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Figure S2. (a, ¢c) SEM image and (b, d) EDS mapping of the synthesized FeHCCo (top) and
CeHCCo (bottom) NPs.
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Figure S3. Qualitative elemental analysis by EDX mapping for the as-prepared (a) FeHCCo
and (b) CeHCCo.
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Figure S4. Qualitative elemental analysis by XRF mapping for the as-prepared (a—d) FeHCCo
and (e—h) CeHCCo.
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Figure S5. Wide survey of XPS for as-prepared (a) FeHCCo and (b) CeHCCo. Deconvoluted
XPS spectra of (¢) C Is and (d) N Is for FeHCCo and deconvoluted XPS spectra of (e) C 1s
and (f) N 1s for CeHCCo.
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Figure S6. Representative charge/discharge curves for (a) FeHCCo and (b) CeHCCo. (c)
Charge/discharge cycling measurement of graphite paper current collector. (d) Representative

charge/discharge curves for graphite current collector.
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Figure S7. Schematic illustration of the discharge process of FeHCCo (left) and CeHCCo

(right), where the encapsulated K™ is expected to hinder the intercalation of Li*.
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Figure S8. EIS spectra of (a) FeHCCo: fresh electrode (black dots) and after the first 5 cycle
charge/discharge (red dots); (b) CeHCCo: fresh electrode (black dots) and after the first 5 cycle
charge/discharge (red dots); (c): after the first 5 cycle charge/discharge of FeHCCo (black dots)

1200

300} ,° e

L)
*
f °
Ne.é L3

o L L
0 300 600 900 1200 1500 1800

Z'(ohm)

and CeHCCo (red dots). (d) The corresponding equivalent circuit.
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Figure S9. XRD spectra of (a) FeHCCo and (b) CeHCCo before and after charge/discharge

cycling measurements. The carbon peaks originate from the graphite support.
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Table S1. Quantitative elemental characterization for the as-prepared FeHCCo and CeHCCo.

Element Wt. (%)

FeHCCo CeHCCo

K 5 0.2
Fe 12 —
Ce — 45
Co 9 19
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Table S2. Quantitative elemental characterization for the as-prepared FeHCCo and CeHCCo
by ICP.

Element Amount (mg/L)

FeHCCo CeHCCo

K 259 43
Fe 616 —
Ce — 229
Co 241 241

Table S3. A comparison in capacity of the CeHCCo product and other reported Prussian blue

analogs.
Preserved  Current _
) ) ) Cycling
Entry Material capacity density Reference
number
(mAhg?) (mAg)
1 Ko.00.Ce[Co(CN)s]o.99 177 100 100 This work
2 Nai.32Mn[Fe(CN)s]o.s3 ~125 56 100 1
3 Cos[Fe(CN)e]2 325 100 30 2
4 Mn3[Co(CN)s]2 35.3 50 100 3
Cu.sMn.shexacyanof
70 30 50 4
errate
6 KFeHCF 104 100 70 5
7 NiFe-PBA 60 30 50 6
8 KNi[Fe(CN)e] 52 12 50 7
9 FeFe(CN)s 138 25 70 8
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10 Tio.7sFeo.25s[Fe(CN)s]o.96 127 350 100 9

11 Mn[Fe(CN)s]o.6667 ~540 100 20 10

12 CeHCFell ~50 100 70 11

13 Fe"HCCo ~135 100 40 12
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