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Figure S1. lonic conductivity for propylene carbonate solutions of PAMAM dendrimers G1.5
and G2.5 as a function of temperature.
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Figure S2. FT-Raman spectra of the electrolytes formed by dendrimers G1.5 and G2.5 in PC
with LiTFSI or NaTFSI, pure samples as well as their solutions in PC are provided for
comparison. The spectra are baseline corrected, normalized and shifted for clarity.
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Figure S3. Deconvolutions of the spectral region 670—770 cm™* of the FT-Raman spectra of pure PC (a), G1.5 in PC (b), G2.5 in PC (c), pure NaTFSI (d),
NaTFSl in PC (e), NaTFSI with G1.5 in PC (f), NaTFSI with G2.5 in PC (g), pure LiTFSI (h), LiTFSI in PC (i), LiTFSI with G1.5 in PC (j) and LiTFSI with

Raman shift, cm™

Raman shift, cm™

Raman shift, cm™

Raman shift, cm™

G2.5in PC (k). Experimental spectrum (black line) corresponds to the composition (red dotted line) of individual fitted peaks (other colors).
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Figure S4. Deconvolutions of the C—H deformation region of the FT-Raman spectra of pure
G1.5 (a), pure G2.5 (b), pure PC (c), G1.5in PC (d), G2.5in PC (e), NaTFSI in PC (f), NaTFSI
with G1.5 in PC (g), NaTFSI with G2.5 in PC (h), LiTFSI in PC (i), LiTFSI with G1.5 in PC
() and LIiTFSI with G2.5 in PC (k). Experimental spectrum (black line) corresponds to the
composition (red dotted line) of individual fitted peaks (other colors).
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Figure S5. Deconvolutions of the carbonyl stretching region of the FT-Raman spectra of pure
G1.5(a), pure G2.5 (b), pure PC (c), G1.5in PC (d), G2.5in PC (e), NaTFSI in PC (f), NaTFSI
with G1.5 in PC (g), NaTFSI with G2.5 in PC (h), LiTFSI in PC (i), LiTFSI with G1.5 in PC



(j) and LiTFSI with G2.5 in PC (k). Experimental spectrum (black line) corresponds to the

composition (red dotted line) of individual fitted peaks (other colors).
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Figure S6. Deconvolutions of the C—H stretching region of the FT-Raman spectra of pure
G1.5 (a), pure G2.5 (b), pure PC (c), G1.5in PC (d), G2.5in PC (e), NaTFSI in PC (f), NaTFSI
with G1.5 in PC (g), NaTFSI with G2.5 in PC (h), LiTFSI in PC (i), LiTFSI with G1.5 in PC
() and LiTFSI with G2.5 in PC (k). Experimental spectrum (black line) corresponds to the
composition (red dotted line) of individual fitted peaks (other colors).
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Figure S7. Temperature dependence of NMR self-diffusion coefficients for the
LITFSI_10%G1.5 electrolyte.
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Figure S8. Temperature dependence of NMR self-diffusion coefficients for the
LIiTFSI_10%G2.5 electrolyte.
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Figure S9. Temperature dependence of NMR self-diffusion coefficients for the
LiTFSI_20%G1.5 electrolyte.
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Figure S10. Temperature dependence of NMR self-diffusion coefficients for the
LITFSI_20%G2.5 electrolyte.
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Figure S11. Temperature dependence of NMR self-diffusion coefficients for the
LiTFSI_40%GL1.5 electrolyte.
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Figure S12. Temperature dependence of NMR self-diffusion coefficients for the
LiTFSI_40%G2.5 electrolyte.
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Figure S13. Temperature dependence of NMR self-diffusion coefficients for the
LiTFSI_60%G1.5 electrolyte.
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Figure S14. Temperature dependence of NMR self-diffusion coefficients for the
LITFSI_60%G2.5 electrolyte.
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Figure S15. Temperature dependence of NMR self-diffusion coefficients for the
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Figure S16. Temperature dependence of NMR self-diffusion coefficients for the
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NaTFSI_10%G2.5 electrolyte.
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Figure S17. Temperature dependence of NMR self-diffusion coefficients for the
NaTFSI_20%GL1.5 electrolyte.

1E-9 5
] —=—PC
—— 20%G2.5
—e— 19F
% 1E-10 4
£
a]
1E-11
T T T T T T T T
2.8 3.0 3.2 3.4 3.6

1000/T (K™Y

Figure S18. Temperature dependence of NMR self-diffusion coefficients for the
NaTFSI_20%G2.5 electrolyte.
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Figure S19. Temperature dependence of NMR self-diffusion coefficients for the
NaTFSI_40%GL1.5 electrolyte.
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Figure S20. Temperature dependence of NMR self-diffusion coefficients for the
NaTFSI_40%G2.5 electrolyte.
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Figure S21. Temperature dependence of NMR self-diffusion coefficients for the
NaTFSI_60%GL1.5 electrolyte.
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Figure S22. Temperature dependence of NMR self-diffusion coefficients for the

NaTFSI_60%G2.5 electrolyte.



1E-9 5

—=— NaTFSI_0%G
—e NaTFSI_10%G1.5
—o— NaTFSI_10%G2.5
—a— NaTFSI_20%G1.5
—— NaTFSI_20%G2.5
—v— NaTFSI_40%G1.5
—o— NaTFSI_40%G2.5
—+— NaTFSI_60%G1.5
—— NaTFSI_60%G2.5

D (m?/s)

1E-11 e

2.8 3.0 3.2 34 3.6
1000/T (K™

Figure S23. Temperature dependence of NMR self-diffusion coefficients for the NaTFSI
based electrolytes for TFSI anion.
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Figure S24. Temperature dependence of NMR self-diffusion coefficients for the NaTFSI
based electrolytes for PC.
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Figure S25. Temperature dependence of NMR self-diffusion coefficients for the NaTFSI
based electrolytes for PAMAM.



