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Supplementary Materials

1. Summary of Data Fitting with Python Module "impedance.py"
The low-frequency portions of the spectra, demonstrating a deviation of more than 5% from a linear KK-transform, were systematically truncated. Subsequently, models representing oxide, coating, and Randles cells were fitted, with their capacitors combinatorically replaced by CPE elements. Additionally, a single Warburg element was introduced in series with one resistor for each model. 
The impedance circuits that demonstrated the best fit across all samples and analyses for various time periods were carefully selected to advance the analysis. To mitigate the risk of overfitting and evident misfitting, constraints were applied to the solution resistance. In experiments involving two CPE elements, a deliberate effort was made to create asymmetry and distinctiveness between them. Analyses featuring a capacitance exceeding 5 mF were systematically discarded.

2. CPE Parameters
The CPE used in the Randles circuit model is of the form . The fitted parameters are shown in Figure S1 in which the magnitude of Q is referred to the label “CEP1”.

3. SEM Images of Topcoated PS
Figure S2 compares the dewetted PS patterns. 
[bookmark: _GoBack]Figure S3 shows that the dried PS topcoating that covers the underneath APTES layer, as evidenced by its observable thickness through the step along the articulately made step or groove. The topcoating is not uniformly; dewetted patterns of various sizes and shapes are evident, and crazing can be observed from some large patterns. 
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[bookmark: _Ref151691177][bookmark: _Hlk152834407][bookmark: _Hlk152834380]Figure S1. Fitted CPE parameters. (a) Capacitance of CPE. (b) Exponent of CPE. 
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[bookmark: _Ref153260748]Figure S2. SEM images of top-coated PS, dried, on the APTES-primed samples. The images are resized (and trimmed) to the same scale to compare the dewetted PS patterns.
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[bookmark: _Ref153228663]Figure S3. SEM images of dewetted PS patterns on APTES with an articulately made edge or groove. (a) 1-20-1, (b) 1-20-2, (c) 1-40-1, (d) 1-40-2, (e) 1-60-1, (f) 1-60-2. 
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