Mi2ixiRHE=

MRIZE MM T IL—T D
AR

bl R (2 ITK)
: . #ELU {£A (KGREEN)
#LL EBAER (MaDiS)




HX

1. MAIEBE T E I V-8
2. RROEEREN

3. AB-HMEZ;nD7o87 Vb

4. $&&



Mi2i EF|B#EIV—-TR5

WM Gr HEHH Gr E*ﬂl HOEE 7 Doz o7 b

GL : sl 3 (RIK) GL: == (AIST) GL : i% -

; ';:%:; ~ — «
i Etl@fB it T
Elements Strateas Initiative for Catalusts 5 Batterics

GL : #H & (HX)

ALCA

1> i
SPR NG o

PRom FARKE

wer AICS 93597y 9 7202070927 +

-

GL: /O BxXx (lX)

% - HERRRE Gr REEEHEIES
GL: &M 7 () 0
F—8759 b7+ —hGr L'—']'T X 4% TH\MI/JA%%JJ”
GL : # —3i& (NIMS) T
2% Interface BHER R
AYY—2Th “ IONICS BEBEAFRE

(MIE:£81L)
REElft%E 10U L

NIMS Mi?i Battery Materials Grp. 3




HR2—5vh

FRER:
? ZERE;
Al - (EERNREN
Te-{55E
3. = m
6I.?)!1 v - !, >
W/ — — @6 \
B EREHHORER —
\4 EOERE [ I I
HHEOR®R| | S/
REDFY/OY—: S Mo | s
| )?ry A{d-*/% %m 24.305 | 26.982 | | 40.078
TEREFR SR ICEE ? fFRE2:
S lihFA B
BHEEOMREM

NIMS Mi?i Battery Materials Grp. 4




2=k

#ANFEHE « C |
SR = !

|

|
ie' | EABHER ‘:
|

(I B
EAShBEH ” "
(BE) Li* YFOLLALD |

w—
UFI LOHEAY : '
ICHES TR F—BH o €' ma mmurm |
@5 | pER ... — =esbar |
N e, U S e R |
SATHIE A N
Materials Projectft? % ra 1818 7k

KFIRIEDB F (ICSD, CoD%i &)

NIMS Mi?i Battery Materials Grp. 5




EE I —TORERE

NE—LEE
1F 2 - EF-BRDIZE] /LN DB
MFERET IR I DN

* I oo "i‘ T 2.3 Solid 213:’:;; :{M %-Lijps‘
%ﬁﬁrgggg ;ﬁﬁ% electrolyte _ ), Ci J %‘!
*ﬁﬁ?ﬁf# §~¢_§ *’}ﬁ&ﬂ* phiinadl] T Y B | Rrece
#ﬁ' i *‘g’ Wi 8T viargAg!.Ig:SO B (D, 5\, 9,2
SR SR ¥ of
M-LE R S IRY o © é
. I 0088 o 88 o Lie(r)
ERAEN . 15 | ERE
INILY AL S|
Y )a—30y—)L -BEREETE GEEEE (ARSI
sty HRMGET ABEL—YRTAHR
HweEay N TAREBE - % B HRE(E

-HHENGEE
BBEE . Ea

NIMS Mi?i Battery Materials Grp. 6



sTEEES IR (PRI )

FY-H30 FY-H31

2EFTBRE
511) 7L 7D =B e 3o DEEEE 2
151 2) $if S 58 0k F 0D B 5 TEIRER 1
£ 313 SH 1
TR OmE - BEME BT
Bl =l B H~NDER e
5I3) B &KL F D TR B
1513) E iz & 0B F D FAFE 1

l4) IS | BRERERGOEMRE AFEA—YRTAIR

BRFHBE 65 HREGTHRAGZITOTSLEFE (NAP)

NIMS Mi?i Battery Materials Grp. 7



BAEEEM2iRFOFKEIAIR

AR S M M R - RS RER
aaed 1:DBIZ7ZEWLVET LV M DR

AR
SRR DB HE
(4L - H ) (RB)

N4 Xk
AR —YYRTAOR

INARI—TYRETE

HHEE T A

A2 BfREROCREODRDF
DNERAIYIEHERE

NIMS Mi?i Battery Materials Grp. 8




HX

1. MEIEEBBH#EI V-85
2. fRRDORRMEIT

3. AR -HBD7 87Tk

4. F&H



dRERosr>outTl |G

Jalem = £ELL

GLOREEEEE Y

b A JRYRY > PR

R HMEE FRIICAWS R FZHRUEEHR D & | lne .
IZRELFMEHERER S, BFLMERDRF &, \ HH0n g

HEBHBIFREERZEHR, SRAIE 14 U6E
|ﬂ57‘-d~t—c*ﬁnIEo

Jalem et al. STAM, 19, 231-242 (2018) SN BA LD,

A CATEE
Nakayama et al. Chem. Record, 19, 771-778 (2019) it 3@ #NEH
bPerfect Classifier
0'8._ | 1.0
2
(!E 0.8
g oo (. Y
."(%‘
o AL I LA 0.6
S TAOLY R
o 04 . 3
2 3
|_ / r0.4 &
J7! 7 guessing Random Forest | 7ofonressmsesseec tONSHMeNn o/ ekl
0.2} / ; Maanom ores ._._._.:.;
Logistic regression| [\ Jiceseccseecbeect i amaeN  feeii 0.2
clasally of untably Random guess. ORTGILYO) .&
~02 04 06 08 1 e 4
False positive rate 0.0
BE )
[1] B. Meredig et al., Phys. Rev. B 2014, 89, 094104 *EKIETE 2 47]_/{3%_'[ |$

[2] A..Seko et al., J. Chem. Phys. 2018, 148, 241719

NIMS Mi?%i Battery Materials Grp. 10



EGEREHEOS BNARRE(L

(B8 s > B3 RERIREL) DR (LiAX,)

R )HT-DFTEZ BN A mE LA S HE T #HROT AWM EDOEAKRERE
l:a*s(Jf%ﬂ;ﬂzE1¢|/\‘)b0)AIEE’J Bt ZEiE, (57324 FE)

RO (L AbX )

ZHIAN 1 X RAEE

of
Co 00 oO BB ICL BT E B BT E M DET

c
2 g Formation
2% energy Unstable /
g- % metastable
2>
$9
@
k5
o
Volume/atom A3/atom
£
o LEREHHBBTSHIED
AFUEEE i 3D AL/ L—F F
2F H
> 53 i * M . % o
=5 oo o,
%,50-0-.%!5!'@ E - e
5 1 2 3 4 5 6 T -
= - oo, %00
. BO step [ °
f,: DFT electronic band gap - 55 2 o ° o@° o
Overpotential ) S - HifSE Piar
TR P 33 51 B 2 =
BB, [y IJL‘R :, v Opidation potential [ e % g,, i m Qé » gd ‘CiI’C[|eSZ . | :
—_ oo o
> . Stabilty window (2) [ Sf;,':- 348 i . ¥ 3 . 22 ptimal compounds . ®
ke  L——a—1+—+ 52 |
@=gv | Highy, | Reduction potential 3 1 2 3 4 5 & 7 = white circles:
L=0
poey Anode Electrolyte Gathode BO step sampled compounds
saz e L f;: DFT reaction energy with H,0 "EE 100 ;
o 1 £3 4 v . e (-, 4 3
H,0 g2 0 i £
(3) 53 M ! A - Ky tion g, ' 2 -6 : 6T baf‘dg 2P
> solid ‘ E L |3 o1/ 10519y 1 UD AbSEY
electrolyte E & 200 +—TF——7——T—T—T
1.2 3 4 5 6 7 ; ;
AGimm,o = AH — T AS (@298 K) & sou - Non-dominated points in red.
step

NIMS Mi?%i Battery Materials Grp. 11



MQEE .ﬂ,’-‘sﬁﬁg;&ﬁg*ﬁ. SELU - Choudhary - ##1LL

[BH2:- TEEDAITART1IAER]

BRR)E—REDFENFEEZZAVT. MgERENER AP DRLGAIENEELIR
FMARIFILIERDEYFERD  RERARIRLELLER(IZKY ., FDILDBEMTOER
YRlT5H, WX EREHEDIE

Ll —EIEMD > IRER -> ARTRIL

B R — T T
— MeMgCl - THF (a)
—— EtMgCl - THF
’ PhMgCI - THF
— — 1 i 1
/ Bulk THE = —— Solvation Shell THF of EtMgClI
b 5 Il Buk THF
e o
0 200 400 600 800 1000 120C :LE/ o | o
28— =5 EB-ERRIL
— MgCI" - THF (b) 5
— MgClzmTHF =
Mg,Cl;" - THF = 0 ‘ | Abs =0.01 /\
T BukTE 600 800 1000 1200
-1

arb. unit

Absorbance

200 400 600 800 1000 120C Freg (cm ) 2
‘_ Mezl‘vlg ---THF‘ ‘ ‘ (C)
— Et,Mg-— THF
Ph,Mg — THF ‘ 1 - ' — Solv. shell THF in charged -1 . . .
1150 1100 1050 1000 950

=
— BulkTHF 5 — Solv. shell THF in charged +1
o) Solv. shell THF in neutral
A j 5 — Bulk THF
0 200 400 600 800 1000 1200 ‘é:
L L O B A R
— Me,MgCl - THF (d) g
—— Et,MgCl - THF 9 Ny %
\ PhZZMgcl' - THF E \ \ \ HR Iﬁ pi *D *E O) I~
N BT 600 700 800 900 1000 00
Freq (cm’ )

0 200 400 600 800 1000 1200
-1
Freq (cm ")

NIMS Mi?%i Battery Materials Grp. 12



Mo B &tk SR R

[B82  ERBDAITARTAIAEHT]

gLl - Choudhary - f#LL

(EIEEE)

BR)F—RESFRIANFEZRAVT, MgERENER AP OKRLLBEMBELK
BARIMVEBRDYRERD | RERARIMLELEICELY  ZDILDFEMTOER

EFPATH, WX mBRERPLE

Bl SELGLUEMMHEOT —EHoMgEMMBOT RO T GETH)

0.0 G| 0.0

05 »” { 05

J calculated by ES-GP (eV)
n o
E o (eV)
N - —
=1 @ (=]

Coor

2.0 / | .

25 { 25
5

o 30

30" . . !

30 25 20 15 10 -05 00 Li
Ecoo d calculated by DFT (eV) -35

E

Na

K

Rb

Cs

500D EERDHF A EDER AL
IRIILF—EERER

MR EFEE RIFX D2
Ay (TRART—4)

NIMS Mi?%i Battery Materials Grp. 13




GAO - JALEM - fEL

ANTOEE SR AW ERRTFEFRRE

[BRI2: RERBEDERFE RE]

AR B F B RBEIEEEN—RET BCALYPSOER BB EN B REATOBRBRR @D
EEBEIERZRITIZCHRRL. INTOFMECALYPSOE 1ZFHFE L=, SHIZAKRFEZT2E
Wfﬁf@.IE@—lﬁlW%ﬁgEﬁﬁtiﬁﬁﬁ L. R@EIZHEITHIMA D DHMEAIREFEZEHLHIZ
L7=.

ER 3L 244 (Chem. Mater. 2020, Curr. Opin. Electrochem. 2019). LAY )—X . #hEBS

i [ RESE
15“ ’\T A ﬁﬁ CAY PSO}EE AW FRAGRES (FEHRG)
CEEERES (EEE)
BnEs (EHRE)

BB EREOET - 4 A REOERE S I o L—a VHEVHRE
~EEFELOE R EEEMRE~7 = EE 5 E O R a2 hE~
Bl A FF : 201945 11 A 21 A% 2 /F

I 2 B ™y
itz o
=
Y 3?:\ EEJ oasn b Sg & ;% i
Cathode| 2 ‘ Lon i o I '
. 0 '—:*"‘ d _ i | ogo L S-JJU"'; % H H
| . . :; "7}.& 2% D
| f-i" Interface |_l\3 ry a NEXH Y (7Y | \ 7—‘\ 2L %
a0 \ VAT Al lam Ama VI e Ea| |9 K omeis el 2N |
“SUINIEEAY 5 §
| 0 [ o B a o 2
Y A9 F AU A
. So's| [aa'ol |84 ;m 1
CALYPSOZ% b A og
2ERE ~F0 ~ATOEBRECALYPSOE EEHMADEL AFOEEREO
EERE |SLAREMEYLTULY ATOEBREE BF - 14 L RERK
B T B X Fh

20,0008 E L EDBNEY LTI T
NIMS Mi?%i Battery Materials Grp. 14




ANTOEE S misERRF iR

[BR92: REBEDIRE]

BRI FREGEILEERN—RET BCALYPSOEE  HHEN B KEATOREBERETD
REBEIERZRITIZHRL. INTORECALYPSOE 1 ZRAFE LIz, SHIZAFEZZ2E

Wf&i&lE@-lﬁlW%ﬁ FERmISEAL. REIZE[TH1A 0 DHMAARIREEZBHLAIZ
L7=.

Fm L 244 (Chem. Mater. 2020, Curr. Opin. Electrochem. 2019), 7L A)1)—X  #hfE8EL

GAO - JALEM - fEL

Bl BcniERTHan LEREHEE—BREREI ST EHTH
E(Li* ~ Normal
0.00eV/nm?  -0.01 eVinm?_ (Li) (r) / »

ﬁ 2 A Y lh Sold nitial —

“ c: R, O _" \ Q| . Cathode Electrolyte Anode nitia Stag

S 8:, ' N J mo°°°o°°°o 20! of charging seecce ° °0°°°c°°°o.°°

2 L: .’-TT- : ] Loy ’ . w:°‘°°o°°°°°°i 9 L, °°°°0°°°0°i°°

g ‘ﬁ;{ /;T"‘,v%, i&*ﬁi . !" g 'l Sooooee oot d

Fully discharged

c I c ﬂ
(@) IFp,istine (b) IF.co,Lps » :

E(LI*) (r) e / MG
(Li*) (r) e L
il Initial stage
00000000, of charging Sossesse: 900 99° 5000
moooooi::‘,c::‘,o::ooi = maoooi °c° 20° oo;oo
e PO Q0000000 00000000 ) 0 OG0
1 T  — i —
(c) IFcop (d) IFcop,0.s
-0.03 eV/nm? -1.40 eV/nm? With Li* depletion

NIMS Mi?%i Battery Materials Grp. 15



B FEICIINFEERROMEL

[BrY2: REBEEDRE]

$K$§%E‘+:7\I~%J§$JZ [CLAERPRDBEIER. STEOBE VNS FREETE
T—R%, STEOEVVKIFRICEER TS5 ETERDEINGEN N A gERZ L& RLT-
PRM 2018, L AY1)—R (£ T X2018.10.24), BFI T #H R (2018.12.12)

OARREZEERTILF IRV RIEEIERE Fec-AHE BRI R ET ILIZ L AU ETM

Search Task 1 Search Task 2 Search Task 3
»| Computational cost 10|| Computational cost 100|| Computational cost 300
©
o . 5
% 33 E
g S 2004 m—
E “\' ) -
o 2 - U I BEEONCXBAEIL
Knowledge g 1507}
transfer @) ()
,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,, hl
R , o
. £ 100
@ 25, o
c 8 . Y
Wy Probability of |
BN Probabity of 5 5ol
% 2 a6 o0 2 | ©
RBT RBT (@]
>
| | | o
e Cost-sensitive sampling o %0 20000 40000 60000 80000 100000
- ® (o
25 —_— S @ Total cost
o>, Dividing by oo | m
53 ) computational cost |—| | G) _
| : = (o) >
| = ]Taszkinadex T k d | ﬁgﬁﬂ-l-ﬁwo ZA)*EJ-I_O):X'\T
77777777777 2 2 2
Stable structure Stable structure Stable structure n,s%%ﬁsm-l/m % EE‘Z
for task 1 for task 2 for task 3

NIMS Mi?%i Battery Materials Grp. 16



REENFEZFALEXRRETT VA0 EREm

[(Bev2: REEEDRE] [ https://arxiv.org/abs/1912.04596 ]
REFFEEEEFHRTHLET, LEMN/NIELDFTETEZF150EEEEITLTHELN IR
T—AM5, 100 L LDOREFNEENSIEXRMARETILOSHELIRILF—0H
DRHRIEIZEDILT=. LA, DFTEHEIZEB S TEITMNAIGETH S.

EXMFETIILOERFFADRN

)

[RFIRI)LEX—FBl Fe:1,037,880

= (a) Atomic descriptor space (b) Training data selection with
==y T e uncertain reduction criterion
OTH - . ~ i
: Fcc e & argmin,; E V[X]'TW(M)]
LA DR o TAWE x; €X La3]
BCC i
o Region 1 R
\ |
P 1
Atomic configuration (c) Replica DFT - 4 00 1.2 (eV/atom)
atomic energy calculation
. _ . ' v 1.0 Z
//_/. : (d) Machine learning = Train * i
o o _08] o Test s ¥
na : O e % . w;. .
= 0.6 k<o)
> o 4
o g gl
% 204 ‘i/‘"
4—. ¥ é fg._-
s € S 0.2] S
: - 2 o '}
o = dt#ﬂ
R Y 0.0 :,,r. o0
/ Atomic descriptor
- A

00 02 04 06 08 10
tomic energy DFT (eV/atom)

NIMS Mi?%i Battery Materials Grp. 17


https://arxiv.org/abs/1912.04596

DB B3R O #r#4 ¥ 3 L & SR AR B 4RI

[ E E,‘JS . %t%ﬁﬁg*ﬁgﬁl

BFDEREBEDBE BN NARIIL—T Yt EZE L., FiRAA EEMMHE
BB 2ODMRGBEZR I V(A VEBEEIIVIABMMERER,

100'730 C

on
1 ;kif/?l—js*giﬁ g [ 01¢ .07290.50 10C 0 014
BAFHEINGV,0, g e e
£ ]
° | 10C EfMERIRE
o0 20 30

Number of cycles

2.50E-06

:H]]] 2.00E-06

o

”4 1.50E-06

*

'\ 1.00E-06

|; 5.00E-07
0.00E+00

MgAISiO MZP

T BtV o 2o (i1
Mg, 6Al; 5513 806

Tanibata, Nakayama et al. Sci. Rep. 8, 17199 (2018)
Takeda, Nakayama et al. STAM, in press (2020)

NIMS Mi?%i Battery Materials Grp. 18



En-BHfEH)SfHREXRBRTRE(L ENNGENDT

[ E E,‘]3 . %l%ﬁﬁl‘]*ﬁEIE]

BHEHISBTRR—EL LM BT 2EZEREHITTHATIS,
AFRETIE. 2t R —T DEMMR R THAA X BB (2 LY MR SR B R
ECEBHEEMALE, T, BROYHERBILT 52 BB OVTHIRHL
T3, CGRXiRigEit)

10 0.90
= =

5 N > = —

5 4 EIC&k
g 08 g 03 0:85 = ’\’f Eiﬁ1 ~

< 2, o

g o 4 o0 2 Ex i HH B DR TE
. <
>-;T > 02 ®

& X 0.75 &

% Y o1 0.70 ‘2 i i
- 02 ¥ o 1 1 7 #
=5 i * 3 o

= ) ) 0.65 =
= ; € gyl unstable 1S /7|_\ 4 & f .
0.0 01 02 03 0.0 > 00 01 02 03 2 AAAP‘A h
X i LigsazyZraxy Y <Cay(PO,)3 3N Lig,ui2yZio x.y Y Cay(PO,); =S -
I Ws -
. 4 0.16 = 10.00006 o ‘A"A

© 035 3 o
3 ) =
o 0.14 o 0.00005 = f
o 030 ~ 0.3] H o A _
s 0.12 S (=]

S o0 * 0.00004 ©

x 0.10 > (<) |
> 020 ~ % 0.2 =

x i 0.08 o 0.00003 < --A--random

& i

{ o1s N —e— bayes
"‘% 0.06 % 0.00002 o) e L 1 . | . ,

E‘ 0.101 ‘ 0.04 __':' o1 0 10 20 30 40
= 05! \ £ 0:00001 Number of observations
(= | 0.02
£ > 0.0

o
o
=3
(=}
=}

%%00 005 010 015 020 025 030 035 0.1 0.2 0.3

i B Rl Sy (7045 XN iy Zrzy G2, (PO

NIMS Mi?%i Battery Materials Grp. 19



HX

1. MEIEEBBH#EI V-85
2. RARDRRBI

3. A -FEDT7INT Ik

4. F&H




DFTEEISL AR BABHENTOY 5 LR

THABSHEOTATSLARE (IK)
1: A3E2—1) XA T4 X(GA, DE, PSO)IZ&LBDFTFF/N\TA—2—D i H
2. Za—JI)RrYRT—=ORToIv )L

NAP (Nagoya Atomistic-simulation Package)

AR AN
i et (NN): https://mi2i.nims.go.jp/tools/tool02/

. process
creation +2 « "Materials research by Information Integration” Initiative
f \ MFi Wit HERR =27 717 =

1) algo _
E 3 F—SMMAPI DSAFVRTL ISVRVRTL HREA SERE
4
L=l 3 Z=ik > nap (Nagoys Atomistic-simulation Package
preparatiu
- — nap (Nagoya Atomistic-simulation Package) .
* nap (Nag: mistic
lat )
ol ES
P L

of reference
(big) data

[T}
S
] -4.50
) p
g‘ ° -4.75 =
™o § | amew
x & | ~5.00 & | mtema
) —
e -525 b
@] b- ~
o ()]
® o -5.50 2
o
=575 ~ » “~ - =
NIRXFX eI F—FEKw@B[IK
-6.00
STy
o = Z
0 63 125 188 250 313 375 = 8 i z [I

Y content y [%]

NIMS Mi?%i Battery Materials Grp. 21



ETB MG N XA I F—DRIE

H30EEFETDE

BEEBEIRKFYTIAMLRICT, AV — L7 ARBERRICN AF 37—
Z#BAME (H30,R1IEE FNnFn2E@T D) 157 IL—TIZRLTEETAZIL LU EEEL
T. REMASLT-,

MR F DIERE BT E B A5V T NAPDERE

NIMS Mi?%i Battery Materials Grp. 22



HREAME R

EFHEED
[EEA(TIRIR

M. 5. Jalem. /I

IN—RRN T=a7 NIMSEE B X 34
SN EMINY EILKFEX14

= FAILKREX14

RESOXME

wE 14

el

HJJ%H/E#&& 24

F1E

bl
G
>
r;

H

TESGL 14

EBR->ER 14
TREESEESA

NIMS Mi2i Battery Materials Grp. 23



HX

1. MAEERHEI V- /@i
2. NIVIIEDIRR

3. FTHIEDOHR

4. ¥




FEH

[#1%2] 3O BERZEHRELTERMNY)1—a o1

A1 DBITALHLLHHOER RS RRITOBITS
ﬁ*jbifﬂiit?ﬁ
iR DER-E
(%ﬂﬁﬁ'?lﬁiﬁ) (RER)
A X1k
AREa—)RT4D A
A N i i
= BH2 ERALAEORAT

R YE HEALE

INARI—TYhEtE
¥ E TR

[ABAERK]
YIRREFKENV XA EE
EFMREBEDER

CHEREHYMNESTETNVELS

Nagoya Institute of Technology 25




