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Figure S1(a-h). The electronic structure of nickel hydroxide during the OER process at
1-Voh site
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Figure S1  The electronic states of intermediates in the oxygen evolution reaction and the
changes in the Gibbs free energy of each intermediate under varying hydrogen conditions at the
1-Voh site for hydroxide. (a-d) represents the electronic state of intermediate species at the site
after hydrogen exchange. (e-h) represents the electronic state of intermediate species at the site
before hydrogen exchange. The white triangle represents the reaction site. The blue represents the
oxygen atoms that still have hydrogen atoms attached to them on the active atom. The numbers
represent the AGu of the intermediate (*, *OH, *O, *OOH) during hydrogen configuration

changes.



Figure S2(a-h). The electronic structure of nickel hydroxide during the OER process at
2-Vobh site
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Figure S2  The electronic states of intermediates in the oxygen evolution reaction and the
changes in the Gibbs free energy of each intermediate under varying hydrogen conditions at the
2-Voh site for hydroxide. (a-d) represents the electronic state of intermediate species at the site
after hydrogen exchange. (e-h) represents the electronic state of intermediate species at the site

before hydrogen exchange.

Figure S3(a-h). The electronic structure of nickel hydroxide during the OER process at
1-Voh-s site
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Figure S3  The electronic states of intermediates in the oxygen evolution reaction and the

changes in the Gibbs free energy of each intermediate under varying hydrogen conditions at the
1-Voh-s site for hydroxide. (a-d) represents the electronic state of intermediate species at the site
after hydrogen exchange. (e-h) represents the electronic state of intermediate species at the site

before hydrogen exchange.



Figure S4(a-h). The electronic structure of Fe-doped hydroxide during the OER process at
1-Voh site

Figure S4 The electronic states of intermediates in the oxygen evolution reaction and the
changes in the Gibbs free energy of each intermediate under varying hydrogen conditions at the
1-Voh site for Fe-doped hydroxide. (a-d) represents the electronic state of intermediate species at
the site after hydrogen exchange. (e-h) represents the electronic state of intermediate species at the
site before hydrogen exchange.

Figure S5(a-h). The electronic structure of Fe-doped hydroxide during the OER process at
1-Voh-s site.
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Figure S5 The electronic states of intermediates in the oxygen evolution reaction and the
changes in the Gibbs free energy of each intermediate under varying hydrogen conditions at the
1-Voh-s site for Fe-doped hydroxide. (a-d) represents the electronic state of intermediate species at
the site after hydrogen exchange. (e-h) represents the electronic state of intermediate species at the
site before hydrogen exchange.



Optimized coordinates for f-NiOOH
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Table S1-S2. The change in Gibbs free energy of the intermediate is caused by the hydrogen

configuration.
AG; | AA AG, AA | AGs | A(AG | AGy | AAG
eV | Gy /eV Gy | /eV]| 3) / eV 4)

% /eV / eV eV

Ni 1-Voh H vary -1.01 | -0.21 0.46 0.08 | 0.29 | -0.11 | 0.26 | 0.24
primstine | -0.80 0.38 0.40 0.02

2-Voh Hvary | -1.01 | 0.05 0.46 0.02 | 033 | 006 | 022 | -0.13
primstine | -1.06 044 0.27 0.35

1-Voh-s | H vary -0.98 | 0.14 0.41 0.16 | 0.33 | -0.18 | 0.24 | -0.12
primstine | -1.12 0.25 0.51 0.36

Fe 1-Voh Hvary | -1.02 | 0.13 035 |[-0.13|0.53| 0.09 | 0.14 | -0.09
primstine | -1.15 0.48 0.44 0.23

2-Voh Hvary | -1.14 | 0.15 041 |-0.03|040| -0.05 | 032 | -0.07
primstine | -1.29 044 0.45 0.39

I-Voh-s | Hvary | -1.07 | 0.19 0.25 0.05 | 0.54 | -0.06 | 0.28 | -0.19
primstine | -1.26 0.20 0.60 0.47

Table S1 The change in Gibbs free energy of the intermediate is caused by the hydrogen
configuration. 1-Voh,2-Voh,1-Voh-s represents different reactive sites.

IAGH].:HE A(AGHI 2) AG]-D H3 A(AGHZ 3) AGHE H4 A(AGHL“J AG}H H1 A(AG}HI)

/eV /eV /eV /eV leV leV leV /eV

Ni | 1-Voh -0.23 -0.21 -0.44 0.08 -0.36 -0.11 -0.47 0.24
-0.44 -0.36 -0.47 -0.23

2-Voh -0.49 0.05 -0.44 0.02 -0.42 0.06 -0.36 -0.13
-0.44 -0.42 -0.36 -0.49

1-Voh-s | -0.53 0.14 -0.39 0.16 -0.23 -0.18 -0.41 -0.12
-0.39 -0.23 -0.41 -0.53

Fe 1-Voh -0.38 0.13 -0.25 -0.13 -0.38 0.09 -0.29 -0.09
-0.25 -0.38 -0.29 -0.38

2-Voh -0.40 0.15 -0.25 -0.03 -0.28 -0.05 -0.33 -0.07
-0.25 -0.28 -0.33 -0.40

1-Voh-s | -0.43 0.19 -0.24 0.05 -0.19 -0.06 -0.25 -0.19
-0.24 -0.19 -0.25 -0.43

Table S2 The AGhn of the intermediate is caused by the hydrogen configuration.



AG, AG, AG; AG,
/eV / eV leV /eV
Ni 1-Voh H vary PDS
primstine PDS
2-Voh H vary PDS
primstine PDS
1-Voh-s | H vary PDS
primstine PDS
Fe 1-Voh H vary PDS
primstine PDS
2-Voh H vary PDS
primstine PDS
1-Voh-s | H vary PDS
primstine PDS

Table S3  The potential-determining step (PDS) corresponding to different reaction sites under
the change of hydrogen



