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Table S1. The crystallite sizes determined from direct application of the Scherrer equation [1] (without corrections for stress) to selected hkl reflections of sample Ni2Zn1HCF.
	hkl
	Crystallite size from Scherrer Equation (nm)

	111
	33.5

	200
	33.7

	220
	34.0

	400
	29.9

	420
	30.3

	440
	31.5

	600
	31.9

	Average
	32.1


Table S2. ICP analysis of the five samples.

	Element

Sample
	Fe
	Ni
	Zn
	K
	Composition

	Ni0Zn3HCF
	2
	0
	2.987
	0.075
	K0.075Zn2.987[Fe(CN)6]2

	Ni3Zn3HCF
	2
	3.060
	0
	0.192
	K0.192Ni3.060[Fe(CN)6]2

	Zn2Ni1HCF
	2
	0.854
	4.405
	0.102
	K0.102Ni0.854Zn4.405[Fe(CN)6]2

	Zn1.5Ni1.5HCF
	2
	2.035
	1.487
	0.328
	K0.328Ni2.035Zn1.487[Fe(CN)6]2

	Zn1Ni2HCF
	2
	2.453
	0.944
	0.272
	K0.272Ni2.453Zn0.944[Fe(CN)6]2
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Fig. S1. EDS mapping images of Ni2Zn1HCF: (a) TEM image, (b) Zn element, (c) Ni element, (d) Fe element, (e) N element, (f) C element, (g) O element and (h) K element.
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Fig. S2. TEM (a), and EDS mapping images (b-i) of Ni1.5Zn1.5HCF.
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Fig. S3. TEM (a), EDS mapping images (b-i) of Ni1Zn2HCF.
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Fig. S4. DTA profiles of (a) Ni2Zn1HCF, (b) Ni1.5Zn1.5HCF, and (c) of Ni1Zn2HCF under Ar atmosphere at the heat rate of 10 K min-1.
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 The zoomed in XRD patterns of Fig. 1d.
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Fig. S6. SEM images of (a) Zn3[Fe(CN)6]2, (b) Ni3[Fe(CN)6]2, and (c) XRD patterns of Zn3[Fe(CN)6]2 and Ni3[Fe(CN)6]2.
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Fig. S7. Nitrogen adsorption-desorption isotherm of (a) Ni2Zn1HCF, (b) Ni1.5Zn1.5HCF and (c) Ni1Zn2HCF, and corresponding pore size distribution of (d) Ni2Zn1HCF, (e) Ni1.5Zn1.5HCF, and (c) Ni1Zn2HCF, respectively.
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Fig. S8. Full scan XPS spectra of the pristine materials.
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Fig. S9. FTIR spectra (wavenumbers 400-4000 cm-1) of the pristine materials.
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Fig. S10. Cycling performances (a) and CV curves (b) of Ni0Zn3HCF and Ni3Zn0HCF.
[image: image11.png]T 500 500
%400 (a) = Adsorption 13 (b) = Adsorption o (c) »— Adsorption
"o +- Desorption "2400 + Desorption "2400 - Desorption
Sa0 5 s
Y 2300 3300
£ £ £
—gzno ‘2200 ‘8200
o
< < < -
s H B
B1001 e e sneoee B100 e meneeet F100f
A 249 m* gt 8 2 428 m*g*
2 2 2
<o 20 <0
00 02 04 06 08 10 00 02 04 06 08 10 00 02 04 06 08 A1
Relative pressure (P/P,) Relative pressure (P/P,) Relative pressure (PIP,)
1.0 1.0 10
T ] e T -
£0.8 S £0.8 . £08 |
- S £ A Py J
206 / = ) \\ 206 7
e H \ g 06 e J
2 A s 2 /
So4 \ Bo4 / Boa4 \
g \ g g
3 3
0.2 e \\ Soz / Doz \
3 2 .| 3 o = o
'_/' orenngqy oot -
0.0+—easpasee; 0.0 0.0
1 100 1 100 1 100

10
Pore size (nm)

10
Pore size (nm)

10
Pore size (nm)





Fig. S11. (a) Cyclic voltammograms of Ni1.5Zn1.5HCF from 0.1 to 1.0 mV s-1, and (b) the corresponding relationship of the peak current (ip) and the scan rate (mV s-1). (c) Cyclic voltammograms of Ni1.5Zn1.5HCF from 2 to 20 mV s-1, and (d) the corresponding relationship of the peak current (ip) and the scan rate (mV s-1). (e) Cyclic voltammograms of Ni1Zn2HCF from 0.1 to 1.0 mV s-1, and (f) the corresponding relationship of the peak current (ip) and the scan rate (mV s-1). (g) Cyclic voltammograms of Ni1Zn2HCF from 2 to 50 mV s-1, and (h) the corresponding relationship of the peak current (ip) and the scan rate (mV s-1).
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Fig. S12. Cycling performances at 333 C in 0.6 M K2SO4 electrolytes using a three-electrode setup with SCE and Pt as reference electrode and counter electrode, respectively.
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