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Abstract

By spraying a high-speed aerosol comprisedaairaer gas and powder particles of
metal, alloy, or oxide onto a substrate, a compagotevder is deposited to form a thick
film on the substrate. The authors have appliethifirst time this aerosol process to the
preparation of rechargeable battery electrodes,hané revealed that the process has
unique advantages to evaluate anode materialshigthcapacities. In this review, we
introduce highlights of our successful results ioleté by the material development of
Li-ion battery anodes, and mention a future outldok the development of the

next-generation battery from the viewpoint of tio¢eptial of the aerosol process.
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1. [FL&HIC

BAEN FES DIRRFAEDOEBICBWCEEMN R RENILE T T
REL 2o TETHD. BUROEEMOFT TR LBV RIAX—HEELHTDHH
DXV T U LA FVEMTHDN, ZzEREBECEEHEERICEAT 5
XS R ET RN —EERNIETH Y, EREWEOY T 7L (L) %
i — R A TR IR S5 Z E iR L e > T D AMRICEI LTI, ¢
D HBENTF D B MR BEIEWE ODRBEDRE/NATOI TN D, A4 F (S) =i
U LT 588 - 54 - BLYRIEDE X BN LA~NEEIC S W EmARE A
T2 12O e R A ERA RN CH D, Lov L7y, Li W — h RO K &
IRRFEZMIC SR U CIEWEE OMEENIE LS B LT LE Y. 20, @
BOMAOZESIEHTZEEL ELY, 2D EAWZEMOMREE EMEICHHL9
52 LT OIERICEHELVRIL Tho72. 2oV o -REICK L, EEDITEAE
BRIEYE ORZIZBNTZT vy L7 at 2 & AW B2 e T4
NThHHZ EERHLTET.

AR T, B0RIEITHOT- D Z DI DBRFE DIEL 2RV ik 5 & & B,
EHEOMTHOTERLY T U LA F U EBEMBBROBRBEORREFENT . JFET,
KEATOHT 2 ATRENE A b LIS B OEEMBAR 2 RT3,

2. T7OYVLTOERZRAVWERBETOREORZEE

7 1 )V a R U TR AT O B BRI S 2] (BURb iR 36
) OGO 7 N—T12 X0 1980 IF R Sz 1. T AR COXE
BICE VAR LZ 0.1 umPL FOY A X&2Fo5&RH LIEkE 7 I v 7 A0k
EWGET A L DIRAIZL D =7 1Y b L, S8 280 L Gllvy , R b 2
BUZIR Z AT 2 LR DOJER RN B 72 2 58 E e HERE A NS Db . ZOFEIEE
IWETH O TWIERERCA 7 L —8EE L IR B 55D ThH
D, NAUHE (FEER) ZLEE LW0E LWL E L THROIXINE T AT
RV ay (GD) EEfs Liz 2. GD ki, 19804 Ricm v 7 TRz S
=)L RAT L—{EESERL LT D03, #ET A ZMEV L7220 e, REFHA
TR <BIE LT ¥ o N —NTRBENMTOND RTR > TS, BT 5
i & UC, EENCIRRL AR A T T BRI AIRE DR - 2 B L e 3 5
A LRGSHT 1Y b VIS 5 FIE ARG IR L GD Ik L FEA TV 2,
D%, ZOFEF=T e UEGDESHLWNEY =y N T 4 o TEE D
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FEEN, Bi REUSEANE 90 Ph(ZkTii~)Os ik AN SO fERL IS Sh T
7-.

PERSHIFOBAIEIT 19904 L 0 MRk &2 JEHZ Wb =7 vy v 7k
A% Ph(ZkTi1)03X° Al203 72 ED& 7 X v 7 AMELOBYICEH L T 72, X4¥)
1% GDVE L WS AFRE FWVTNER D, RO SR OB AR E e H iR~ a2 A
ThHZEHREHL, =7y VTR Y g L AELEHTICLMT 89, ZOR%E
FAMEICRE ST TE 2. IR T 2 v 7 R0 572 5 iR TS 72
TEDTERRITIE R A T, K- DOIIR & BRI 5- 2 DB LA L TE 7.
ZOFER, BRI BIESE Tl 7~ A 7 v A— FUVRREOY A X & 49 5k
T DHEMUEZE LB, BT O LR O SCE RN LS WEBE 24 U
CHREZR TG 2T 5 & & bIg, R MBS LD 2 & TIROBEEH
R D2 & BRI L T2 1019 BRI 2 A TR AR E LS 1 OL R L C
W5, ORI LD H— T, BT I v 7 AEE AW SAME S
{ToTC&, —HlE LT, =7 ay TRy g THERLLUTZ Y08 I -E R
ROEHEH O T T A=t a—T 4 7 & LTE-UIZE ST 5.

BT vy v W KO0 ORIBEEAE, AR TAR LTZE#% DR
ZIFEE T HDEDNOEWNTIH LI L, KEWIZF L DO THLHEZZTWND.
LMo T, ZOBFEREM OB S Z LA LIRS Dms YMWaRA L, B
STz b OREREEZ TN TEFED GDIELIESZ LI LT 5 1629,

3. EEMEBERA~AOI7OVILTORDER

BATO U F 7 bA A BORTE TRIZB W XK OEWE % B4
D7 a AN L TR Y, IR OEBIEWE DS SN HEIcB0nTh 2
DOHIRT B ZIBEHEDL V02 SR BICE# 72, ZOTRETIE, B
BEBIRCT 2720 OFEER] (B RN L BMOE B8 AZ R 2729
OEEA] (7 —RED ZIEWE LIRE, Zh b 2 FREAN TS E - A
7 U —IRIBAW A LB BIC8A LCEME LTW5 (Fig.1). L LR
5, ZOX ) BB IR Ui W — B S LW RIS S
HIREBEIFNCER L THRELTLEY, ZhNFHIEWE 2T 5 9 2 TK
XpfEEL STV, ZHUSKEL, A28y 2 U v 7 ER 8 OKARREERD -
ZETITEER L IEWEE OB 72 5 EIEERAERTE 5. 2L OTIET
O D BT AN 1L umlL OB CIL RG22 A "3, 72720, 169
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BB SRR S D T2, 2 E X D8 S 2 R ORISR ClIE e
DR -G CE L DG EENHE TREMT 2 2 ENTE T, fRIEwEE
DRREZHFEWTLE S, FRIZ, SileEOmEmBEBEME I O SE1ZIEZ OfE
XA THS.

TOXIRERDOTF, EHELIX S XU ET L OER - A4 - Bt
RENHEDE D5 70 5 EBMBIROMEII IO T GDIEZEM LIz L 25, K
TAREGREPEDIND Z &% 20044F5 05 L LT 72 1639 5 5130 A
28 T < ISR L TRWIEWE M R 2 BN WK 21T > T D, Si
DX D ITEBMICZ LWEREOBETH - T, FIRERECHRSIC L0 EN
IR 736 KO- — BRI 238 (% 2 LRI - B 15
5 EWNAMRETH B 202D, lEIL 2 —T 1 v T MEA OIS O T2 DI 72 O
E I E LT, KREREFEZLE & 7 5 IEWE OFHI O 72 DI
HIZEREZBAT HNEND L EEEDIIBZ AT, 22T, bhlbhOFEEE
oD B 7 CII BB S % B b UM PN I B R ol 72 ZE B TE Rl S 4 B &
D IR G TR AT > TN, 7 1 Y L Td DN 2 AT & D 7 A 13
BRI AR 273 2 L e KRR DZERN O EGIZBRES NGO L, 20
TIEORRETHD. GDIEOREAMEIRIIHIE LT, 2umz 2 DIEE%
B 5 SiEBAMOTNRE R A Fig. 2 17T, Hko 7= 123 Ml L7- SidfhE
R CIIAEAEASCEEAIZHEH LT 2128000 53, Li Wk — HRpc s
%K) 380%%, D Si DRFEZAIZ L 0 34 LIS hNEWEE ORREAZ L Z & T,
FeEE 5 AV IR LIZ7EIT CEDOREZIZEAERSTLESTWS. LT,
GD £ T2 Si ATCIX I ORI ARFBEFIRDKIRICHEE SN D 2 &M HEET
5. ZORFIT, EWERFHOMREREFIC L AEEEOR e, wmERZE
BROEANIZEESL SIi MODISTOEFINC LD bDEF 2 BID. ZOXHITE
WYE g OREE I TEARMEREIC S R B A2 52 55D Th 51, GD OREESIEIC
KO ZOEZHIBETE 5 Z & biENO TS, Fig 3 13aET A2 Ar 6 L<
I% He Z W 23560 SIBMOREFIR AR LT\ 5 28, He TRIE L 7= Si &AM
ORI ZILAr OEEIZL b 2FORMM S 2HT 5 Z EMRbh-o72. He
T ADZIREEENL Ar A HEA_IEFIT NS W2, #) 105 b O REVEHE T
Ta Y ARNEHT S EEZSND D). 2D X A EE COTEWER - DB
EDERDPEBEA I DR EWVENE LN EHRO—D2>TH D & THEINS. Kl
HERKREWEMIZOWTIE, &0 ZAETEEOR NEWEE R ST
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HHDEMREIND., FRENEORER, okl A% He |l 2 RIS 21K
W5 LT, EELOWHE Y WIRIEEIK 400NN 5 Z L 2R L TV D

28)

4. AVKRYY MEIZCK BT 14 ZEBOMHREDSE

H ) ODHATRY Y 3 EORER &L LT, WENER ISR CTh o
THINHEEITRE LIOREECTIREER 21T 5 82 ohsd. 2 Si
BAMROMERER IV TR TEERERZ RO, SHTEHEMIZZ LWIZH
T2, B THEL, Li A A2 DILEDTRN &V D KX e RS &1 2 HIEWE C
b5, ZOUEERK DT, SiEthoiei L bEwibd 5 & Z DR RO ThH
HEBBEOBENE LI BebNTLEY. L2> T, Si BARIZHATHN-D
O, TDOREEMOMOIEWE & 2Ry MEEES Z & MERER Lok 72
AXELRDIEEELELITREL, TOBZNELNWI EHEIEL TE-
17-19.21.23-21.2930) PEEEM] BICHZRIEME L LT, @R - 64 - B{bin/e & Offix
DI B ARG L TE 7o, 7 AU B LR 30 AR ik S, Bl
Bt A — bADBEE A — MVOESITE THIRFIE S5 B Zoo k)
7R TR EN T DR ITE SO EEZ I W, thEO R 2 “FEL E
ORI FEHZHWTH TN OB —IZR SV Ao WK 2155 Z LR T
5. Fiz, R EORIREELRTIR A2 BYLTE 5700, RRERLA /Ny
HZROEILDITCRNG R DG ALEWZ FEHI AW GE TH 2O/ EZ R
T CEX 2R b RERFERTH 5.

Mg:Ge 13V F U AT ES B LA DO—>TH 5. Mg DZEKIEIL Gellth
~IEFNTEN 8, KHHZEETE TR O O Mg IBEME T L7303, GD
ORI ECIIREND 2 & OO T A2 N2 & 2R LT D 2422
M@:Gel3AEE LT <, BWEHREMEET288MEIChD. 22T, FE
HIZZINE Si LarvRyy MEEEDZ ETEORMIEEAUETEL LD &
Ex7-. Fig. 413 MgGe & Si DIRER A FEHIHWTER L7220 Yy b
B FE T TAMSTEIERE L O MERBROME R LT, Mg:Ge DEEE(L3.10 g
cm3THY SioZi (233gem®) LV HREINHOOD, WENE—IZIRA LTz
HERRIR CRERR SN D BB DTN D Z E b D. 2O X 5 ([T O BT
BI040 LT D 2 S ERER BICB W IR ICEE TH D, THED,
ZDaLRY y MNEMTIE MgGen Si DR EEM Y Z & THRIKEYT A 7 st
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L7809 REOFIRZUETE HFERISR Sz 2429

Mg2Ge & Si 7> 5 70 2 B TRERF I IEWE O 2 ARy MEBM T 75T
b5, —J57T, BEIC Si EOIEWE L 10 nm 6 1 umdD A7 — /)L TH—(C
BUVGSTMMEAT 23R Yy MEZFEHZ AW CEMZ (R L TH M
BELENND Z &£ 2R L TETCND 242030 Fie OIEWE & /imt L TV 573,
FEOSIIFRCHA THETEO A VYA R) IZEA LTS, a8 n,
TR O T Y YA RIZBIIFCIERICZETH S0, EHMIcHZY
Li & DORIGZE#EDIEL CHOMET Si ORSEMOEET L2 ENTE L EEZ
b ThD. SikarviRyy MbsELTV YA RELT, 020 UHA
R (LaSk) OAMMAZRANCRH L 2. 22T, BREOM HEHICHEICH LT
AR LIZEZA, FRZA R =L %A K (Gd-S) 7% 100041 7 /L
BICBWTHEMEMO 2 (FLL EOREEE R 528 Lo At 2 R~d
ZEEWALMZLEE (Fig.5). Ziux, Gd-SinMhodm 4y V1 e
TR EERICSDE D 2 LT Si OFRFEZIRIZ L VA U 516722 RBIZRER
L, fE & U CEMORREZIIH L7720 EHEEL LT 5 %0, JinR o EMmMEREIE
MR D EREIRIEB R 2 AN TELNIZ LD TH D, ZIUTH L, BERILFNE
TEVEIZHEIN D A A iR % V- BRI S AICEHT 2 &, KBk
N Si i ISR S AVEMSR AR T OB — 72 Li A = 0, B
RREEDRIIHI SN D 2 LA EEHELIIREH LML TG 3139, 22T, Zo
Gd-SiISIEMI I L CH A A ARIKEMR 28 L7z, EROAREEME Tl
KIT0VA 7 VEANSEBOFIRNIEE ST-DITH L, A A L IRARER % 1
L7255 A121E 5000 A 7 v b DR A 7 U272 0 1000 mA h gt OFEE 4
SHZR D T LR <HERFL, FFET RE /WY A Z VEENRESD Z LI LT,

o7 a Yy )T at AEES  EREREANIIERD U F 7 LA 4
2T TR LREROFEMOFHMC AN THL Z L ZFEHELIIHR L OOD
5. N LA UEMITY T U AL FUEME D KT R RO OGO LED
NEVAPEF TR T & 2 7o O E B CTH 5. 72721, £ OEMIE
WEILLI A A 10 2475 b REVETEZ F7D NaA 4> 2 Wik — i Lg i
X722 57072, FEOBICITIS DICKEREEEOFELZ T H 2 L1k
5. MZT, NalZl £V b & SITIEEDEW T OEMSS IS TR~ DFIX
JEZEE Z LR < E OFEIIARAEIRN 2053 D32\ . KL 258 < kg S B EERE
PEICEN DB A ER T & 25 TR 2 0 X 5 RIEWE OMBHER IS b IEH A
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WTHhD. FE 51T GD IEIC X AMBHER AT, Snd®, SB), Rutile TiO?®),
SP*7p E O BRI BB LR TR SN DAL T MU U AL F o EA
BRIEWE ORIEUC AN LTS, i, EFEEEROFMIZB T HARTIEN
B THDHZENROFRE SN TE TV, 2EEERITEN -2 L & T
IV FE B i 2 T2 FeB OB EIOTRE TH D13, BIEYE & B IR EM
BHOWTIH BRI T D72 26 O COBEXWIEMNIEFIZZ L
{725 TLE ) HOMmD TRA B AL TV D, BREHA RO, 4
BROANL WRLEHKROER D5 XFEREOTT 1 L7 at 22 HS < EBE
BN OREZ IR TX D Z L AR LooH 0, 4514 Z D4 B ORFSEOHEE
HR D Z LR HiRE S .

5. $hYIC

7 v Y7 at X e WA SR E AR E R D EMRD 772 &
TEBMEBEMOERIC LA TH D Z & Z2AT TR L=, BARADHFZES D)
BlG LB SETE L ZOFENRY T U LA F U EHOMERHEIC W T
THRBRFSE 2 C0D 2 EEEEDITFREL CE 2. A%IL, ZOTIEEER
fif U7 G EAN S U F 0 A A A BEBHUTINZ T, 7 R U A A AU Ees
BERER L & ORAEEMORB LIRS Z E NP RWNNIHIFTE L. VTF U LS
FUBMERIUL, ZNHOEEMP HAANOTFIZL Y ERLESND Z Lilkeh
IR TEFRENZ & TH DH. AR TR A AT E O F B ESE 2 TE AL
SHZRLF— « RIEMEA MRS 2B & 705 2 L &> TR E 20,

EF2

ABFFEDO—EBIE, SCHR A B L O H AR S ORE s B F 3 GR
RS- 17550167, 19550179, 21550172, 2435008520195, 16K05954 Hr— % /L
¥— « FEEFTHRABTHAE (NEDO) LI-EAD o= b, RHRHdfriRmg
RERF R Rt BB 32 7' 7' 7 I (A-STEPR, > — XBAEAL), B L OHHREF:
TR TR u T I v g U RIS TR 27 4EEE -
ik 28 AEFE LRI OBN A A % T TR SN b DO TH S, BIREALITE < JiaH
T5.
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Conventional slurry-based method
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Fig. 1  Preparation process of rechargeable battery edéets by
gas-deposition (GD) method and comparison with aortwonal

slurry-based method. (Online version in color.)
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Fig.2 Charge—discharge cycling performance of Si anodeppred by GD
method. For comparison, the figure shows perfornearod Si anode
obtained by conventional slurry-based method uspadyimide binder

and conductive additive of acetylene black. (Onluwegsion in color.)
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Fig.3 Confocal laser scanning microscope images of Qidass prepared by
GD using nozzle of 0.3 mm in diameter and carrias@s of (a) Ar and (b)
He. The surface roughness of Si anodes was 0.1&pan0.34 um in case

of Ar and He, respectively.
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Fig.4 Surface observation results of composite electrpdepared by GD
using mixed powders of Mge and Si with particle sizes of 0.5-3 and
0.3-0.5 um: (a) scanning electron microscopic (SEivhage and (b)
corresponding energy dispersive spectroscopic (ED8pping for Sika.

(c) Cycling performance of the M&e/Si composite electrode. (Online
version in color.)
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Fig.5 (a) Long-term cycling performances for compositéecerodes
consisted of rare-earth-metal silicide and Si. Afteomposites of
silicide/Si were prepared by arc melting methode thomposites were
deposited on Cu current collectors to form the c3de/Si composite
electrodes. (b) Cycling performances of Gd-Si/Seattode in ionic
liguid electrolyte (LiIFSA/Py13-FSA) and conventidnaorganic
electrolyte (LiBR/PC). The charge capacities were limited to 1000 ImA
g~!. (Online version in color.)
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