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Abstract :

An all-solid-state configuration using a solid electrolyte is a promising design for the
development of next-generation lithium-ion batteries. Oxy-sulfide (Li,TM)SO (TM=Co, Fe, Mn)
with a cubic anti-perovskite structure was focused on as the new cathode because of its high
theoretical capacity (455 mAhg™). An all-solid-state battery with a Li.FeSO electrode
demonstrated a relatively high discharge capacity of approximately 270 mAh g’ at a high electrode
loading ratio (90 wt%). It demonstrated that Li.FeSO is suitable as a new electrode material for
all-solid-state batteries. However, the reason why shows the superior battery performance at the
all-solid-state battery is unclear. In this study, Li:FeSO was synthesized through mechanical
milling, and the charge compensation mechanism during the battery reaction was analyzed. Fe
oxidation in the low voltage region and S oxidation in the high voltage region proceeded during
charging. On the other hand, S reduction in the high voltage region and Fe reduction in the low

voltage region occurred during discharge.
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RTEM RS E . AREERRE A3 20EkD ) F 9 44 4 2 EIMO EREYE & iEH L <
Wb, 9. BAYSRIEBIEYE OB E LT, EIREERLICo0, R LiNiysMnisCois0. 4V E ¥
BILiFePOs A2 E X NLMLiIMn0. 8 EREF 6N 5, Th6DIEMEWEIZIAS IR I TED,
A [ AT O 2 RE & T B, RREREMIC B 2 BLY R IEBEYE O T 2

LiNbO, BB A LB L 552 Th b, Zhid, @m%fmmﬁ%gammxa&amm%mﬂ

REMELORET, VF I LA X VIREBIENSPECS720THS, — /T, LLSRSO LS &
BRALYIR ERRE PV E IR EE S 72 D OB A RSO 2D, HH T3 (Li.S £ 1166 mAh
g'. S:1672 mAh g'), LA L. Li.S&SIIHM#RIAT D 2728, EEIHI & [ AR EE O WA 24
Wb, 201D, EMEWEOHRMER YD ILX —EEMETFT5, £-T. Zhb

A 2 R T 5 72002, BT LW IEBGEWE M AR T 5 Z e EEE 55,

ST VY FRAT A A MG & RO BEAE(Li. TM)SO (TM=Co, Fe, Mn) &, PlEaA A
W(455 mAh g') Z2E 25, A X VRERE L TZAITTAEL, HILLIEBEWEE LTEEH A
TW5, R, LiFeSOIEMIEMEIZT 2 MECTHEA SN TE D, VF Y L4+ VEMANDISHO
ATREVE S IEZE & T B[ 2-4], UAFZEE Tid. 918 TLi.FeSOD A [FH (A i\ o> 3 Fi vf ek % M
af U7z, SEEEEIAlZ I 4712 Li.FeSO 2 BT YIE & U THW 72 2 AEIX, 90 wt% & &
EPEAEREIZ BT, 270 mAh g O HIREE CBEREETR L 725, LEIZXD. Li.FeSO
AEMFERBEMOF UWBHBIEE E L CGEL TWB Z A6 L7z, X512, Li,FeSONEh
JRONEIE O 78 i+l B RSEA 2 AT L 7=,

2. BHRBLUERYE

Li:FeSODEHMIZIE, Li.O. S, Fe#x x / v EZHOTLLIOELITERA L7z, ZORS
By K & £ 10 mmD ZrO, K — )L 154 2 45 ml D ZrO,K v M IZ ANz, EEMKE - I
(PULVERISETTE 7 ; FRITSCH) % JH\2 T, 650rpm T 7285 R — L I VB & 1T 5 72, RifERiA
il 7" L 212 & ) 50 MPa®E )] (Filf) TEHZI0mmO XL v MIEE L7z, RIS, BRI TAr
SR Ty 650°C C2HFMELEE L 72, 20K A0 —T Ky 7 2B L, * 2 3Lk ERWT
1057 [P RE U 720 RS EAVIPEOBRIL, KRB LAWK S ICAra R L7270 —T Ky 7 X
NTIT - 72, BEURTBIFE LissPS.sClsDARIZIE, Li.S. P.Ss. LiClaE X/ Y TIRA L2, Z

DIREY %600 rpm T24IF[H K — )L I )L L 72, 440°C T2HEMBULIE L TH L 72z, AL 72
LissPSisClisid, HHEEHE2.8X 10" S em” /8 L 72, Li:FeSOD &G 3. X047 (XRD,
Smartlab SE, Rigaku) % VTR L 72, K4 4 X & EREI, AEAE 1 BEMSE (SEM; S-4800,
Hitachi High-Tech) # W TFHi L 72, Li,FeSODE FBEENE & 4 *+ V{RZEE I, B (DC) 7fik
% (Hz-pro s ALFET) 2O THIE L 72, Z2h b OBRAFWRED 72912, LiFeSO%E R Y T —
TLI =Ty b v (PEEK) N T2ARDSUSHIDBIZHA, ~256MPadD =] FTF L Z L7,
Li:FeSOR ¥ Kk O % & 132.57 g/em’, X% E1378.9% T b » 72, % D 4. SUS/Li.FeSO/
SUS(4A A v 7 a % v 8% T, 25 CT154 . 0.10, 0.15, 0.20, 0.25, 0.30 VOEEF]
IR TR MGHE 2170, B EEMEERHE L 72, — 5 TA & V51, SUS/LissPS,sClis/
Li:FeSO/LissPSi5Clis/SUS L& W T, BEFaHIE %17 - 72, 2AROYEA» 6. [EikE
B OIPUE 2 B 5 5 Z & T, Li.FeSODA & Uitk 251 U 7z, IEMEARICIE, IEmEY
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B & L CLi,FeSO. [{AEME & L TLissPSisClis% 72, LizFeSO & LissPS.sClys (& b
90 :10) & * / U F#k A W T10 RA L 7z LizFeSO - LissPS,sClys 1E M 45 & & % 1F i i
LissPSisClis# /8L — & Jg, Li-Inf& % Efihg & UTHH L 72, 2[EAREMB90Li.FeSO -10
LissPSu5Clis(wt%)/LissPSisClys/Li-In) D 7€ i e A ik 4 0.6-2.4 V (vs. Li-In) O EEHIPH T
0.05C. 60CTIT > 7, Li.FeSODMiZAA N3 5 7212, BEXHLE T/ EHAXPES)HIE
#fT>72. S 2p, Fe 3p#iiOHAXPESHIERZ, dvbr v oru ba ikt s 4 —OBL6N1I T -
7oo ARHXBOT AN F —1F3 keVE L7z, MBI F L F — 2 A5G FILF — T4 L, Casa XPS
AHWCTI &4 572, B35 722 FILiZAu 4f (88 eV, 84 V)& FIWTRRIEL 72,

3. ERER
3.1 HEEAE &

X1(a)i=, B L 72Li:FeSOOXRD/ Y% — ¥ & /R ¥, Li.FeSORiSATIE, i T v FXa7
AHA MEICRIBE NS Ta— FA/8 8 — U BRI Nz, SR & D & R OBEM I I 4 1R 12
D, BH L U T8 LiFeSODMAE TR & iz T L0305 h - 72[5], B, [RIT S 735
MU, k0 PEEORNEYTE — 27 BB & iz, BUES 5 Z & TRisED R EL 72,
3.2 ERUL4F T4

Li,FeSODE mE%137.8 X107 S em™. 4 F+ VEEEIZ7.5X 10" S em™ & %5 5 72, X 1(b)iZ
90Li2FeSO—10Lis,sPS4_5C11.5E@%'E%ﬁK®?Ema§Eﬁﬂfﬁ%Tﬁ‘ YInl A B A B 1349220 mAh ¢!, Hl
EREIIFI290 mAh ¢ TH -7z, 500 HDORERREIZFI270 mAh g’ T, 1.1 V. 1.4V, 1.7V
T32D7 7 F=hAR6N, ThoOEREMBIE. AEEMREREN, o XOaREKERIC
F AL, FeSOICBT 2 MEDOWME T/RINZEDEHBL TB2% D EXD, 2FEEKERO
Li:FeSOIZEN 7= 94 2 WEEMERL 72,

(a) N 90(L|2F9)SO'1 oLi5.5PS4_5C|1_5(Wt%) (b)
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(b) 90Li.FeSO -10LissPS.5Clis (wt%) 1 W & P D 5t JCvE il .
3.3 EfHEREREN

TE A B A & RT3 % 72012, HAXPESHIE 217 5 72, X212, Li,FeSOIEMBEA KD (a)Fe
3p. (b)S 2pDWIEIFE KIBEEOHAXPES Z X2 FLTdh %, Fe 3pTid. 54 eVHHEIZ1DDHE
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OB X N, LiFeSOIZZENIFeTH B Z EpRnE NI, 1.8 VE TORE B TIZEMA T
INFE—MHNDOE -2 7 FHEHIEH, 1.8 VI EDFHKTOY -2 v 7 MBIl W h - 7z,
ZOZ NS, 1.8 VEITOMHEETIE, FelRBL Eh TWB I e h o7, S 2pi2 DT,
161 eVE162 eVIEIZ 12O Al S . Li,FeSOIZEEN2STHBEEZ LN S, S 2pl
DNTIEL8 VE T B - 7208, 2.4 VRER, Si5E T 1L X —{ll(162eV - 164eV)ic
VallZ—=EMlEh, HiesRaEMABZETRIFE T 4 v T 4 VI RERPE O, 162
eVE 163 eVOR 72 i, BRILIK S Td S OIFEIC K > THHTE 5, ZhoDfER» 5,
Fe’'1.8 VRIF Tk X h, SA31.8 V2r52.4 VORI TERLE N2 Z LT, LidlfichrzZ &%
RE LTV, KIS, X31ZLi,FeSOEMD(a)Fe 3p & (b)S 2pD A TE KIS OHAXPES 2 X~
PLERT, Fe3pDE—2v 7 MIRSGNT. S 2pDBHIMIKE D 1.8 V £ TTHAT S
ZeWnghotz, ThoORR2S, SI31.8 VAR E TOMIZETLE N, Fen’l.8 VA2 50.6 V
DEITEILI N, LiiAX 3L EZoN5, ZOBEMMBEERE. AHEERIEREREHEYL
TW3[2],
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(a) Fe 3p (b) S2p
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XI3. # ol EH DL FeSO®E D (a)Fe 3p. (d)S 2p HAXPESANZ ML

4. £&H

AR TIE, AH=HN ) V7RI KD LiFeSO% A U, 78 MG O 78 fuf fli (E RS % AT
U7z, &9, HEIA 2 RINE IS LLFeSO% EMIEWE & U THW =2 AREMIZ, 90 wt%h&
EOTEPE BRI B0 T, 9270 mAh ¢! & O EWIKERRA R T I e 2R L, £,
FEEHEIZ DWW, KB CIEFeD M, SENMMIR TIESOMIIZ & D LiOB#EAHEFT L 722 2
ENGH oz, —JT. RERHIZDOWT, EENER TOSORIC & (KB FHIK TOFeDEICIZ &
D, Liffi ASUSAHET L7722 L 2B 52 IC Lz, BLEK D Li,FeSOD 4l fAdE R & 78 far i {E
HREAW & Iz L7z,

g
HAXPESZER X, AWM EEARFEHGRHBME dnwb vy r7abu ity 2 —DBL6N1
TENE L 7= GREE 5 No0.202205052. No0.202302108) .
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