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Figure S1. a) Film structures for XPS depth profiles and b) chemical structures of CYTOP,

Figure Sla and S1b show film structures for XPS depth profiles and chemical structures of
CYTOP, TIPS-pentacene, cross-linked PVP, and polymer matrices. The following elements
(highlighted above) were attributed to each chemical component of the device: F 1s (from

CYTOP), N 1s (from cross-linking agent of PVP and PTAA), and Si 2p (from TIPS-pentacene
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Figure S2. XPS spectra obtained from TIPS-pentacene/PaMS blend film from chlorobenzene; a)
N 1s, b) F 1s, ¢) Si 2p, d) magnified Si 2p for TIPS.

Figure S2 shows XPS spectra of the N 1s, F 1s, and Si 2p observed after each milling cycle on a
TIPS-pentacene/PaMS blend film from chlorobenzene. Si 2p photoelectrons from the silyl group
in the TIPS-pentacene molecule have a significantly lower binding energy than Si 2p from Si-O
bonding on the glass substrate as shown in Fig. S2d, allowing for determination of the TIPS-
pentacene/glass substrate interface. The intensities for each component were normalized to the
maximum intensity observed at the peak binding energy over all etching times (see Fig. 4a in the

main manuscript) to analyze the vertical distribution of each component.
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Figure S3. XPS spectra obtained from TIPS-pentacene/PTAA blend film from chlorobenzene; a)
N 1s, b) F 1s, ¢) Si 2p, d) magnified Si 2p for TIPS.

Figure S3 shows XPS spectra of N 1s, F s, Si 2p after each milling cycle on a TIPS-
pentacene/PTAA blend film from chlorobenzene. The intensities for each component were
normalized to the maximum intensity observed at the peak binding energy over all etching times

(see Fig. 4b in the main manuscript) to analyze the vertical distribution of each component.
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Figure S4. XPS spectra obtained from TIPS-pentacene/PaMS blend film from tetralin; a) N 1s,
b) F 1s, ¢) Si 2p, d) magnified Si 2p for TIPS.

Figure S4 shows XPS spectra of N 1s, F 1S, Si 2p in each milling cycle obtained from TIPS-
pentacene/PaMS blend film from tetralin. The intensities for each component were normalized
to the maximum intensity observed at the peak binding energy over all etching times (see Fig. 4¢

in the main manuscript) to analyze the vertical distribution of each component.
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Figure S5. XPS spectra obtained from TIPS-pentacene/PTAA blend film from tetralin; a) N 1s,
b) F 1s, ¢) Si 2p, d) magnified Si 2p for TIPS.

Figure S5 shows XPS spectra of N 1s, F s, Si 2p after each milling cycle on a TIPS-
pentacene/PTAA blend film from tetralin. The intensities for each component were normalized
to the maximum intensity observed at the peak binding energy over all etching times (see Fig. 4d

in the main manuscript) to analyze the vertical distribution of each component.
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