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POLYCRYSTALLINE LITHIUM MANGANESE OXIDE PARTICLES, PREPARATION METHOD
THEREOF, AND CATHODE ACTIVE MATERIAL INCLUDING THE SAME

CWEE
AR EWILZR 1 A2 % SR S FREE B & 1 /e 1>L1(1+X)Mn(2-x-y -f)
AlyM{O (4.7

B MAERGTFTHFARGEEFHE—F ' BIB) ~ £(Co) ~ (V) ~ &(La) ~ 4k(Ti) ~ 44
(NQ) ~ 85(Zr) ~ 42(Y) ~ #245(Ga) > KW EZ R SMrF » 05x50.2 > 0<y=0.2 » 0<f202 » g1 0575

0.2-
WIEREAZ BTG - £EHEEZS %ﬂ?h’fbﬁﬁﬁ*ﬂ%”’ﬁ:ﬂ‘iﬂﬂﬁﬁ%ﬂ ' Bl ko A5 -2 B
(Jahn-Teller) &4 4 8 Mn2 52 « Mk THR - REBZEGBHALERKEREHM -

Provided are polycrystalline lithium manganese oxide particles represented by Chemical Formula 1 and
a method of preparing the same: <Chemical Formula 1> Li(14+x)Mnx.y-fAlyMfO4.7) where M is any one
selected from the group consisting of boron (B), cobalt (Co), vanadium (V), lanthanum (La), titanium (T1),
nickel (Ni), zirconium (Zr), yttrium (Y), and gallium (Ga), or two or more elements thereof, 0<x<0.2, 0<y
<0.2, 0<f<0.2, and 0<z£0.2.

According to an embodiment of the present invention, limitations, such as the Jahn-Teller distortion and
the dissolution of Mn?", may be addressed by structurally stabilizing the polycrystalline lithium manganese
oxide particles. Thus, life characteristics and charge and discharge capacity characteristics of a secondary

battery may be improved.
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it WRIETREE-
(FEBFEBK  HF - BUEEEE)
[0 2] (b /%)
ZRBE/LEERF  HBEEHEFE DEREBHZRE
& MR
Polycrystalline lithium manganese oxide particles, preparation method

thereof, and cathode active material including the same

[ 5% fif 46 5% )
[0001] ARBEHGEHMAN S SHELEHN T > L2 E
FiE o MR AW 8 T O A B O MR

[ ¢ Al 4% 17 ]
[0002] BN HBAMENBELAE N > AMEDS
B R

HEYHRRARSHNEREETHE  ZEHHELHEERES
BOHMETHREREZR TANIEZ — LG RREKA
( B 40 7% 5k B 22 52 0h & B )

[0003] AMEEBHYKEEFESEE
MAFRZESHREHEEBESH NHERZE
HZWMATF L EZEEELLAIME -

[0004] & b 85 (LiCoO,) T EAMEAE _RE M
ZhEm s MR o WA WA HEEFEAELEE - iR
BiR@EBEREZ LiMnO, HEASAREEZ LiMn, 0,0 RE
bR # (LiNiO,)

ZEHNHE_XRE
TR

ZTT
H
Ht
=
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[0005] EiE MRl zd » & #E (B0 LiMn,0,
) EAMAMEBFEEBSEEENER  ETREAFER
- BN E  HESAEEMHENRE -

[0006] % *# @& LiMn,O, &S0 » 88 (Li) BET MR
U ASfrE (8a) v 8 (Mn) EEF (Mn’/Mn'T) fiL B A
mEEME (16d) » R OEFMMN /A\EBME (16c)
BB F R FELEEEES - % 8 WHRBMULUEMNE
MR B EZ l6c \NEBUELAEMEXR=ZEEE -
HERBBELIBETESBHOEE -

[0007] % BI#t » LiMn,O, IR KRHZEFEBZBH
HERNMMKD - EREHRBR "H-ZYEREE
( Jahn-Teller distortion)  HY&EREE - BIME (#F I 3

MR HEE FAEZRZFEFRECTEEZENER
KA G -

[0008] BT RARELRE »r AMEEHMK Li LMEAL
ZHEM 101 F 1] FZEBEMMEECESTED
LiMn,0, BLFHIE Li 88 Mn & BE FZIHENUERRNTA
E o RABESBHN _EHE=EBEE TR Mn L EIE
# Mn BEF 2 EEBHBE LRI FTELRBERUTRERLZ
HEENWHEAETRKEWRSE

[0009] HHEBENILL ERN LiMn, O, ZFEERR » &
L ETFESETRBEE  EURAERTKRRE - fl0%

_Z2 %) (Jahn-Teller) &K EH Mn* BB -
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[0010]
[ 5 Al 2 17 3 14 ]

[0011]
[ F 3 4]

[0012] Korean Patent Application Laid-Open Publication
No. 10-2011-0076905

[ZHANE]
£ i &

[0013] XA — FHELEBHTRES » #4045 -
Z % (Jahn-Teller) ERBEH M ERMAERE X E
MZESEaFHETERREFEFREN S SN S8
:J—7-o

[0014] ABH S —FHREHEHE S S ELEHE
MFEGE HPEREXNEFMAEENELESEN _XRE
MFHEAETREABRMERANEXEAMNMES > MHE B
TEGHEREBERRUFEZEBRE TN ARYE K ERZ

=1

4

&

[0015] ARRFHZE—FTHRUEEBIUEM B RS Z
ZREEEEN FHRE -

[0016] A IS - HTHRELEZEEBNWE _-XRE
A o

£ i fB R 7 K
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[0017] IRBEASHE Y —FHEH » AFHE L OAEFE 1
Fimz % & B SAEEENT

[0018] <{E 2 1>

[0019] Li(1+xyMna.y.y.Al,M(Oa.z)

[0020] Hdf M REBHTIRMEAKNAHFPTNE—
# B (B) -~ %6 (Co) ~#L (V) - # (La) ~ §&x (Ti
) ~ 48 (Ni) ~# (Zr) ~$ (Y) ~ #§ (Ga) » K
% >y - % fE T E 0 0<x<0.2 > 0<y<0.2 » 0<f<0.2 - 5iE|
0<z<0.2 -

[0021] MBABP X —HE  FHARLREL
L2 1 FR2ZREESLCEENLTFHNAE > B3¢
(i) BE &% RBEEAEY - Ea015EY & RE&E Z A
YRS ® (i) BPE (i) ISZIAEYMESYE
& o

[0022] BMBARHE X Z—FHEH  AH#PARHEZSD

5B S b 5T S R F B9 b2 B M A R

[0023] MBARPE XS —FEH FAHEARITXBE
fil U M AR RE A

[0024]) MBARH IS —HE FAHARHaXRE
ey — RE M -

B FlTh
[0025] MBAZKHY —ERBERY > BRFEBHES

BLEgSsREMELEERTFTEET RRRG > G105 -

875134 -4 -
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Z &) (Jahn-Teller) &P EHE M 5@ EETHE =
RENZEGRUEARTERLNEETEER B -

[0026] M H » MBRBEARFH — B 8 F h 64y 8
BEHZE BERZZERBEELEENTFIS SN ERELE
KA FEH A D B B Bh & 45 B AT 6 P (R B gk A 0y 8
EREZEBETNAIORERI&K)  FEETEREER
HEENRFEN_REML -

[ B =\ R E R A ]

[0027] AEHBEHAENHKNEEB ST RnE A& 0>
WENERS > B LERE® XA HEZ F @RS —
TTHRAZHIZMEMS  AEFAERBRELEBERNRS
KA A EH -

[0028] I BIRARHZERE | IRENS &Y
FEHENTZHES HRFMEFEME (SEM) 24

[0029] 2 BBl 1 FTRENSEENF
fe 8l H SEM £ &

[0030] 3 BoNEEE® B 4 FrEENELEENF
B E SEM 8 &

[0031] 4 BRAEHZERG | TEENSEHE
tHENTZ XHREHIANER -

[ & 77 = ]
ETEHZITRA
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1615358

[0032] E T H  SFEFUALRBEALAZTHAERERFUE
EREMW T RAEH -

[0033] HHMEAZRHRPSHRFENREFAAH
NMEFNMErAENERAERAAATHRERNER -
- S EMAEFRWEEGERERE RN EMEMX
MEARFEIEMEBETENEE BNESE > HARE
S LR EN EEZEFHAMBIERURF RN ERE
A& BHEREA -

[0034] MEABEZ —BEREEHRINS EKUELE
EHFIOTEHAZA 1AW

[0035] <{E & = 1>

[0036] Lig1exyMn2-x-y-Al, MO 4..)

[0037] Ed M BEEETIHARERNEREFTOET—
# B (B) -~ 8 (Co) ~# (V) -~ (La) -~ gk (Ti
) ~ 48 (Ni) -~ $ (Zr) ~ 4 (Y) ~ 8§ (Ga) » HK
% > B % ot E 0 0<x<0.2 5 0<y<0.2 > 0<f<0.2 > EZ
0<z<0.2 -

[0038) EEREER T BEHELEX 1H 245K 08>
it TeBEEEMN - EAEHP  EARE 220> K®
BLEEENEREREENEREBT K -

[0039] — M2 R » &tAR& & LiMn, 0, HIRH » &R
HEMBENEE L AEBHBEE BEEIERTFRER
HHWEEY SABEEASERHENERRIAIEE &
KERKEBRED M’ H15-F 8 (Jahn-Teller) & T

875134 -6-
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REMEBRBBEPERET (Mn®") B -

[0040] B A #ER » £ LiMn,0, H - £ & & o 89 8
FTARRERERKREREE > Mo’ ¥t Ma* 880 - K
bk BN EFEERERRNEBETHAZEN Mo 80
FTS/Es Mn BE T2 EEBNEMBLEEENEREER
RUTERZEBELNFRANHEESE - %> THREER
AL o

[0041] MM H » EEHMEXEH LALZEN Mn’ 3B Mn’"
BETRHIORBMEEMSRE R Mn® "8 Mn*'l > MFRE4 >
M ' BE FARBEERRTTESEMHEERD > W5
Bz M B FEBBIBRABS BN Y E T EBTFHNB
B> &% Mn B FRAMEREEZER - NIt > Mn B F 5
BEBRE_REMLZEHFNYT

[0042] "HEHEELEBREFEM BN KRERE LiMn,0,
MEZRERNEZTEHE LiMn,O, lL FH R/ - Bk - &1 - @
B2 H K -

[0043] REBAZH —EBERS > WLBRX 1 B
NZEEWELEBEN FHEBEENREEZ (WE 1 Ff
mo ZEREHEENEE (AH) E—RELEENFSH)
MR- REEZEaRMEAXRERRBEEEEE B
HRNZEERVUEALEENTFNEELERLES -£H
(Jahn-Teller) &P EHE M’ 5 BBRE KD -

[0044] E*EEK%%ZE%E)@WUE@&a%iﬂ%‘fbﬁ;
HAFF  ME "R RAHIKSEIERERS

875134 -7-
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152 nm %[ 300 nm ~ & {E# 155 nm ¥ 250 nm ~ HEH# 150
nm % 210 nm W EBN FHEBROEE -

[0045] TN H » EAFHRPESD r BEZ L ENE
BHTFOUEOEALT  ZEEUHERGLFEN (HXP Y
MK TFHESE)  AURKEBHAMUXREHNZ&E -

[0046] ERBAZHZEBEREINSERALE
ERFD BRREHTF (HPPRFHRELE) ¥
® (Dso) A B S pmE 20 pm HEAN - EEX KRN T Z
EHHEAR 5 pm B UEEZZEESCEENT
THREMHBREK > REZREMNFZEIRERR 20 pm 15
o AEFER KRB @M EEERE -

[0047] EAEHP > ZMFZFHHE (Dso) AE
EHETEBMUROMN SONENHRE - RBAZHZ BE
FEHRAIEH F 2P E (Do) BEMR (FlW) &H&E
HENE SEBEHEHZ-MKUTHEREMKE ZE mm
HWEANHE BRI SEEEREIHRRER -

[0048) T LU TH AR ETHERBALZHZEREE
OIS RBMELEREN FZFIRE (Dso) BITFE -
Bl R HEELEEENTOIRRERYT  BZBERE
ABETHEHMBHES (B4 Microtrac MT 3000)
 RFAERY 28 kHz i HIIE 60 WHEBZT KRS > R
BEUHBEEZMEHENERRURDME S0%E Z F 1
& (Dso)

[0049] W H - MEBEAZHZAERBE®A > THEAH X

875134 -8- @
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HARAGEHIMEKEEIMZ LR ELEEN T 2L K
THPEHEEER - fl0 > ¥ EMEEER T RE
AEET  HAXHNEGRBRENZNUTNSIENEBESTS
i DUEAZEESMZVENTFHNEEEBER -

[0050] REEAZHIEBERGI NS & A &1L 7 68
MFERF - HPFEHREECEE T —-BHOEME
#in (Al) 88 M AR (Hb M B2EBEHTHRARNE
ﬁ¢%&~%IB\%\V‘m~N~M~D\Y\@

K EZ _HSBETE)

[0051] 7ZEMEE2 X | F» TRARA—BHBFLEN M >~
S8 (HME 0<f<0.2 REHE 0.001<f<0.03- EFH M
ZUEEH R B-E MZTER BEE  BIEFEFHNEN
BRER B DA ABRNMESELCEENFOEELE
EREERET REEZMNFNEREAIRRKS BE (0
Li;B.O; /) AU B REREEEWNER -

[0052] £ f 2 O B > WA RERKREH - Hlw
Mn™' 75 fif 81 EH 15 -2 #) ( Jahn-Teller) &% % Fi 5142 19 4
WEE ZARRFZAZHFLNIR - E f KK 0.2
B BEREAFNFTEN HATUEFEZS EMELEHE
W EGEEER S E W DR T A E W EBRE$ H 3E 4
;[gz}o

[0053] RBAUH L ERBERY » %2 & EE
$EMLFH BE&EZ 700 ppm F 3,000 ppm EE N - H 7
FFE 700 ppm F| 1,400 ppm HEWKN - £ B &£/ 700

875134 -9-
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ppm EW > TEBRHEZRMEE > flw Mo BBHEAE-F

% (Jahn-Teller) &P B RS ENEBELE XX KRRKR
HEAZHEFEOHN - £ BEEKK 3,000 ppm FH
BEEEANRFEN FAAEUEEZSEESEEL TN
DEEHMSEN I ETTAEERERRE T ERAYR -

[0054) ERBEASKPE S KHUELHEERNTH X &
mma st RS RMEALTLEENFITREAS &R
i (311) -~ (400) -~ 81 (440) FEHRIAEER  ZEER
TEKR (111) FEME -

[0055] B i » £ X H@EHF M F - E (111
) /T (111) ZEBRELEHESHE B 100%EF - 1 (311) / I (
111) 5B 40%K T % » 1 (400) / 1 (111) H & 40%HE
% » B11(440) /1 (111) T 5 20%KE %

[0056) WM E @ IRBEAKLHABERD > £ X HK
EHE ST RS ERBEELEERFZ (311) BEN¥E
® (FWHM) 2 03 B ED -

[0057]) EAHHD > % FWHM EEHZ D £ 1k
TR Fr X HREHFABHZK (311) BRE —F KN
I B -

[0058] #% FWHM B[R AE (°) - Bl 20 ZEI
BEgsaHEeEtEBglTESEARs % FWHM H&
& -

[0059] M H » BRBAZXHXEBERANS EHSR
b $% $8 1 F = Brunauer-Emmett-Teller ( BET ) [k & E &

= A

=

875134 -10 -
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B % 0.5 m’/g 5 E /) - £ BET LEREM AR 0.5 m’/g 1%
o MREEEZRENM R EERE -

[0060] MRIBAZH AWEWHPF > \T#H BET %0
EZLEUEEEN FLLRER - Fla > 75 HIRE
£ A FL B 53 #r 8 ( Bell Japan Inc.B 3 #y Belsorp-II mini)
ZRENVERKKI AL 6 B BET “HEZXLLEEME % 6
BET AT5IRBHEMR LR S (Bell Japan Inc. B i&E Y
Belsorp-II mini) HY i 8y & & & I /% -

[0061] MH » A{HEHMUFEZRSL EHELEHEN
FZHE -

[0062] MREBEABH L ABEME - AR EEME
WMERX 1 iz RBELEERTHFE BG4
(1) REEZKEFEAIEY - #2805 % 82 B 1& 4 B >~ A1
YRGB (i) P8R (i) FiIB2AMEBYREASYE
& o

[0063] WRIBEAZXHZEBERS - o F KK E K
ANEZA AT SN BUEERTEEER RN EN S ZEE L
BT o FRlM AR TMABMBEER RESETS
SHERGBERRIUFLZEBEIN A ORK ERI &

&

[0064] RFEAZKHZ ABE B - = FH 198 IE & A
e ERBHANNDE > BAHSHRS > REZBELEE
rAREZREELEERNFZREBERNWENT -

[0065]) B RGEH BERAEDEEL B mES S A

875134 -11-
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FEENTZEG (A PRINPEENIIN - &
S EMELEENTF SABIRNLTNEERE > &
EAMEER KB ZHEE (BIRSESGaRNE) B
& -

[(0066] Rt > RMBKBAXAZLEBEHROI A EAE
FiE BOFESSAACEENTFZEERRINEEET
FEEsmERKY Bk THRREZXREHMZZEHAS
an 55 1 e

[0067] IREBEAFPEXEBERED - THNBRGH
DEaBEEE FTHRERNEFPHNE—F - BEEY -
(= 7/ B =7/ K (=7 B - R =7/ B T/ vE= i/
HEEEY  HEEZ _RSENRSY > K ATEHZXM
t&? -

[0068] FI i B fH A P4V PNE—FH
fEBzMiey - W - NS - SAWH - HWMEKE - X
WEZ_RZENEGY °

[0069] W B EMH NIFMERNEH TN E—FH
EmZstibew &8 (1) -~ &8 (1) - &1L
(IV) - BNELZ8  RBEEZIZHZHFNREY -

[0070] % E 4l - &M - &8 >  RELES
BEERZNILEY R SLtEaEW - HELS
) o

[0071] T BB THFREMRNVER PHE—FH
EBZttibew - Wibet - S WHBRE - BEE > K

875134 -12 -
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FZHEENRSG

[0072] &% Bf 58
0.4 EEME 14 EEHZEEHER
ZEBEAEYNEEE BEE -
RO2EEHLHER

7 e

"] fE 1R 2 72 ik [R %1

ERIETL 02EEME 2EEH -

Bl 40

" R E 'R L%
EZBEED
» B 40 Mn®* 5 iR 6l

[ & & /0

B4 -% 8 (Jahn-Teller) &P BRI ENE BT T » &

ERRFAIZEABZHEFLEN DR - F&BhELE
EEWOREE FEEALAFTLEN > BB
SN F A RS S N0 R T OAE 1E B EE B
[0073]) MH » REBEAZXHZ BB EEH -
s AT EEY) Z PN E (Dso) THEEZEZLS &
HNTZEBEEHEH - REE Z HESME -
[0074]
mAIERY AT AR %

MEAZHAZERERD  TANZS &
mZA o WOTEFEERBRERR

L= - N S
5 Z % &

2 o U 3 A

= o

¥

il

% % &
I =W [l A

H

H
=

3

100

nm E] 300 nm - %0 100 nm F] 200 nm HY ¥ 4k K F B 45 B

& B HY R &KL F = e
M ZEBATERRES
[0075] fF & %
® (Dso) A BTE 9 pm F| 25 pm >
HEAN BHREFAAEHE FIHEHZ

% % & B i Al BB Y

mMELEHETFNESR -
B 5k AT 5E Y0 B9 R R KL Z F 5
BIZOE 9 um %] 15 pm

% & 2§ B 58

 fiTEE T %

MHUER FUREEEES H BET thRE B B/ -
ANt > EMAEAIKEEGR/DN > FIMTRRE-_XRELZ E
CE
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[0076] T H > ERBEALEHEZ AR E G A E AR
M W EEREREEYITURNZERBYTIES
THREEE - ZEANEWTEE 001 EE%E 10 EE
%> fl40 0.05 EEB%E S EE%SEN Al ZEE %HRE
UHEAMBYHNEEERERT - Za Al ZZBEMAIE
| & (Mn(,.y)Al,);04 (0<y<0.2)

[0077] EfM s IUHERALEINREERLELTYA
¥ E B MnCO; » Mn;O4 -~ MnSO, ~ 8 Mn,0; XHEFEZ =
KNS ENRESYWHEARNERPNE—F L E IR K
e Al WS EHEMEY REITSIREM TR
(EP-_HEENENTFHEELSE) 92 Al 22 EHERE
A 56 %) -

[0078] #40 - #5 2% 8 /K 8 & /K I A 3£ B 70 B K F& =5
h > RpHEEZREEREBRBEEZREY - #E &
EEILEMAKBER HEFAEBEEHEIWLZEEHH MnCO;
+ Mn3;O4 > MnSO;~ 88 Mn,03 HEEFEZ XL ENRE
MR ZEBE PN —FHEAEY (Fl AISO,)
EEKEMMZEK - B{ER pH HEHZBIEKEREE
M EI %K ERS > R —HLESG - A& T N, 5[ EX
REDBTHES Al 2 &HEEEY Mnu.HAl);0, (
0<y<0.2) -

[0079] BT EEBDH T AHEKRZHEEE
h §J{E — % : AlSO, -~ AICI~ B AINO; » K FEZ K
EHREY  BEAXAZEHFRNI -

875134 -14 -
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[0080] #&z Z EASLEEN T Z8EHE T » f
A ZEEEERAE R 700CE 1,000C @mEBERNETY 2
INBF A 12 NEF -

[0081] X SE AU B Y o] & B 5 B F 5 B7 4 B = 4 Bf
WE—%: &8 (LiCl) - ®EE (LiCo;) -~ H &1k
# (LiOH) -~ Bifg#% (LisPO,) -~ BB EE# (LiNO;)
NBEFEZ R L ENERESE

[0082] MMH » AEHEL —HBEEMH > Ha&
ZZmB A L@ EN T -

[0083] M=% > ABSHREL —leH HOS3ZREE
ME A

[0084] 2% f& fik BT i B8 3% B 7 G 3 AN G &0 69 82 AU 5 ok
MM - fla WEE BHEEE - BER - SEE - U
KEAFARBEEMHES REBHUEEHER > SRiioy
REZBENEBEREBLRES - BE  TEBREZLSE
BEBR M HE ALK -

[0085] T E—BHAFAZEBERER  RE
EZBEBMEEMHBERNTUEGHWENES BT > ZL& B
EFEANERZEANREEFSEEURENESE - ZRESE
MEBZFEREEL TE S - 88 - NEMNEZ 4 E A8
i 7Y G

[0086] ®lfRF A4 B Al > B4 N-F EULig g ( NMP
) “HEHER (DMF) - Rl - B F A 2 - =
KAERE KZREBET BB - o5 &5 5 8Bk LK

I

875134 -15 -
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Y _HSENRESYER ETRIZBHZIZEEERHA
BEER ERAHUEZEEEEME REEH - A
HEBEAMESH MABNAERERS

[0087) T T AMEAZEEE  EEHSHES
Yo FlUNBER_-JEZE-ANERMELEEY (PVDF-co-HEP
) EBER-IEZE ERER EFEAGRRYTE-EZ
BEE - HEEMBGEE (CMC) ~ By  RRELEEX -8B
AMuE BZEWRER - WEZWE  BEZE - ZRG
- EBEEMAEBERE ZB-ABK-Z%E® (EPDM) - =1t
EPDM ~ £ Z%-T %% B (SBR) - BB ERNGR
- E &8 (Li) -8 (Na) -~ 245 (Ca) IAIEESY) -
B & T

[0088] A HME—HEHMARANRE  RERA
SHEBEEMMAEREL TN ESLEEAMNT - fla0
yHEBRTAS BEBUEMH > SlNAR > FIORREE
HABEFERE  RE FIUZHRKEE > BEFKRR (Ketjen
black) -~ 2 - 2 B2 HEHRAURE  EERE
Pl el sBRE BEE JORKKE &8
o Pl ER LD - B - HER S EEEE > PIOES
LEHESEHABNER SEBELY  PIUSLK
NEBEETEY -

[0089] T /K £ 5> B I 5 A # 4 BB > Bl40 N-FH E -
2- 0t 0% 0F FR A9 MF By 5% v BE -

[0090] T E » AHHEH _REHL > HEEEHE -

875134 -16 -

in



1615358

B REBERERBHERSEZ /645 REE -

[0091] Pl - SR B - W - e (7F AH
EHEET) RRUEHBAFERABEEFEMBE > HEANR
BAZHZERBETRIOBE - Gl TFEAZBEHRE
REERRESERRAERZREMR - ZEEHH
AEREEHN T ARIRAER > MASERBEZREEEN
A RRARAE - BN AE (Kish graphite) - ZAfEEE - o
FIAHES A EE  PRAMERME  FHEESE - #3558
B > PIOOHREERNBEFTITENER -

[0092] BB & > ZBEBERELE —KRBEHEXEE 3
um 2 500 pm- ZEBEREB I HEHNRG > REAEAF
HEMMAEREN TN TS ELELTT - Z5HBER
EmE TS Bl - FEM - 8888 - 8k BEE
ik ~ &8~ 3R - K RERTEENENANHE - 2-8
ExF -ME BUZBRBRERER  ZBBERERKT
AAVRNREUAEGBEEMBZHEEHRE - %5 K
BAEBUERSEENR  FIWHEE -8R - &
fLEg - BARE FRESYRE -

[0093] Bl A RKZEMERT —BREHAN
MERHEAEERANZEE - & %5 &S %A R E ATl R
IEE S RBHLHESBEEMBER - AREZER
ZENRERER ELRBEUHEZSHE -

[(0094]) MAB > R AFRAUSREENLRENS
IECYIEEBRURECHREREABERZ SR

875134 -17 -
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B BB THHENSILEEYER  UEKBERER
MBSy FINZFHEEYD -  FABHEEY  Z&/TEH’
By ZWGICHEEY  BEZB/FERGEEXEY -
ME > JERBREMEONSAFREMA 60 E % 5 KE S
G BHE_FBZ _HBEEERRNAER -  EXFHALA
PRSI -

[0095] B RR &I (EFAHEE > HAKANRARZEHMA
AHEME  REE—MEANE _XE A EREEH
B oo i > THEEH TIREKRMNERPNE—FRE
BB BT c F - Cl» Br» I"» NOy” » N(CN), ™ »
BF, - ClOs + PF¢ ~ (CF3)2PF; ~ (CF;)3PF3 ~ (CF3)4PFy
(CF3)sPF" + (CF3)4P" + CF3S05° ~ CF;CF,S05 ~ (CF380,);N°
. (FS0O,),N" + CF;CF,(CF;),CO" + (CF350,),CH™ + (SF5);C’
. (CF;$0,);C" + CF3(CF;);S0;" ~ CF;C0,” + CH;CO; -
SCN™ + #i(CF3;CF,S0;),N" -

[0096)] AEBEHFFANERETEEARAREERE
B OEEAEERE ERZAVERE  HBBESYE
ME  FEHEREME  EHRSEERE  KSFITHEAR
B —REM EARAZTHARRKI -

[0097] FERIMH A H B - XREMFEANR > Bl 40
TE A AENBEAER - R KA SRR -

[0098] IREAZHZE _XEHNAETHNEMN
B EWAFRNNRENER WMAETRFRESHER
EEHCHPTRBEOHEEFVEMLEMN -

875134 -18 -
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[0099] Z P ARERFBEBZHREEF T ABEHEHEE - &
CEHNEER HBEARECHNHE  HEEL4% Bz
RNEZHERRPIE -

[0100] Z T B BEBEF MFHARA L&
- EARAZRHAUFSAEN A G EBER B R ERE
BRAZRNASHAMRHZEBERY - K> Sk HE
TP RN EFARBAEMEETE - HEHE LS H
CHETZTEMNMEELZER AR EE -

[0101]

" it 5l

[0102] 7£ T @ - # R B B i 6l 2 F 5§ F 3% 40 it 38
RS - ERAEHARRERI -

[0103]
<P RUSERENFZRE>

[0104]

Bl 1

[0105] 38 Li,CO; (37.50 g) ~ EHEE 10 pm K
(Mng.osAle05)304 ( 141.88 g ) ~ fF B Bh & & B &9 8 &
(0.62 g, 0.01 mol) MAREGEH (EMKEBHE ( Waring
blender) ) P R EZREHRNFLEHEE 18,000 rpm T
BE 1 7 BERENBRIKA 500 cc S LB B\
EAREL 800C THELE 4 NG o 75 5F &b o BF B8 2% 068 4%
FHSEH > RBEH 400 mesh P E 9 & ML E 7
Lij.ooMn; 50Alg.1Bg.0104 © 3% Li;.0oMn; 50Alg.1Bg 0104 2 =

875134 -19 -
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KL EEBNTF (UHRET) BR2EBEXR 180 nm
HRGRMF BEPZREUFZEIRER 10 pm -

[0106] T B - B 7 68 F 3t B IR E K 1F R SE AU BE ¥
#) MnSO, 81 AISO, £E N BMEHE FHMLE R 10 pm Z
(Mno.osAlg.05)304 » 3% ( Mng.gsAlg.os) 304 T B R F
A HEHP_HNSEORM FREELE o Z (MnoosAloos):04
SEFHN 2.1 EE%Y Al

[0107] E ¥ H 3R » B 98 : 2 Ay LL# & MnSO, 2
AlSO,BE » A AL N, AN ZBKEE = 2M AlSO,
) MnSO, - 7H,O » ¥ Fi 84 % & MnSO, - 7H,0 2L 250 mL/
INERBEFABEEEHEAKE®E (CSTR, CSTR-LO, EMS
Tech)

[0108] ER@BAUKERZAELHKEREEET
BL 150 mL//NBEE] 200 mL//NEE R FE A G S AKEB R
(8 mol) FAMILE A ERAZINER LK KEEE T
S0 mL//NB R ZE A 25%&E KK > £/ pH st B EHHFH
UBEKR pHEGRHRE 105 EEARESZAEERER 50
C oo MBS (RT) & B 10 /B > Bl 1,200 rpm ¥4
EEBENIRE S ALH Mn;0,4 -

[0109) EBBESXBEAMSLIRER > AZAEK
wifh o itk FEIRLIBIE S AL HT (Mno.osAlo.0s)304

[0110]
" Bl 2

[0111] AR EHES 1 2B E LiiosMni50Ale1Bo.0104

875134 -20 -
S
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C BEEMANMHEEER 1.24 g (0.02 mol) MiRE 0.62
g (0.01 mol)

[0112]
bb 8 41 1

[0113] DIE R BB 1 Z 7 B2 LiioMn; 1Al 0,
B2 AMAE BB ES B 6B -

[0114]
bh 8 4 2

[0115] AR EM B 1 277 HB % LiiooMn; 5;Alp,104
c HEEAFHERES 5 um Z (Mng.osAlg os);0, M K #
FIHMER 10 pm Z (Mng.osAlg.es);04 » B R0 A1E B BY &
&5 B By W g -

[0116]
bk & B 3

[0117] AR BRI 1 2 J71FE] LiiooMn 50Als1Bg.0104
c HEMEAFEREE 5 um Z (Mng.osAlg.es)304 il K &
VR R 10 pm Z (Mng.9sAlg 05)304 ©

[0118]
b & B 4

[0119] DI MR BB 1 25 1% LiiooMn 4Bg o104
 HEERESE M0 AERBERMEYMAERS & &
(Mng osAlg.05)304 °

[0120] 5% LiiooMn, 9Bo.0104 BA KA 10 pm Z #)4k
i F = e

875134 -21-
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[0121]
<@ _REBHZHMEH>

[0122]

B’ 6 3

[0123]
b2 fix B {F

[0124] BEWHEF | FTMEZSREACERENLTA
18 B B 15 E 1 Mk -

[0125] ¥ 94 EB %M ZIEBEEM B - 3 EE %A{E
BEHEBERMNHEERE B 3 EEWNFERAMSHNER-AS
¥ (PVDF) HEIfEEBEE N-FHE-2-0 g fl (NMP)
bR ERBRADER HZREBRESYHEMZEBRIE
EREBEREMBNG 20 pm FHEE (Al) HEE L REZRE
Rz AVEBEERUHHERERS -

[0126]

i i B

[0127] #& 963 EE%NERBGEBEEM B ZHRE
1.0 EE%NIERBEH 2 super-p- BIFRFEEGHA 1.5
EE%NEZE-T _M%EB (SBR) # 1.2 EE%HARHF

H#g®E (CMC) BRE& BIEZEEYNEFRBRHN
NMP o i 84 % 05 305 M Aok 32k - B 3K 15 iR S M R
HNE2BERELBEBEREBRN 10 um EHHE (Cu) HE L
REse > RiEE% CoBEIEBELEER K -

[0128)]

875134 -22 -
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JE KM B R R B

[0129] W LiPFs MEIE KM BERESE U EBE 1M
LiPFe JE KM ERE > ZIFEKMBERBESB T HIEERS
BERREG ZBEERE - ZBHEMEE 30: 70 R4
B -

[0130]
$H 2Rt S

[0131] B EZHHERB RS ORBELEE M AT 8 %
WhHmABHR oM REBEE R AIAEZTEEZTEYE
Mo RBRFIAFTBEENFEAMEERESREE _REH >
2HE -

[0132]
B i 51 4

[0133] AR MR EHAl 3 2 B HEE _-_KREM » H
ERERG 2 THEN S S EEEN TFRELREE
(i S

[0134]
thE Bl 5 & 8

[0135] DIRI RN EWS 3 2 7 A MUEHE_-_XREiH > =
ERLLEE 1 2 4B ENELEENTFOAERRE
& MM R o

[0136]
BERO 1: RIBEEFHEMEKE (SEM) #&

[0137] EEMB 1 FREEN S & B S/LEE T

875134 -23-
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thdrfl 1 B 4 FREEMNELEEN F ORISR SEM ®
g HEZERESNZ2REE 1 E 3 -

[0138] ME | Fimm HRERFEZ S E YA GRH
MFBETERAZYEERAEERERNINZS EEH
FiEY > ALETSIEENFEENS SES(LEEN
+ o

[0139] K=z » HEWHE 2 FF/R& DDA By 845 Bl 59 tb &
FllWELEERTFiE TRBEZLFREALE 12
TELENESL (AR -

[0140] BHI > AN WE | FRREZNTFEBSE M
ENFES Y RINE EE KL o 85t 75 &5 E K
ooz o EE 2 HE c A& FAER AT GRS
e

[0141] WHE 3 Fim> HREAZBREERNLEA
B MnO, HEEES 4 EILEERTFREREERE (A
W) o EEEMEZMTFORRERNEFRA -2 - MH > &
HWLEEN 4(FEARERS 1) BOSHTFEHX > W
EXRGHFRER  HP R FHEE -

[0142]

BB 2: XHKREHITW

[0143] WEME 1 82 2 FILLKEF 1 2 3 FHEDNS
SRHELEERNTFET XHREN SN  REZERHFS
RTE 1> MEREM 1 2 X HELES 5 (D4 Endeavor,
Bruker) #RFS RE 4 -

pAill

875134 _24 -
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s

[0144]
[& 1]
(111)/(111) | (311)/(111) | (400)/(111) | (440)/(111)
BHER 1 100.0 48.2 46.4 29.3
BRG] 2 100.0 49.9 48.2 29.7
ELaefl 1 100.0 34.4 14.7 15.0
Eb#eF] 2 100.0 32.1 14.0 14.5
ELEef] 3 100.0 31.1 15.0 17.3
[0145] 40k 1 Bl 4 Fron > EE MBI 1 8 2 Fr & {4
M %
gm 28 E 1L § ¢
-

& 51
EHELESRT Y XHGEHIF D TREZLS
(440) T EHS F 4 £

b EN T RE &K Hb (311)

[0146] R #2 i &R

(400)
ZAERDSHE Y (111) EHEImW
111) / 1 (111) Z &

EZ X H&&EHSHT - & 1(
MELEHERER 100%8F - I (311) /
I (111) 47T%HE % > 1 (400) / 1T (111) 46% 5y, &=
% > B11(440) /1 (111) B 29%KF %
[0147] KR Z » FEEE& GBI 1 F @
) Z & j

s B T (111) / 1 (111
MELEHMERR 100%E » 1 (311) / 1(111) B4
34.4% > 1(400) / T (111) 24 14.7% > K 1(440) / 1(
111) BEY 14%F & 18%&HE AN » HIL 7 FE M EHE G
1B 2 MHEE  GEERDT 20%%F 60% - Fehli > A B H
R 1B 2 2 1(400) / 1(111) &y
WA TN ERELEEZER DT 3EHES -
875134

58 & b &R B
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[0148] E M > FEELEEl 2 88 3 5@ > E 1 (111) /
1(111) ZIEBELHESH R 100%8F » I (311) / 1 (111
) BEL 31%EL 33%@MEA 0 1(400) / T (111) &
2 14%% 49 15%E@WEAN > Kk 1(440) / 1 (111) BEEL
14%F| 4y 18%&BEWN > R HEEME RS 1 8 2 L
EEBERLT 20%% 60% - FERIM > EEEREE 18 2
Z 1(400) /1 (111) MERELLHESNELES 2 & 3 1
R ELLEENNT 3BAXNES -

[0149]

BB 3: BELE2EHER

[0150] HEEER/EEBE (CC/CV) RHETL 2 C W
FTER (CC) KEMBG 3 4 4 RELEPH S E 7 FIEEDN
Eo B (EEHMAEE 3.4 mAh) REB > 2B UEE
B (CV) REBEZE_REME 0.17 mAh WERKRETE
— BN AE - ERZEBHEL 20 2% FE 0.1 C
WEBRGZENRER 1I0mVIHNBEEXRAES — BB
MEAE BE EZBHFE > EEZAERBERMN
ERE WEZHERF2RTR2-

[0151]

875134 - 26 -
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(& 2]

HE BEhEf] 3 Bt 4 EhEfil 5 ELEB] 6 EE# s 7

P RA=N
REEE 108.78 108.42 105.72 85.4 107.73

[mAh/g]

7‘§'E
HEER 106.56 106.71 103.30 84.4 105.77

[(mAh/g]
%[“5?@ 97.96 98.42 97.71 98.8 98.18

C-rate
(2.00/0.1¢cy| 9911 98.91 98.06 99.4 98.86

[0152] AR 2 Fiom > A B EAEL&G 5 8 6 ML
MAZBBRERNERG 3 H 4 E6RENATERRESR
B HN R R M
[0153] N > AERESMAZBEH G T8 EZ
rHREEEN FIEBTEHEEERE - 30
EREZZEUECHEN T2 EBHNRC TR BUH

11]

uilig
KO

% &
] 3
=

Halm

[0154] L 2R MAZMBEHTFEZ S & E
CHENTFTZEBERNE  ZNFZEEOHREEM
A N BESTFEEABEERIUUBEESE
HTHEEERM -

[0155] 281 > BIEID A Z BB &R - oI B H £ F A
FHEMER 10 ym UZFRBYZEHG 38 4N _RE
MATEH BZRAEBERBMERNEREZENERAEEIARESE S
um B X HEATERY) Z L& B 7 8y -

[0156] HERBEL T R ZEAEIHNEKR K
LR RARGR O MEZER RO EEREE - Bt

875134 -27 -
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A TR ERE Crate WBH 2 EMREHRYBTER
P o

[0157]
BB 4: ERNEHE

[0158] ¥/ X #4444y (XRD) S HMEEKS 1
HoORLE®BMMI1IEZE3IZESEHELEERFHERBES -

[0159] ELBEMR - O S g WERL 1 8 2 kEE®WP
1 Z3 25 RMELEERFINBMAXEE S - FHHA
X G BHEZNTHREZ2ER IMBBIFEHERBE

% -
[0160] HEBR=RHEHRNEBATH LS8
55775

ER MZSBERIUMHERZ S SBEELEENLTZ
A FH P SBER KBRAGRENZS SRERILLHE
B FZUSMNTFHEEEBEREZ2R TR 3 -

[0161]

O

[ 3]
%¥HE TG 1 EHF 2 tb&pl 1 ELE Bl 2 EeEp] 3
RAREE 180 200 120 115 130
(nm)

[0162] w1k 3 Fimm > WHBAFLADBEERNS &
HMELEELFZULENTFOEEEBERLZHE 180 nm
| 200 nm EEA -

[0163] K2z > R M AE K BY & 4 Bl &9 8 B2 Y b &
Bl 182 5E  ZFHEBELREAE 115 nm ¥ 120 nm &

875134 -28 -
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BA JBERNERE | & 2 M8ttt > & &8
30%FE 47 60% -

[0164] 7£ h0 A Bh J& 45 & H &£ B /N ¥ 5 K & 1 $2 5 B8
MZWEEE 3 FE ZEHEEBEERE 130 nm o F KT
CEZRBEREL T Y 38%F L 50% -

ITRER%

[0165] EHRMREBEALAFH L EBEHIN S
N TARE _XRERER > T RE S

m B & b

SRR RS
#) (Jahn-Teller) BiE M E M Mn" 5 - Rt > TR R =

RBEMZEMHHARERRETERY -

875134

-29-



1615358

INE
%
% BH i 22
SKERERRTL © 103125633 C01G 45/12 (2006.01)
HO1M 4/36 (2006.01)
3 S . . HO1M 4/505 (2010.01)
HETH 1 103507 525 B WIPC 738 - HO1M 4/131 (2010.01)
HO1M 10/052 (2010.01)
[ %802/ ]) (F3/37) HO1M 10/42 (2006.01)
- ZmBELEENF HEFHFE UEESBRZRE
T o v

Polycrystalline lithium manganese oxide particles, preparation method

thereof, and cathode active material including the same

[ +2]

AZHRLUEERX 1 IRZSEHELEERNFR
H 8 R E

<2 1>

Lig+Mn(o.y.nAlL MO 4.,

Hog M Z22EHH MY FRERNEBETHNE—F © ¥
(B) ~ 85 (Co) ~#l (V) ~ # (La) ~ 8k (Ti) - &
(Ni) ~# (Zr) -~ 62 (Y) -~ 88 (Ga) » HEHE> =

. L EILE > 0<x<0.2 > 0<y<0.2 » 0<f<0.2 » Bl 0<z<0.2

MEAZPHEBRERY  EE&BLEZSEHE L
N FEEARBE - Gl -F S (Jahn-Teller) &
M EE M AR - At TR - REM > EdEHS
HTERMNETERMY -

875134 -1-
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[ 3]

Provided are polycrystalline lithium manganese oxide
particles represented by Chemical Formula 1 and a method of
preparing the same:

<Chemical Formula 1>

Li (14x)Mn (2-x-y-£) A1 yM£O (4-2)

where M is any one selected from the group consisting
of boron (B), cobalt (Co), vanadiﬁm (V), lanthanum (La),
titanium (Ti), nickel (Ni), zirconium (2Zr), yttrium (Y), and
gallium (Ga), or two or more elements thereof, 05x<0.2,
0<y<0.2, 0<f<0.2, and 05z<0.2.

According to an embodiment of the present invention,
limitations, such as the Jahn-Teller distortion and the
dissolution of Mn®*, may be addressed by structurally
stabilizing the polycrystalline lithium manganese oxide
particles. Thus, life <characteristics and charge and

discharge capacity characteristics of a secondary battery may

be improved.

875134 -2
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[KEHE] |
(AExHFEEARRE] : £(1)E -
(FARFREZFHREERHA] &

[AEEFLEEAN  FHTEEERSEHEHOEER) @ &

875134 -3-



16.15358% 103125633 5 RRE] 1054 8 H 25 HEEIE

EEDH—J‘%U
1. — EUECEXN 1R Z2EZ &V SLEHENT T
<2 1>

Lig+xyMna.x.y.nAlyBfO 4.5

%Utf

H o 0<x<0.2 > 0<y<0.2 0<f<0.2 > §d 0<2z<0.2 >

Hrf LiL,B.O;, BRFERZSZE&BEELEENFZ2RE
ERREERE

HbhZLZ&BEAfLEERNTFERENRKEE -

2. WHFEMNBEES 1 HZS SE S bEEN T
Hoag o Fh2X 194 fHE 0.001<f<0.03 -

3. WHFEMNERESE | HxSHESEEEN T
HPZLEUELEENLFEREMNTFER  EP X%
By PHEBERS 152 nm 3 300 nm HY #) &k AL F 1
45

4. MHFENEES 3 FzZ2 K@l F
HPZ RGN FZEEHHE (Dso) &7 5 pm F 20 pm &
B A -

5. MHEFEMNGESE | RS EEELEENT -
HPZZREEtLEEN TS B EEZE 700 ppm F
3,000 ppm & E A -

6. WHEFENGLESE | HxLEHEHEENTF
HbflE XHG&EH AP & 1(111) / 1(111) 254
B EREE 100%8E » ZELEEMFZ 1(311) /1
(111) 2 40%KE %

875134 -1-
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7. MEBEBEMNEESE | BxHEUELEERT
HodfF XHFREF P > B 1C111) / T(111) ZEHE
ELL#EHE R 100%6E > ZELEERNFZ 1(0400) /1
(111) B2 1 (440) /1 (111) S RIE 40%HF % 8 20%K
% -

8. WHFHEMNHEESE | B RAUEEHENT -
Heopf X GEHHP > EELCEERFZ (311) &
MEEE (FWHM) 2 03 ERED -

O WHFEMARES | ExHE&LELHER T
H i & fb$E 48 F 2~ Brunauer-Emmett-Teller ( BET)
ttREHEE 0.5 m* /g HED -

10, —FEHEHEHENLEERX 1 Iz &A@ ENT
WH%E > HEa:

(i) BHESRAUEMEY -  SrEYERER
ZHIRMEGY  H

(ii) LB (i) FIBZABYEESYRE -

<{LZH 1>

Li(1sxyMn(2-x.y-A1,BtO 4y

H o 0<x<0.2 » 0<y<0.2 0<f<0.2 - # 0<z<0.2 >
Hbh g4 S UEMEYEEaH T AR EE T
ff—2% : MnCO3 > Mn;O, > 8 Mn,03 HFEFEZ_HF A

HWREY
Hbhy 4 LMEMEYES 001 EE%E 10 EE%E &
7y $8 (Al)

875134 -2-
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% 103125633 5 RE] 10548 F 25 HEEE
HebZEmBEYEsE2EHE THAERKDHESETHE—

% - &b # (LiCl) ~ K #E (LiCOy) ~ & & b #
(LiOH) -~ B#&# (Li;PO,) -~ EEfEE$E (LiNO;) - B
WEZ_HRZEBFHNREY
HbZPpREMNZEWMIEET Uk
HbzRERUL 02 EENE 2 EEBEH 2 EHER -
ZEEBOGUZZ REGABERYNEES & AR -

11, W FEMNTESE 10 Bz HE P88
EABRYRRGN TR > HPZNSTE2THERER

F 100 nm F| 300 nm &9 ¥) & A T 4 B & -

12, MESHEARES 10 B 5% EhZ%x Rk
FLTHRE (Dso) B 9 pm T 25 um @E P -

13, WHEFHARES 12 B2 ik EhZXEA
FZEHRE (Dsy) BE 9 um F 15 ym RWE R -

14, MEFEHEES 10 BX 5E EP%S 8
5 A 58 978 & (Mn(1.y)Al,);04 (0<y<0.2)

15. MEHEFBES 10 B2 5E Kb @ T H
BEEANRAERZ S ENENEY  SLowEEaH
T FI B R B ML BE B E — % MnCO; » Mn;O4 ~ MnSO,
B Mn,0; 0 HEEX RS ENREY -

16, MEBEEAGES 15 Br Hk - HEBELEE
MESEESH THFERMEEDHE— % AISO, -
AICI 81 AINO; » B E X “ NS HWREY -

17 MEEEARES 10 BY 5k HOZW{S

875134 -3-



1615358, 103125633 52 RE 10548 H 25 BEE

ME s BEE B T REARMERPNE—F W - WK
- S bW - EEEBE UEEZI_HNSENESY -

18. WHEHFMHMESE 10 B i HbuBEER
B E B 700 CH 1,000C S@8E AN ET -

19. —BREBIMEMN  HEaUFFENTESE 1
Bz &S LEENT -

200 —fERRE HESWEFEENTESE 19 HZE
B 5E 1 # ) - | |

21, —BHE_REBEH > HEBSWFEFEFNEEE 20
HZ s -

875134 -4 -
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