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Fig. S2 Cross-sectional EDX mapping of (a) P/0.5ZB, (b) P-0.5ZB-P, and (c)
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Fig. S3. (a) UV-Vis absorption spectrum and (b) (ahv)>-hv plot of ZIF-67.
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S4. (a) UV-Vis absorption spectrum and (b) (ahv)>-hv plot of PEL
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Fig. S5. (a) UV-Vis absorption spectrum and (b) (ahv)>-hv plot of BaTiOs NPs.
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Fig. S6. Mott-Schottky plot of (a) ZIF-67and (b) PEI.

Fig. S3 to 5 displays the UV-Vis absorption spectra and the (ehv)*hv plots of
ZIF-67 and PEI. Fig. S6 displays the Mott-Schottky curves of ZIF-67 and PEI. The
results show that the band gaps of ZIF-67, PEI, and BaTiO3 NPs are 4.07 eV, 3.23 eV,
and 3.21 eV respectively, indicating a discrepancy in their band structures'~.
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Fig. S7. (a) Frequency dependence of ¢; and (b) precise & values at 10 kHz for P-B-P
with different BaTiO3 NPs contents.
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Fig. S8. (a) Frequency dependence of tand and (b) precise tano values at 10 kHz for
P-B-P with different BaTiO3 NPs contents.
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Fig. S9. (a) Weibull distribution and (b) characteristic breakdown strength of P-B-P
with different BaTiO3 NPs contents.
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Fig. S10. Frequency dependence of (a) & and (b) precise &; values at 10 kHz for
P-ZB-P with different ZIF-67 contents.
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Fig. S11. Frequency dependence of (a) tand and (b) precise tand values at 10 kHz for
P-ZB-P with different ZIF-67 contents.
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Fig. S13. (a) P-E loops of P-B-P with different BaTiO3 NP contents and (b) P-ZB-P
with different ZIF-67 contents.
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Fig. S14. U. and # of (a) P-B-P with different BaTiO3; NP contents and (b) P-ZB-P
with different ZIF-67 contents.
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In this experiment, a series of films including P-B-P and P-ZB-P were fabricated. Fig.
S7 to 9, Fig. S12 and 13 present the dielectric and energy storage properties of the
P-B-P nanocomposites. Among them, the sample with a middle layer containing 24.64
wt% BaTiO; NPs, denoted as P-24.64B-P (where “B” in the text represents 24.64B),
exhibited the optimal performance. Based on this, ZIF-67 was incorporated into the
middle blend layer to prepare P-ZB-P nanocomposites, with the best-performing
sample being P-0.5ZB-P (as shown in Fig. S10 to 14). Finally, P/0.5ZB, P-0.5ZB-P,
and P-0.5Z-P were prepared as control groups, and their dielectric properties and
energy storage performance were characterized.
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Fig. S15. Temperature dependence of (a) & and (b) precise & values at 130 °C for pure
PEI, P/0.5ZB, P-0.5ZB-P, and P-0.5Z-P.
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Fig. S16. Temperature dependence of (a) tand and (b) precise tand values at 130 °C
for pure PEI, P/0.5ZB, P-0.5ZB-P, and P-0.5Z-P.
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Fig. S17. (a) Weibull distribution and (b) characteristic breakdown strength of pure
PEI, P/0.5ZB, P-0.5ZB-P, and P-0.5Z-P at 130 °C.
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Fig. S18. Variation of U. and # of the P-0.5ZB-P nanocomposite with cycle number
under an applied electric field of 200 MV/m, with P- E cycles ranging from 1 to 10°.
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Fig. S19. The electric field distribution simulation images of (a) P/0.5Z, (b)
P-0.5ZB-P, and (c) P-0.5Z-P.
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Fig. S20. Simulation results of electric field distribution for (a) BaTiO3 NPs and (b)
ZIF-67 in the PEI matrix.
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