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Figure S1. Electrochemical properties of Na,Cog gNig,[Fe(CN)g] in 2 M Na,SOy electrolytes: a)
cyclic voltammograms at the scanning rate of 0.1 mV s! and b) charge/discharge profiles at the

current of 50 mA g



Table S1. Performance comparison of Prussian-blue cathodes for aqueous SIBs reported in this

work and literatures

Reversible capacity  Working potential ~ Specific energy#
Materials Cycling performance
(mAh g) (V vs Ag/AgCl) (Wh kg™
Naw MO, 45 (5.6 mA &) 041 54 96% capacity retention after
ap.44Mn . g .
o ? 1000 cycles at 180 mA g!
95% capacity retention after 100
Nag sMng sTig 50,2 46 30 mA g 0.41 56
cycles at 60 mA g!
20% capacity retention after 30
Na;V,(PO,)53 94.5 (1176 mA g') 0.4 113
cycles at 2352mA g!
Na;VTi(POg)s* 56.(62 mA g 042 6 92% capacity retention after 500
a3 VTi g .
’ v ¢ cycles at 310 mA g'!
98% capacity retention after 100
NazMnTi(PO,)s’ 58.4(29.35 mA g 0.6 82
cycles at 58.7 mA g'!
93% capacity retention after 500
Na,Ni[Fe(CN)4]° 65 (65 mA g!) 0.48 33
cycles at 325 mA g!
93% capacity retention after 500
Na,Cu[Fe(CN)4]’ 59 (60 mA g1) 0.61 33
cycles at 300 mA g!
72% capacity retention after 100
Na,Co[Fe(CN)g]? 110.8 240 mA g) 0.53 147
cycles at 240 mA g!
84% capacity retention after 200
NaFe[Fe(CN)g]° 61 (18.432mA g) 0.23 63
cycles at 92.16 mA ¢!
79% capacity retention after 500
NayFe[Fe(CN)4]'° 113 (25mA g 0.53 150
cycles at 200 mA g!
96% capacity retention after 100
NayFe;_Ni[Fe(CN)g]!! 106 (10 mA g!) 0.59 147
cycles at 10mA g'!
90% capacity retention after 100
Na,Cog ¢Nig4[Fe(CN)s]'2 85 (35mA g 0.62 121
cycles at 70 mA g!
NayCoggNigo[Fe(CN)g] 116.4.(50 mA g 0.67 171 88% capacity retention after 100
. mA g .
(this work) £ cycles at 100 mA g!

#: specific energy is calculated based on the NaTiy(PO,); anode (0.8 V vs Ag/AgCl).

(1) Whitacre, J. F., Tevar, A., Sharma, S., Na;MnyOg as a Positive Electrode Material for an

Aqueous Electrolyte Sodium-lon Energy Storage Device. Electrochem. Commun., 2010, 12,

463-466.

(2) Zhang, F., Li, W. F., Xiang, X. D., Sun, M. L., Highly Stable Na-Storage Performance of

NaysMng 5Tips0, Microrods as Cathode for Aqueous Sodium-lon Batteries. J. Electroanal.

Chem., 2017, 8§02, 22-26.

(3) Zhang, L., Huang, T., Yu, A., Carbon-Coated Na;V,(PO,); Nanocomposite as a Novel High

Rate Cathode Material for Aqueous Sodium lon Batteries. J. Alloys Comp., 2015, 646, 522-527.



(4) Wang, H., Zhang, T., Chen, C., Ling, M., Lin, Z., Zhang, S., Pan, F., Liang, C.
High-Performance Aqueous Symmetric Sodium-lon Battery Using Nasicon-Structured
Na,VTi(POy);. Nano Research, 2017, 11, 490-498.

(5) Gao, H., Goodenough, J. B., An Aqueous Symmetric Sodium-lon Battery with
Nasicon-Structured NazMnTi(POy)s. Angew. Chem. Int. Ed., 2016, 55, 12768-12772.

(6) Wu, X., Cao, Y., Ai, X,, Qian, J., Yang, H., A Low-Cost and Environmentally Benign
Aqueous Rechargeable Sodium-lon Battery Based on NaTiy(PO4);—Na,NiFe(CN)g Intercalation
Chemistry. Electrochem. Commun., 2013, 31, 145-148.

(7) Wu, X. Y., Sun, M. Y., Shen, Y. F.,, Qian, J. F., Cao, Y. L., Ai, X. P, Yang, H. X. Energetic
Aqueous Rechargeable Sodium-Ion Battery Based on Na,CuFe(CN)s—NaTi,(PO,4); Intercalation
Chemistry. ChemSusChem, 2014, 7, 407-411.

(8) Shao, T. L., Li, C.,, Liu, C. Y., Deng, W. J., Wang, W. J., Xue, M. Q., Li, R., Electrolyte
Regulation Enhances the Stability of Prussian Blue Analogues in Aqueous Na-lon Storage. J.
Mater. Chem. A, 2019, 7, 1749-1755.

(9) Fernandez-Roperoa, A.J., Piernas-Mufioza, M.J., Castillo-Martineza, E., Rojoa, T.,
Casas-Cabanas, M., Electrochemical Characterization of NaFe,(CN)¢ Prussian Blue as Positive
Electrode for Aqueous Sodium-lon Batteries. Electrochim. Acta, 2016, 210, 352-357.

(10) Tang, Y., Zhang, W. X., Xue, L. H., Ding, X. L., Wang, T., Liu, X. X., Liu, J., Li, X. C,,
Huang Y H., Polypyrrole-Promoted Superior Cyclability and Rate Capability in Na,Fe[Fe(CN);]
Cathode for Sodium-Ion Batteries. J. Mater. Chem. A, 2016, 4, 6036-6041.

(11) Yu,S.L.,,Li, Y., Lu, Y. H., Xu, B., Wang, Q. T., Yan, M., Jiang, Y. Z., A Promising Cathode
Material of Sodium Iron-Nickel Hexacyanoferrate for Sodium Ion Batteries. J. Power Sources,
2015, 275, 45-49.

(12) Li, W. F., Zhang, F., Xiang, X. D., Zhang, X. C. Electrochemical Properties and Redox
Mechanism of Na,Nig4Cogs[Fe(CN)g] Nanocrystallites as High-Capacity Cathode for Aqueous

Sodium-lon Batteries. J. Phys. Chem. C, 2017, 121, 27805-27812.



