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< a a SIS & Cite This: ACS Catal. 2020, 10, 22602297 pubs.acs.org/acscatalysis

Machine Learning for Catalysis Informatics: Recent Applications and
Prospects

Takashi Toyao,m Zen Maeno,’ Satoru Takakusagi,Jr Takashi Kamachi,”® Ichigaku Takigawa,*’”’l
and Ken-ichi Shimizu*"*

Review Comments

* This is an excellent review on a very timely subject, which is highly suitable for ACS
Catalysis. ... | don't usually recommend that papers should be accepted "as is’,
but in this case | don't see the need for changes.

| will certainly recommend it to my group and my students when it is published.

* The manuscript gives an excellent overview in the field of machine learning especially
with regard to heterogeneous catalysis and | would highly recommend the article
for the publication in ACS Catalysis.

* This is one of the best reviews for catalyst informatics that the reviewer has read.
In particular, the chapter 2 delivers a very good tutorial, which is concisely and

fessionally written. ‘ e o L
proressionally written 2B EMFEEO - HT RERBL)Ich>TWET !




FXHORE

S U ko=

‘j: L\/\&b ‘L_ . Fﬂﬁaﬂad)iﬁ L/ ) @EEEI/L,\

MLz &S FE

XERHh 5 ES
D& IEEWE

H\-

\lu1l

: ICRSYA)

FLHOES:

BICEADBED

ERRETIE & HEmF 8
EHDIC I FADMFR

=2

LII

Q]|



IZCoIC : FEDEE L S DD

&%
ARIRRE L O SHERIG(EHR)) OEFEIEEHEHHALZX

d
" \\\.\ N XA O
(}ih—f\*%) \\\ N \\\\\\\\\‘ ON N \\\\\\\\ N
\\\\\\\\\\\\\‘\\
\\\\\\ . . A \\\\\\\ e % SO
o A AN N X \\\\\ %
- \\\\\\\\\\\ \\\\,\
\-\\\\\\\\ N \\\\\\\\ e . \ \\
5N o \\ . X . . A A

(i) /' O XD yuwy
BEIFeRE; /HFORE \.:v l'"“‘ e



IZCoIC : FEDEE L S DD

EFfERE L DORERG(EHR)) OEBRIZIZEHEHHALX

- H&E , \'\ N \\\\
ﬁ*ﬁ J\\ v \\\\\\\\\\\\\\\\\ \\\\
Y N X a X R AL
(}i”ﬁ*@) \'\:\ \\\ \\ » \\\\ \\ \\\\ \\\ \\\\
A A . \\\\
A e b Y \\
E4H X 5
(Ant%) /”

HiFRET /HFORME



IXC®HIC : REDEEL & DR

EFfERE L DORERG(EHR)) OEBRIZIZEHEHHALX

L I\
(R Is47) \\\\\ \

B4 .

(Fhisig) /'

HigER T /AFORET -




IXC®HIC : REDEEL & DR

EFfERE L DORERG(EHR)) OEBRIZIZEHEHHALX

St
(R F4¥)

[E]+H




IECOIC : FEDE L S DIESE

EFfERE L DORERG(EHR)) OEBRIZIZEHEHHALX

(R QS

A

xH - N X \\\\\ %ﬁ\\"im\\\\
N A \\\%ﬁ \\\ < A A <
3 a

E*E l\\\.\\\ \ A

\\\\\\\\\ ) J\ A \\\\ \
pw) M
SRS JHFOEE -



IECOIC : FEDE L S DIESE

EFfERE L DORERG(EHR)) OEBRIZIZEHEHHALX

4 H&E A A A \\ 4
}%*E /\\ e 9. ‘\\ﬁé%ﬁ\\\\gm\\\/ HH%E
N\ | XX

-

A S
(Rt QSN R T D0
SOOI AT A SMNNEOO
N W A A o \ \\ \ A \ y N A \ X A S
\\\\\. 1 e \\\J\ ‘T\\“ " \\\\\\\\\\ \

E*E \\.\\\ \\\\\\ \\\\\ . /\\\ LA

- ‘ L A Y AN

ﬁﬁ@ﬁ+/ﬁ;wﬁﬁ“llJJJx}JJJJJJ*}JJ




IECOIC : FEDE L S DIESE

EFfERE L DORERG(EHR)) OEBRIZIZEHEHHALX

e A SEFHEH S
aiH \, o BB
(RF54) Avﬁk:{,o;/ﬁ'k o ARIEHAEER
i L )y (T ofEb )

m) O

BREEF JHFORE ) oo




IECOIC : FEDE L S DIESE

E{FmERE EO[ERIG(EHR)) OEBRIZEHLEDLHALI
— £ €D R HEENLGH#HLS (“REERZF)

4 )
God made the bulk:
— the surface was invented by the devil

/
IND U RFGE
ES ‘
K \ e R It Ve — SEFHEDS
(RF4) L o MUIEAERY
J~ s s
o — SO e HARRER
SO T (T oD )
o “ "8 D mEOME
C L W 5 | I ¢
) SSRGS | s

ﬁ%ﬁ%+/ﬁ?wﬁﬁ*ﬂjjjjujj



EBEDVEELTRVMRENROD>TEII-CLIXERD

(e EEE

WEETOD ERODERL
%ﬂﬁ.’f’?‘—ﬁ 1’E¥1&§H_)£Eﬁ ’;ﬁﬁﬂ'ﬂ@*ﬁﬁ

i} ¥ ERETIL-HE
“HERR C Bh QAL x> T




EBEDVEELTRVMRENROD>TEII-CLIXERD

(REEBIEEE or“IT oY VYR ERERSH

e
WEEXTOD ERDERL
HMRX»TF—4 - TRV R AREE
ﬁfﬁfﬁ%?
) § IBEETIL-EHE
12ER & Bh u DY J| A -2y

H
\'l
|\
' AN
ot
)
7

-

e Genius is 1% inspiration and 99% perspiration.
e There is no substitute for hard work.
e | have not failed. I've just found 10,000 ways

that won't work.

~
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e Genius is 1% inspiration and 99% perspiration.

e There is no substitute for hard work.
e | have not failed. I've just found 10,000 ways
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WRERHFZT(Zavyalova et al, 2011)1C K 5 2010FELLHID 18686 |
2010~2020F D 7= Bz Mz 475961 | X THLFT !
S

STEAARE EERS 1 RWFETTFA  ming

—

| | | OR—

oe® AHEHS-® s  @oem  |CEEmEmsmON S

K—Lh  @BA  #HE ~R-YLI7Ih X F—9 KM KRR  Acrobat at#E v
A B Cc N (0] R S T NG V4 AA AB AC AD AE AF AG AH Al AJ AK AL AM
Nr of Cation 1 Cation 1 Anion 1 Anion 1 Promotor  Support Support Preparati Temperat p(CH;), p(O,), bar p(CH4)p( p total, Contact time, s X(0,), % X(CH,), % S(COy), % S(C,7), % S(C.), % S(C2), % Y(C,), %
publicﬂ n mol% n n mol% n n 1 n 1 mol"/ﬂ on n ure, In bar ﬂ n 0,)
1 Mn 9.2 Al 90.8 Impregnat 1073 0.40 0.08 4.8 1.0 11.0 45.5 5.0
3 Li 30.3 n.a. 993 0.08 0.04 2.0 1.0 5.30 85.0 38.0 50.0 19.0
4 Mg 66.7 S 333 Impregnat 1019 0.65 0.08 8.1 1.0 1.40 39.0 4.0 23.0 41.0 64.0 2.6
4 Mg 55.0 S 45.0 Impregnat 1017 0.66 0.08 8.3 1.0 3.00 65.0 10.0 27.0 40.0 67.0 6.7
4 Na 7.0 S 60.0 Impregnat 1017 0.64 0.08 8.0 1.0 0.19 39.0 3.0 23.0 19.0 42.0 1.3
6 Pb 20.0 Al 80.0 n.a. 1030 0.96 0.05 19.2 1.0 0.40 100.0 6.8 17.6 32.8 50.4 3.4
6 Pb 20.0 Si 80.0 n.a. 1103 0.96 0.05 19.2 1.0 0.55 441 18.7 18.7 20.5 39.2 7.3
486 116 K 3.0 Cl 3.0 Cl Al 85.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 30.8 33.6 10.3
487 116 Li 3.0 Cl 3.0 Cl Al 85.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 2.2 76.9 1.7
488 116 Ba 3.0 Cl 6.0 Cl Al 82.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 32.1 321 10.3
489 116 Na 3.0 Cl 3.0 Cl Al 85.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 35.0 33.5 11.7
490 116 Cs 3.0 Cl 3.0 Cl Al 85.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 30.2 24.3 7.3
491 116 Ag 18.0 Cl Al 82.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 20.4 I 0‘0.| 0.0
492 116 Ag 18.0 C 41.0 Cl Impregnat 973 0.10 0.05 2.0 1.0 1.50 26.8 0.3 0.1
493 116 Pr 5.0 Cl Al 86.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 26.6 0.2 0.1
494 116 Pr 1.0 Cl Al 90.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 26.1 0.0 0.0
495 116 Bi 1.0 Cl Al 81.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 23.4 1.3 0.3
496 116 Ba 1.0 Cl Al 81.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 27.8 0.7 0.2
497 116 Ba 5.0 Cl Al 77.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 26.0 1.7 0.4
498 116 K 3.0 Cl Al 79.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 17.2 233 4.0
499 116 Ba 3.0 Cl 6.0 Cl Al 82.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 15.8 28.0 4.4
500 116 Ba 3.0 Cl 6.0 Cl Al 73.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 271 30.4 8.2
501 116 Ca 1.0 Cl 2.0 Cl Al 79.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 15.8 25.4 4.0
502 116 Ag 18.0 Cl Al 82.0 Therm.dec 973 0.10 0.05 2.0 1.0 1.50 5.0 0.0 0.0
503 116 Ba 3.0 Cl 6.0 Cl Al 73.0 Therm.dec 973 0.10 0.05 2.0 1.0 1.50 17.2 25.4 4.4
504 116 Ba 3.0 Cl 6.0 Cl Therm.dec 973 0.10 0.05 2.0 1.0 1.50 26.7 15.3 4.1
505 116 Ba 3.0 Cl 6.0 Cl Al 73.0 Therm.dec 973 0.10 0.05 2.0 1.0 1.50 213 30.4 6.5
506 117 Sr 3.0 Cl 6.0 Cl Al 91.0 Impregnat 1023 0.10 0.05 2.0 1.0 1.50 30.3 56.0 17.0
507 117 Ba 28.0 C 28.0 Cl Al 44.0 Impregnat 1023 0.10 0.05 2.0 1.0 1.50 43.2 41.8 18.1




D IBMEY ICADBED

CORT—ATHEMFEET L ZIELFAITNIEEWN?

AD @ HH Y
o STEMAMME | WMFEETIL | T 4 Ik

o ;gl%ﬁ%ﬁl:

FI#RT — &

0.8 A1

0.6 1

Hhy ... R P

-0.2 -

-0.6 1

-2.0 -15 -1.0 -0.5 0.0 05 10 15

AT X



D IBMEY ICADBED

CORT—HTHMFEET L ZIdlFELTFAITNIERWL?

AD @ Y
o STEMAMME | WMFEETIL | T 4 Ik

o ;gl%ﬁ%ﬁl:

FI#RT — &

0.8 A1

0.6 1

HhHYy .. R P

-0.2 -

-0.6 1

-2.0 -15 -1.0 -0.5 0.0 0.5 10 15

AT X



cDEIRMFBICFADBED

CORT—HTHMFEET L ZIdlFELTFAITNIERWL?

AD @ Y
o STEMAMME | WMFEETIL | T 4 Ik

o Egl%ﬁ%#l:

5I[#R T — X
" BRI D B AUNER

0.6 1

Hhy .. . P

-0.2 -

-0.6 1

-2.0 -15 -1.0 -0.5 0.0 0.5 10 15

AT X



cDEIRMFBICFADBED

CORT—HTHMFEET L ZIdlFELTFAITNIERWL?

AN T H7 Y

o TEMMLE T WHMFEETIL | T o LK

o Egl%ﬁ%#l:

0.8

FI#RT — &

BAAN D 5= A UXEE

0.6 1

---------------
- ~
- ~

0.4 - e e
\~ . 'l
02 e N T L e
Y y

L (o)
- o0} ° s oo \

02 4 ® ¢

~
° = ?
-0.4 /x/n\ °
O
~0.6 - .
2.0 15 1.0 05 0.0 0.5 10 15




MOV LKL THRBFBDOEECEIERHEDS

o X Y HMNELVARCEWVWRIEDEWZRET HE

FI3Ar ?

o BLINKRNMEONDIKRKERDAE x 3EDHIDICH B ?

(RARNRINMSFONTC x DELZDIEA5Hh?)

AT X

T BEA1OD B AN

N =#RF BIAOMIEL D BUL iRz B DiF7cW 1)




cDEIRMFBICFADBED

CORT—HTHMFEET L ZIdlFELTFAITNIERWL?

AN T H7 Y

o TEMMLE T WHMFEETIL | T o LK

o Egl%ﬁ%#l:

LinearRegression()

" ' T EAI<ThIE
I R RWEWSROD
L—ljj y —:: * - . e s e ﬁ?@b?’_)‘( 78 LY

1 o (Underfit)

-2.0 -15 -1.0 -0.5 0.0 05 10 15 20

AT X



D IBMEY ICADBED

CORT—HTHMFEET L ZIdlFELTFAITNIERWL?

AN T H7 Y

o TEMMLE T WHMFEETIL | T o LK
® Egl%ﬁ%#l:

MLPRegressor(hidden_layer_sizes=(300,300,50), activation='tanh')

o B FAINEHRSH B %
04 - @ ® T‘EEL\@...

HY .
0.0 1
-0.2 A °

o . T CONADKREES?
0.6 - = - ~ r il I_I ‘- " f (E:E@%'Bh\:b ?)

|
L




D IBMEY ICADBED

CORT—HTHMFEET L ZIdlFELTFAITNIERWL?

A1 X 171 Y

o TEMMLE T WHMFEETIL | T o LK
® Egl%ﬁ%#l:

MLPRegressor(hidden_layer_sizes=(300,300,50), activation='relu')

0.75 A1

activationz TRelLU] |C
(B OERR)

2—A7
DOCLIEIDDH?

0.50 A1

0.25 A1

Jjj y 000 |

-0.25 A

|
L

-0.50 A

-0.75 A




D IBMEY ICADBED

CORT—HTHMFEET L ZIdlFELTFAITNIERWL?

AT1 T 5 Y
o TEMME | WMFEETTIL | — o IR

o ;gl%ﬁ%ﬁl:

KernelRidge(kernel='rbf', gamma=100.0, alpha=0.05)

uﬁyg; | | 5—h7?7
- 0.0 -
o Y512 | DEPTIE
J _NTRELOD. ! ?

-2.0 -15 -1.0 -0.5 0.0 05 10 15 20

/_\jjaj — T4 )7 7"7



D IBMEY ICADBED

CORT—ATHEMFEET L ZIELFAITNIEEWN?

AN X H7 Y

o TEMMLE T WHMFEETIL | T o LK
® Egl%ﬁ%#l:

KernelRidge(kernel="'laplacian', gamma=10.0, alpha=0.01)

0.8 1

2—A7?7?
Y

-0.2 A1

TC

-0.4

-0.6 1

-2.0 -15 -1.0 -0.5 0.0 05 10 15 20

ATTX



D IBMEY ICADBED

CORT—HTHMFEET L ZIdlFELTFAITNIERWL?

AT mY
o LML T WHFEETIL | T o Uk
o Egl%ﬁ%#l:

SVR(kernel='rbf', gamma=10, C=20)

10 A1

0.5 1

2—A?7?7

|-
LL
)
<

B2 1 OB
_NTRELOD. ! ?
P—TA4 77 K?

-0.5 1

-1.0 A1




D IBMEY ICADBED

CORT—HTHMFEET L ZIdlFELTFAITNIERWL?

AN T H7 Y

o TEMMLE T WHMFEETIL | T o LK
® Egl%ﬁ%#l:

GaussianProcessRegressor(kernel=Matern(length_scale=100.0, nu=0.2))

0.8 1 L

0.6 1

04
HY .
0.0 1

-0.2 A1

2—A?7?7

|
L

FIC | DOEFTIE
ol e | CATRLOH.!??

=T 7 K7




D IBMEY ICADBED

CORT—ATHEMFEET L ZIELFAITNIEEWN?

Al T mY
o STEMAMME | WMFEETIL | T 4 Ik

o ;gl%ﬁ%ﬁl:

RandomForestRegressor(max_features='sqrt')

0.8 1 L

0.6 1

04
HY .
0.0 1

-0.2 A1

2—A? 7?7

TC
L

-0.4

-0.6 1 °

-2.0 -15 -1.0 -0.5 0.0 05 10 15 20

ATTX



D IBMEY ICADBED

CORT—HTHMFEET L ZIdlFELTFAITNIERWL?

AT HH Y
o TEMME | WMFEETTIL | — o IR

o ;gl%ﬁ%ﬁl:

ExtraTreesRegressor()

0.8 1

0.6 1

. S5—A2?2727
Y L

-0.2 A1

TC
L

-0.4

-0.6 1

-2.0 -15 -1.0 -0.5 0.0 05 10 15 20

ATTX



D IBMEY ICADBED

CORT—ATHEMFEET L ZIELFAITNIEEWN?

AT mY
o STEMAMME | WMFEETIL | T 4 Ik

o ;gl%ﬁ%ﬁl:

ExtraTreesRegressor(bootstrap=True) sklearn®5 7 %)L k
08 - = Cioﬁ@@ffi%t\

2—A? 7?7

04
HY .
0.0 1

-0.2 A1

TC
L

-0.4

-0.6 1 °




D IBMEY ICADBED

CORT—ATHEMFEET L ZIELFAITNIEEWN?

AN X H7 Y

o TEMMLE T WHMFEETIL | T o LK
® Egl%ﬁ%#l:

GradientBoostingRegressor()

0.8 1
. B Jr 5—A?27

-0.2 1
-0.4

-0.6 1

é__
S
l

-2.0 -15 -1.0 -0.5 0.0 05 10 15 20

ATTX



cOBIZRIT THOETIL+/ LX) DALIT—%

ELTRHRET —X)ICITBLIBREELIND !

Al
S
\luil
Al
S
—_
al
I
\J
m

33

100

0.75 1

0.50 A1

0.25 A1

0.00 A1

-0.25 A

-0.50 A

-0.75 A

_1.00 | L Ll | L Ll | L Ll
-2.0 -15 -1.0 -0.5 0.0 05 10 15 20



cOBIZRIT THOETIL+/ LX) DALIT—%

IREOEAT—Z(FLTPIHRET —F)ICIFBLBZRE LN !

\li1
/1

100

ﬁ L‘IE%WIJ h\‘ 0.75 1
inconsistent \

(BEF S AK) o] ——

-0.25 A

-0.50 A

-0.75 A

_1.00 1 I Ll Ll I Ll Ll I Ll
-2.0 -15 -1.0 -0.5 0.0 05 10 15 20



cOBIZRIT THOETIL+/ LX) DALIT—%

IRDEHFT—R(FLTRHRET—X)ICIFBLBEFEE LIV !

. \‘ 100

meonsistont T oL
";;:;j'ir ez'? ) yiICRIEEZEL
( A e (Cliffs)

_1.00 1 I Ll Ll I Ll Ll I Ll
-2.0 -15 -1.0 -0.5 0.0 0.5 10 15 20



cOBIZRIT THOETIL+/ LX) DALIT—%

ELTRHRET —X)ICITBLIBREELIND !

\lij]
ANl
St
—_
il
I
\Q
—~
Qu

HED

100

ﬁL\IEﬁEWIJ h\‘ 0.75 -

inconsistent 7] DZLOBNT
. 0.25 A y‘\- “‘2@21t
(agﬂi/ 41) 0007 (CllffS)

-0.25 A

-0.50 A

-0.75 A

_1.00 1 I Ll Ll I Ll Ll I Ll
V{ -15 -1.0 -0.5 0.0 05 10 15 20

Anfe




cOBIZRIT THOETIL+/ LX) DALIT—%

IREOEAT—Z(FLTPIHRET —F)ICIFBLBZRE LN !

. \‘ 100

meonsiatont XDDLOBIT

'(';;:;j'ir leP) | yiICRIEEZEL
] (Cliffs)

-0.50 A

. Y

N

v @ :‘

‘. ”
-0.75 - /

1-00 L Ll Ll I L ] L Ll

NnfiE F =2 W/ DA VR




cOBIZRIT THOETIL+/ LX) DALIT—%

100

0.75

0.50

0.25

0.00

-0.25

-0.50

-0.75

-1.00

08

0.6 1

0.4 1

0.2 1

0.0 1

-0.2 1

-0.4

-0.6 1

0.8 1

0.6 1

0.4

0.2 1

0.0 1

-0.2 1

—0.4

-0.6

20 -15 -10 -05 00 05 10 15 20

Linear Regression

20 -15 -10 -05 00 05 10 15 20

ernel Ridge (RBF)

20 -15 -10 -05 00 05 10 15 20

Gradient Boosting

0.8 1

0.6 1

0.4

0.2 1

0.0 |

-0.2 1

-0.4 -

-06 4

Ir

20 -15 -10 -05 00 05 10 15 20

—

“HOD"ETI

Neural Networks (Tanh)

[ ]
Y L ]
[ ]
[ ]
° L ]
[ ]
[ ]
[ ]
[ ]
[ ]
20 -15 -10 -05 00 05 10 15 20

ernel Ridge (Laplacian)

20 -15 -10 -05 00 05 10 15 20

Extra Trees (no bootstrap)

20 -15 -10 -05 00 05 10 15 20

20 -15 -10 -05 00 05 10 15

Random Forest

20

20 -15 -10 -05 00 05 10 15

Extra Trees (bootstrap)

20

------------------------------------

N oam W M W M W M W M W M W M M M W M N M M M M M M M M M M M M M M M M M M M M M M M WM MW M EEEEEmEmmms”



Rashomon¥R : —(fENZELNITVLVVLAL» L !

O BEMFEETIVCIIET — 2D EDNEFRIEEDLS
(ETINET—X2DOBIITFRDHB)

o Cross-validationfgEIFIZIZRFDETILHERICHDIFS
e BILETILTHHyperparameterHHE X ITHEDIEWVGS
o IRETIFEDETILIEDHISLTWVWICHRLEL DHIETIXEEZE

o ERICIF TFittingZIEBICERIT TN 51 D THERXRIE
CEHMBLIEE D (FRADLRTOHDIEAEICEEZ!)

MLHOYE S WO M7 DHMLOFFIEERFZIEL <HBIET S
TRERE IZDEFONEICIRS L TERERS KL - IR 5




BRAHBICHITINEDTRREIThEDD L ENTHOK

YT WED T2 T UIHINR T —F [UIHETHICHEFR S NS

= 1cEL@RTTH B 1F IR BB ETIFREN L HR

100

100 -
0.75 - 0757
0.50 - 050
0.25 - 0.25 -

0.00

—-0.25

—-0.50

-0.75 -

0.00 -
—-0.25
—0.50 1

—-0.75 1
-1.00 -

—100 Ll Ll T ! ]
-2.0 -15 -1.0 -0.5 0.0

Neural Networks (RelLU)

05

10 15 20 -2 -1 0 1 2

Random Forest Extra Trees (bootstrap)




RRFEDOFAERINRT—FDRRIEZHDSEZIEL

M E T T IILISEEFRENSNMILBE D LD
ElET—2DEARZBAELD)IC T v T3N3

Y s
Fm S QKR e ——— 7
1 g".
® ® ~
ole ° . S | HHYED
o0 o o .
° o ¥ Al{E
j ¢ () i /S\O 5 : d)éiﬁ #
° o ®
5 B DRI o @
> T




RRFEDOFAERINRT—FDRRIEZHDSEZIEL

HWWMFEETILIFRARRED S/ NMIZ B LS
(FIFRT—2DEARZBDLD)ICTr v T2 3NBD

S>BHDHDEIDRERVNHLDZRDOITH VWS ERBRANICAES

Y s
Tt T R — R
1 g'..
® ® ~
ole ° . S | HHYED
o0 o o .
° o ¥ Al{E
j ¢ () i /S\O 5 : d)éiﬁ #
° o ®
T DBIME oo @
> T




RRFEDOFAERINRT—FDRRIEZHDSEZIEL

512 BLFAELIIERT —2D&REZ LES L LTH,

)
T=3BBVWEETZOFAERNTIHTUCTIRL

Y a
I U R
E-ikﬁﬁ ..Q
O ° o
o o
0.. ° o o ¢
o o
® o °0
L= : °,
o
> T




¥ =2 EETHBREL L WHE YUY

LRTOHITIE TRE

il D TR DB RERCH L TLE

711
Q]
3,

—RE DR RITTIXCOF] TS ERBNTIEZEWI CITER

3.0
25 -
20 -
15 -
10 A
0.5 1

0.0 -

-1.0 -

l

SVR(kernel='rbf', gamma=10, C=100)

o 2 i

15 20

fd ? T — X VAL ?




F—2ABEMTOERI L BVWAE VX 7BFEICKTE

REART > T )LiE(Random ForestZ) Tl Z DIRRISRIE E
B 5 RLHER > Neural Networks7s: “ D FETIZEER

Linear Regression Neural Networks (Tanh) Neural Networks (ReLU)
e ) P

Kernel Ridge (RBF) Kernel Ridge (Laplacian) Random Forest

Gradient Boosting E>_<tra 'I:rees (no bootstrap) Extra Trees (bootstrap)

0.8 1 0.8 1 .
0.6 1 0.6 1 0.6 1
° °
0.4 - 0.4 1 0.4 1
o
0.2 0.2 4 0.2 1
0.0 0.0 0.0 1 ®
- ] 09 A [ L]
0.2 -0.2 ° 0.2 °
—0.4 1 -0.4 1 -0.4 1
°
-0.6 -0.6 1 -0.6 1 °
.
T T T T r . . . . . - : " " :
-4 -2 0 2 4 -4 -2 0 2 4 -4 -2 0 2 4




FABREITRB S EDFARH(EE)OEXSDHER

RRICEHTAIREBREISERAT 2D THNUSHMFEET LD
FAEOD /A H/EERRZZ X5 CHER

e.g. 'NINERFAEIX20.2E15.1) vs {EFAEIF20.2X2.5]




BRI IR FIMEBFZIERE LBV

RER D HRTIXHAFNE (EN) P ERXE O LR ZE1EIC

HAfFeRE (EI) = INEWREEDOHFHE
REBBEEEBAMEEEZSBLOREOESTHS
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NRISKAZDELD Y T I RIG. BERNEHIICULE

WRERHFZT(Zavyalova et al, 2011)1C K 5 2010FELLHID 18686 |
2010~2020F D 7= Bz Mz 475961 | X THLFT !
S

STEAARE EERS 1 RWFETTFA  ming

—

| | | OR—

oe® AHEHS-® s  @oem  |CEEmEmsmON S

K—Lh  @BA  #HE ~R-YLI7Ih X F—9 KM KRR  Acrobat at#E v
A B Cc N (0] R S T NG V4 AA AB AC AD AE AF AG AH Al AJ AK AL AM
Nr of Cation 1 Cation 1 Anion 1 Anion 1 Promotor  Support Support Preparati Temperat p(CH;), p(O,), bar p(CH4)p( p total, Contact time, s X(0,), % X(CH,), % S(COy), % S(C,7), % S(C.), % S(C2), % Y(C,), %
publicﬂ n mol% n n mol% n n 1 n 1 mol"/ﬂ on n ure, In bar ﬂ n 0,)
1 Mn 9.2 Al 90.8 Impregnat 1073 0.40 0.08 4.8 1.0 11.0 45.5 5.0
3 Li 30.3 n.a. 993 0.08 0.04 2.0 1.0 5.30 85.0 38.0 50.0 19.0
4 Mg 66.7 S 333 Impregnat 1019 0.65 0.08 8.1 1.0 1.40 39.0 4.0 23.0 41.0 64.0 2.6
4 Mg 55.0 S 45.0 Impregnat 1017 0.66 0.08 8.3 1.0 3.00 65.0 10.0 27.0 40.0 67.0 6.7
4 Na 7.0 S 60.0 Impregnat 1017 0.64 0.08 8.0 1.0 0.19 39.0 3.0 23.0 19.0 42.0 1.3
6 Pb 20.0 Al 80.0 n.a. 1030 0.96 0.05 19.2 1.0 0.40 100.0 6.8 17.6 32.8 50.4 3.4
6 Pb 20.0 Si 80.0 n.a. 1103 0.96 0.05 19.2 1.0 0.55 441 18.7 18.7 20.5 39.2 7.3
486 116 K 3.0 Cl 3.0 Cl Al 85.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 30.8 33.6 10.3
487 116 Li 3.0 Cl 3.0 Cl Al 85.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 2.2 76.9 1.7
488 116 Ba 3.0 Cl 6.0 Cl Al 82.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 32.1 321 10.3
489 116 Na 3.0 Cl 3.0 Cl Al 85.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 35.0 33.5 11.7
490 116 Cs 3.0 Cl 3.0 Cl Al 85.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 30.2 24.3 7.3
491 116 Ag 18.0 Cl Al 82.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 20.4 I 0‘0.| 0.0
492 116 Ag 18.0 C 41.0 Cl Impregnat 973 0.10 0.05 2.0 1.0 1.50 26.8 0.3 0.1
493 116 Pr 5.0 Cl Al 86.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 26.6 0.2 0.1
494 116 Pr 1.0 Cl Al 90.5 Impregnat 973 0.10 0.05 2.0 1.0 1.50 26.1 0.0 0.0
495 116 Bi 1.0 Cl Al 81.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 23.4 1.3 0.3
496 116 Ba 1.0 Cl Al 81.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 27.8 0.7 0.2
497 116 Ba 5.0 Cl Al 77.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 26.0 1.7 0.4
498 116 K 3.0 Cl Al 79.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 17.2 233 4.0
499 116 Ba 3.0 Cl 6.0 Cl Al 82.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 15.8 28.0 4.4
500 116 Ba 3.0 Cl 6.0 Cl Al 73.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 271 30.4 8.2
501 116 Ca 1.0 Cl 2.0 Cl Al 79.0 Impregnat 973 0.10 0.05 2.0 1.0 1.50 15.8 25.4 4.0
502 116 Ag 18.0 Cl Al 82.0 Therm.dec 973 0.10 0.05 2.0 1.0 1.50 5.0 0.0 0.0
503 116 Ba 3.0 Cl 6.0 Cl Al 73.0 Therm.dec 973 0.10 0.05 2.0 1.0 1.50 17.2 25.4 4.4
504 116 Ba 3.0 Cl 6.0 Cl Therm.dec 973 0.10 0.05 2.0 1.0 1.50 26.7 15.3 4.1
505 116 Ba 3.0 Cl 6.0 Cl Al 73.0 Therm.dec 973 0.10 0.05 2.0 1.0 1.50 213 30.4 6.5
506 117 Sr 3.0 Cl 6.0 Cl Al 91.0 Impregnat 1023 0.10 0.05 2.0 1.0 1.50 30.3 56.0 17.0
507 117 Ba 28.0 C 28.0 Cl Al 44.0 Impregnat 1023 0.10 0.05 2.0 1.0 1.50 43.2 41.8 18.1
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Sorted Weighted Elemental Descriptors (SWED)

fERKEE X TR FAR Y FILZHHLEDBFIEICTE N T=H D

FHHANRY b LKA

Element

Descriptors

>V TINEDEENLBRHXENFE SN
CElElE 18t feature 2" feature

1 2 ... |p 1 2 .. |p
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Rl F & RIRL 7o AR

1. Conventional: #ER+EERSZ(HF

2. Proposed(Exploitative): #A5%+SWED(8521h+)+3E
3. Proposed(Exploratlve) SWED(3 or 85ChF)+3Ek

Pre-2010 dataset

ML model RFR ETR XGB
Conventional Method

Training Error [%] 1.66 (0.02) 0.17 (0.03) 1.07 (0.37)
Test Error [%] 4.50 (0.38) 4.65 (0.50) 4.34 (0.34)
Test R? 0.536 0.504 0.567
Proposed Method (Exploitative)

Training Error [%] 1.63 (0.02) 0.17 (0.02) 0.55 (0.31)
Test Error [%] 4.39 (0.43) 4.30 (0.52) 4.25(0.41)
Test R? 0.557 0.575 0.583

Proposed Method (Explorative) with all the 8 descriptors
Training Error [%] 1.68 (0.02) 0.17 (0.02) 0.29 (0.10)
Test Error [%] 4.50 (0.48) 4.44 (0.50) 4.43 (0.52)
Test R? 0.536 0.547 0.547
Proposed Method (Explorative) with 3 descriptors!

Training Error [%] 1.66 (0.02) 0.17 (0.02) 0.34 (0.14)
Test Error [%] 445 (0.34) 4.45(0.35) 4.41 (0.35)
Test R? 0.547 0.540 0.556

1.50 (0.02)
3.66 (0.23)
0.713

1.50 (0.02)
3.66 (0.27)
0.713

1.52 (0.02)
3.70 (0.29)
0.708

1.52 (0.02)
3.69 (0.30)
0.709

[al1 The electronegativity, density, and AHjss were used as descriptors.

Entire OCM dataset
RFR

ETR

0.75 (0.03)
3.65 (0.20)
0.716

0.76 (0.03)
3.52 (0.25)
0.736

0.76 (0.03)
3.57 (0.27)
0.727

0.76 (0.03)
3.63 (0.26)
0.717

35 S

1+

XGB

2.21 (0.38)
3.71 (0.23)
0.706

1.73 (0.26)
3.58 (0.28)
0.722

1.32 (0.31)
3.56 (0.28)
0.728

1.27 (0.18)
3.56 (0.27)
0.728
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NATURE | 251

https://doi.org/10.1038/s41586-019-1540-5

Anthropogenic biases in chemical reaction data

hinder exploratory inorganic synthesis

Xiwen Jial, Allyson Lynch!, Yuheng Huang!, Matthew Danielson!, Immaculate Lang’at!, Alexander Milder!, Aaron E. Ruby?,

Hao Wang!, Sorelle A. Friedler?*, Alexander J. Norquist'* & Joshua Schrier!3*
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1. ﬁ?’ﬁ (replication)
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1. }i?ﬁ (replication)
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2. E(EA1t (randomization)
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1. }ifﬁ (replication)
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2. #E{EAMt (randomization)
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3. BFAEIE (local control)
> ZZTCVWEBRMANDODNY TS50 RERFIFTE ST
¥—IcBB3ESICEREZEIRT 5,
(c.f. EERSZMH DB IEFF S TEE LTS 1T .35 RER)
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Input representation (SWED + Exp. Cond.)
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SHAP (SHapley Additive exPlanations)
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https://speakerdeck.com/dropout009/shapley-additive-explanationsdeji-jie-xue-xi-moderuwojie-shi-suru
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ZANBDOHIT —LTEIELEHENZEZE T LA VYARFEICHEET S
JT—LIBEOREBEE AR T CE TCRELADFEEDTFSEZEH

ISHAP{| SHAP{EDOM = 7—2tv FFGHSDIEMS

DFIE  composition: (1) Mg 83.46 (2) Li 16.53 | ]
9.482

feat name feat val § SHAP val base val pre%i?é’?(gdoval
1 p(CHA)/p(02) 20 | 3459 | I
| |
| |
2 electronegativity (2) 16.043 0.804 : - :
| |
| |
3 density (2) 8.832 | 0.718 I - I
| |
| |
4 delta fus H (1) 707.751 | 0.669 : - :
| |
| |
5 electronegativity (1) 102.657 | 0.653 i - |
| |
| |
6 delta fus H (2) 49.616 | 0.616 : - :
| |
| |
7 Impregnation 1.0 0.449 I ‘ I
| |
| |
8 Therm.decomp. 0.0 0.419 : ‘ :
| |
|
9 density (1) 145223 | 0.314 ” I
|
| |
10 Temperature, K 1013.15 -0.281 * :
1 1

6 8 10 12 14 16 18
model output value



TreeExplainer: :;REKRT Y 7 JLEHDSHAP

—MRICISETERE (NPREE) BETEH. REKRT VH U TILTIE
SHAP{ED Z IBT SKEZRTBE (TreeExplainer or treeSHAP)

1SV T1 T REBERZRET DS ETHIBNEY—ILbDH B
—> https://github.com/slundberg/shap
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Purple features push the risk higher
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EbbDic : DS =3I https://itakigawa.github.io/news. html
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