RRREOREDHR Sz, —F T,
THF 28FEffK & RIRREEIRAE L TV 256, RER AR ENHER Sz, £72, FTeElhit
b EIRE DI % AT 6 L g U TR Y | BIRJSHEAT L2 RN B A bhvd, Zh
SOFERMNL, VFULAR—FUHE, VFIA1-TOE4TINLFOFTHZ L= K R—F
WAt R RET D0ENH D 2 & PR ST, 70, BEFIKIT MTHP W5 Z & T,
Fe M FERBRIC R L RIT I 02 L B HER SN,

BT -7 aEA-TA RS T XL OERESGEOMRE

UF UL R—=F0E%, -7 0847 FuF 72 L BRIl BET L0, NE
HZERI & &2ATH T & TR SE D 2 L& MET LIz, Fig.4(a), (b) (XX ENEZERIL,
#1017 B 50°C [V L T2 1-7aE4-7 A uFT7 X2 L RN, 80°C ITHEL /-
-7 0E4-TNARFTTHE L OFThDd, 50C I LSS, 1-7nE4-T 141
F 7LV DERTIEAZRD FITBE->TE Y, 80C I[TMEALI2HE D NAEFE LT N
LR I NTZ, E72 80°C ITHIEAL 7o b DI, HERD LIRS HER S22, 1o
JEWEEHIEZ T, MO EREZIT -T2, TOROFET% Fig.4(c) (277, £ 0.1g D 1-
TREL-TNARTTEZLAT K 17 FEBRFTERICHERRE Lo, £z, ke LT, FiRER
BT, 17 R EZEE| & LIZBEOR R % Fig. 4(d) (2T, WRIZBWT, BES X% L
FHATH 1-7aF4-70F 0 72 VIR ELRND ERERINTE, 2D ORER
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MH, 1-7at4-704aFr7 2L 0% 80C Bl FICBWTEZEG| X %2179 2 & Tuae
ICRBESEDLZENTE DI ENHERINT,

FIUE £ &0
ARETIXTZNVEMIBWNT, EMERICY T UL R=TNARETH DL Z L 2R T 5
7o, AR AEM AR Lo VAR L, RREERF AT, 77y M
JNZEBWTY F U L R—=TBEIT/R o126, PIRFRERREIT 162 mAh g! #ER S
oo ZORERNE, TAEMIBWTEBERIZY F UL R—FTE 52 LR TE
oo Fl2, Z7Ix—MEMZEWTY FUL R—TWEHEITo 126, EMATY F7 A
-7 HEATNFRFTHZ LU= ROUy P U IRRIY FERPABRICA O, Zh
SLORERIZ, VFULL-TREAT LA RS TH L= K N—TREBHNICEML, Tk
BRREZAIT O TZBROFMERNL BEAMNT BN D, ZHOO/MRNL, R F U h-1-71
EA4-TNA T TE V= ROREFEZENLT DUHERDH D Z LB Iz, £,
MTHP MBI EMIR & FIRRERE L TOWZEAICB0W T, BRENIETH-7-Z
LD, VT UL R=TREEOBEHRILZ MTHP 205, I 518, VF U A R—74
B, 1-70E4-TNAnF T X LV EERIIRET D720, ME, EZEG & 275 2
LT, ABIEDLZLEMRET LTz, ERFEREIV, -7 vE4-T 040 F T X LT
80C BREE NIZBWTHEZEGEZ1T) Z & TRABICABIEDL LN TE D LR
iz,
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(a) (b)
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Fig.1 (a)NMC-111 cathode half-cell 20 % charge curve. (b) Graphite anode half-cell charge-
discharge curve. (c) Full cell charge-discharge curve. (d) Charge-discharge curve of full cell

after doping process. (¢) Charge-discharge curve of a full cell with pristine electrode.
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(a)
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Fig. 2 (a) Charge-discharge curve of used laminated cells. (b) Charge-discharge curve of laminated

cell after doping process.
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(a) (b)

3.0 3.0

25 2.5
> 20 220
(5] (5]
215 215
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(c) (d)

5.0 5.0

4.0 4.0
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< < S n
=20 =20 —1 —2
> > rd

1.0 1.0 —3
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Capacity / mAh g-1 Capacity / mAh g-1

Fig. 3 (a) Charge curve of a full cell with 3 drops of doping solution mixed in. (b) Charge curve of a
full cell with 1 drops of doping solution mixed in. (¢) Charge-discharge curve of a full cell with 3 drops

of MTHP mixed in. (d) Charge-discharge curve of a full cell with 3 drops of THF mixed in.
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(a) (b)

(c) (d)

Fig. 4 (a) 1-Bromo-4-fluoronaphthalene after about 17 hours at 50°C, under vacuum . (b),
(c¢) 1-Bromo-4-fluoronaphthalene after about 17 hours at 80°C, under vacuum (d) 1-Bromo-

4-fluoronaphthalene after about 17 hours at room temperature and under vacuum.
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Table 1 (a) Protocol for capacity recovery operation 1, (b) Charge-discharge performance of graphite

anode after operation

FZ4—LR YA—-T Ry 7R
VARG~ FRE e, —BERE | £%u | F-7unm b ot
Fig—FtN
(Eeen, HF
80%, 60°CHA & BEN BFN MTHP E
i) 1M LiPF6+EC:DEC / 3:7
DMC
1 #m2dh 60
2(Ref) —
AEOFERBRE
VERESE (LFA) |NEXESE Lk . Ind HEEE (LEA) 2nd TEEE (L) .
/¥ (hohsen) /mAh/g /mhAh/g -0 %% /mAh/g /mAh/g 7R
1 297 241 80.9 254 230 90.3
2 307! 260 84.6] 251 239 95.2
3 300 264 88.1(Ref 260 252 96.8/

Table 2 (a) Protocol for capacity recovery operation 2, (b) Charge-discharge performance of graphite

anode after operation

B~ 2Rk e, —EBERE | #HEw | F-7oE R BiRE
Fix—bEN
(#ttn, BEF

BFN iR S
80%, 60°CHA %
Wik)
i
1 DMC BFN
1M LiPF6+EC:DEC / 3:7
2 BiE24h
3
AEORRARHE
£ (hohsen) | MEREER (LWA) |DEXREE LRE) | 2—RwaEs f“" BRER (LWA) |2nd TRER (LKA & —n
‘mAh/g /mAh/g
1 2985 269.5 90.3 2706 266.2 98.4
293.2 263.1 89.7 256.0 251.2 48.1
2 3287 276.8 84.2 2735 268.7 48.2
313.2 265.2 BAT 263.9 256.4 97.2]
3 3149 254.1 80.7 241.2 22712 44,2
308.2 254.6 82.6 253.3 239.2 44.4
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Table 3 (a) Protocol for capacity recovery operation 3, (b) Charge-discharge performance of graphite

anode after operation

wARE~HEE | K —BRE | #HEv | F-70E PR BEE
FIix—ben BFN FnBE
1
=34
DMC BFN | _.
2 =i#24h 1M LiPF6+EC:DEC / 3.7
3
AEORHESHE
) (hohsen) |MEIRGEE (LA |[AERGSE (LEA | 2— 0 hE% 2nd WEER (LA |2nd RESE (Ligt) s—OvHEn
] 304.5 270.0 88.7) 270.8] 264.4 97.6]
300.4 259.0 86.2 2582 251.8] 97.6]
3 2921 257.0 88.0| 2526 244.0] 96.6|
319.0] 265.2 83.1 268.5 254.8] 94.9]
3 294.3] 269.0 a1.4 264.1 261.8] 99.1
303.4 2711.2 a1.4 2722 270.3 99.3

Table 4 (a) Protocol for capacity recovery operation 4, (b) Charge-discharge performance of graphite

anode after operation

CRE~HE | R —BRE | kv | F-70E TR BEE
ZFix—bEN BFN b E
1
DMC BFN A
2 2iE24h 1M LiPF6+EC:DEC / 3:7
3
REOERBEE
4 (hohsen) HEMBER (LFA) #HEXEER (LK) | 7-—R>HE% 2nd HEEE (LFA)  [2nd RERE (LS 7 — A%
1 2984 2544 85.3 257.9] 24756 96.0
2 306.0 258.9 846 265.1 256.1 96.6
3 2084 254.4] 85.3 273.8] 2685 98.1
4 306.0 258.9] 846 250.3 253.8 979
5 2976 270.9| 910 273.0] 265.7 a7.3)
6 296.1 261.1] 90.4 2711 265.0 91.7]
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Table 5 (a) Protocol for capacity recovery operation 5, (b) Charge-discharge performance of graphite

anode after operation

2 LRk~ B g —REE #HEn | F=—70E iR Bl
Fiix—btn BFN b il
1
DMC BFN =
. 1M LIPF6+EC:DEC / 3:7
2 B#24h
3
ABORRTHE
2 (hohsen) |MERWEE (LWA) | DOXBEE LBAD | 2—0 s nd GRS (LHFA) - (2nd RRFE (LIBAD s—nvmEn.
/mAh/g /mAh/g
1 295.13 268.1 90.8 270.65 264.04 97.6
2 27922 253,61 40.8 255,32 246,37 a7.7
3 292.81 277.08 94.6 269.39 266.56 98.9]
4 285.66| 269.33 41.1] 271.22 265.52 97.49]
5 307.19 260.15 84.7 249.71 238.13 95.4
6 315.95 266.67 &4.4 258,68 245.85 95,0

Table 6 (a) Protocol for capacity recovery operation 6, (b) Charge-discharge performance of graphite

anode after operation

LR~ &ie, —BRE #xw | F=—ToE P iR
Fixz—bEN BFN iRk E
1
R
bme BFN 1M LIPF6+EC:DEC / 3:7
| + . "
2 Bif24h
3
REOREBHIE
4L (hohsen) [EKBER (LiFA) DEXESR Lk | s—n0vnB% 2nd BRER LX) |2nd RRER (LA 5 -0 %
/mih/g /mAh/g
1 292.58 2719 929 2713.85 268.64 981
2 295.85 267.82| 20.5 268.57 263.05 97.9]
3 288.68 273 94.6 271.93 269.54' 99.1
4 289,29 270.01 93.3 269,17 266.8' 96,1
5 288.59 269.24 93.3 269.19 256.0?' 98.8
[ 291.99 272.21 93.2 27272 269.38' 48.8
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Table 7 (a) Protocol for capacity recovery operation 7, (b) Charge-discharge performance of graphite

anode after operation

LR~ FEE g, —BRE | #HEw | F-7u0E i g
FIiFz—bEN BFN i 315
1
DMC BFN e
2 i2s04n 1M LiPF6+EC:DEC / 3:7
3

REORRRRE
£ (hohsen) MERASR (LWFA)  NERESE LKED | 7—0% 5% 2nd HREE (LHIA)  2nd TRZR LKA )
/mAh/g /mAh/g
1 300.0 271.3 90.4| 2711 264.8] 97.7
2 300.0 257.6 85.9) 262.8| 254.6/ 96.9
3 302.0 273.0 90.4) 276.0| 269.8] 97.7
4 300.0 269.3 89.8| 2737 267.3] 97.7
5 304.0 273.9] 90.1 276.3 270.4 97.9
6 291.0 260.2 89.4/ 261.9 255.0] 47.4

Table 8 (a) Protocol for capacity recovery operation 8, (b) Charge-discharge performance of graphite

anode after operation

VB~ e, —RRE | HEL | F-7am B B
Fix—bEn BFN HipEBE
A
1 DMC BFN
1M LiPF6+EC:DEC / 3.7
#iE24h
2
REDTRBHE
£ (hohsen) MEREEE LHA) | DEEESE LS | £—0>H®% 2nd HRER (LiMA)  \2nd SRER LA 7—n By
/mah/g /mAh/g
1 310.05 256.86 82.8 262.71 248.24 94.5
2 30321 257.82 85.0 251.73 240.06 95.4]|
3 288.82 261.94 90.7 264.52 258.11 97.6|
4 297.23 265.44 89.3 266.96 259.33 97.1]|
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Table 9-1 (a) Protocol for capacity recovery operation 8, (b) Charge-discharge performance of graphite

anode after operation

VAR~ R ks, —BERE | Hxw | F-7aR P s
FiFx—Fen BFN EiembeE
1 DMC BFN 1M LiPF6+EC:DEC /
BiE24h 3T7+VC 1wt%
2
AROTHERE
4 (hohsen) MEMESE (LFA) |[NEXRSE LS | 7-0 8% 2nd RRER LIAA) (2nd ERER (LikD) 2—0v %%
/mAh/g /mAh/g
1 302,68 265,42/ 87.7 274,69 265.97 96.8
2 297.93 262.5 88.1 272.29 263.67 96.8
3 266,73 265,86 89.6 273.95 266.1 471
4 296.73 267.93 90.3 291.82 267.93 918

Table 9-2 (a) Protocol for capacity recovery operation 9, (b) Charge-discharge performance of graphite

anode after operation

2L AR A~ & —BEE | #HEkv | F-7aE i B
Siix—bEL BFN g E
ik
1 DMC BFN 1M LiPF6+EC:DEC /
@ii24h 3:7+VC 1wtk
2
REORHERIE
£ (hohsen) MEMESE (LHFA) |[MEXESE LK | 7—0vsEs 2nd RRER (LFA)  [2nd RER (LA y—nv s
/mAh/g /mAh/g
1 302,68 265,42 87.7 274.69 265,97 96.8
2 297.93 262.5 88.1 272.29 263.67 96.8
3 266,73 265,86 89.6 273,65 266.1 971
4 206.73 267.93] 90.3 291.82 267.93 91.8
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Table 10 (a) Protocol for capacity recovery operation 10, (b) Charge-discharge performance of

graphite anode after operation

wARE~JEE | KR —BRE | #HEv | F-7as Higi BHE
7iFx—ten BFN s P
' i
DMC BFN
. IM LiPF6+EC:DEC / 3:7
2 iA24n
3

AEORERRE
£ (hohsen) [EIMEER (LEA) |MEXTER (LMK | 2—0%E% 2nd BRER (LFA) 2nd RIHR LRED | oo
/mAh/g /mah/g

1 303.7 2711 89.3 266.3 260.2 7.7
2 302.2 257.3 85.1 257.1 250.1 97.3
3 2083 263.8 884 254.1 2449 96.4
4 2997 266.1 888 255.3 2453 96.1
5 294.7 269.9 91.6 263.8 261.8 99.2
6 295.1 271.1 91.9 268.8 266 99.0

Table 11 (a) Protocol for capacity recovery operation 11, (b) Charge-discharge performance of

graphite anode after operation

VR~ R e, —RRE | #HEV | F-7uE iR Bi%
53x—ba BFN SEBBBE
! ER
pmc BFN '
R — 1M LiPF6+EC:DEC / 3:7
o
3
REORBRHE
e (hohsen) [MEIRRHR (LEA) |MEXRSE LK) | £-0BE% nd BRER (LIFA) 2nd RTFR LBRD | oo
/mAh/g /mAh/g
1 3121 290.1 930 286.6 281.2 98.1
2 308.9 288.9 935 287.5 282.3 98.2
3 300.3 279.6 93.1 278.8 2731 98.0
4 209.7 269.6 40.0 2679 2623 a7.9
5 302.2 276.3] 914 275.5 2137 99.3
6 305.9 273.9 89.5 2721 269.1 98.9

28



B3 3R
1) K. Jalkanen, J. Karppinen, L. Skogstrom, T. Laurila, M. Nisula, K. Vuorilehto, “Cycle aging of

commercial NMC/graphite pouch cells at different temperatures”, Appl. Energy, 154 (2015) 160

2) M. Broussely, Ph. Biensan, F. Bonhomme, Ph. Blanchard,S. Herreyre, K. Nechev, R.J. Staniewicz, ”

Main aging mechanisms in Li ion batteries”, J. Sources, 146 (2005) 90

3) LiLi,Jing Ge, Feng Wu, Renjie Chen, Shi Chen, Borong Wu, > Recovery of cobalt and lithium from

spent lithium ion batteries using organic citric acid as leachant”, J. Hazard. Mater., 176 (2010) 288

4) J. Ordofiez, E.J.Gago, A.Girard, ”Processes and technologies for the recycling and recovery of spent

lithium-ion batteries”, Renewable and Sustainable Energy Reviews, 60 (2016) 195

5) T.Abe, Y.Mizutani, T.Tabuti, K.Ikeda, M.Asano, T.Harada, M.Inaba, Z.Ogumi, “Intercalation of
lithium into natural graphite flakes and heat-treated polyimide films in ether-type solvents by

chemical method” JOURNAL OF POWER SOURCES, 68, (1997), 216-220

6) Kyusung Park, Jiuling Yu, Jaclyn Coyle, Qiang Dai, Sarah Frisco, Meng Zhou, Anthony Burrell
“Direct Cathode Recycling of End-Of-Life Li-Ion Batteries Enabled by Redox Mediation”, ACS

Sustainable Chem. Eng, 9 (2021) 8214

7 IAREZIN, T UFU LA A BT, F— AR, (2008)

8) Shi Chen, Tao He, Yun Lu, Yuefeng Su, jun Tian, Ning Li, Gang Chen, Liying Bao, Feng Wu,”
Renovation of LiCoO2 with outstanding cycling stability by thermal treatment with Li2CO3 from
spent Li-ion batteries” JOURNAL OF POWER SOURCES, 8, (2016), 262-227.

9) Tairan Yang, Yigqi Lu, Liurui Li, Dayang Ge, Heng Yang, Weinan Leng, Hui Zhou,Xu Han, Nolan

Schmidt, Michael Ellis, Zheng Li, ” An Effective Relithiation Process for Recycling Lithium-Ion

Battery Cathode Materials”, Advanced Energy Materials,4 (2019) 15

29



10) Yang Shi, Gen Chen, Fang Liu, Xiujun Yue, Zheng Chen,” Resolving the Compositional and
Structural Defects of Degraded LiNixCoyMnzO2 Particles to Directly Regenerate High-Performance
Lithium-Ilon Battery Cathodes”, ACS Energy Lett, 3, (2018), 1683-1692

11) Yang Shi,Minghao Zhang,Ying Shirley Meng,Zheng Chen,” Ambient-Pressure Relithiation of
Degraded LixNi0.5C00.2Mn0.302 (0 < x < 1) via Eutectic Solutions for Direct Regeneration of

Lithium-Ion Battery Cathodes”, Advanced Energy Materials, 9, (2019), 49.

12) Tao Wang,Huimin Luo,Yaocai Bai,Jianlin Li,Ilias Belharouak,Sheng Dai,” Direct Recycling of Spent

NCM Cathodes through lonothermal Lithiation”, Advanced Energy Materials, 10, (2020)

30



