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Figure S1A: '"H NMR spectrum of acetylated PEG-b-poly(L-lysine) in TFA-d
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Figure S1B: 'H NMR spectrum of the starting material, PEG-b-poly(L-lysine).
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Figure S2. Absorbance spectra of block copolymers pre- and post-deacetylation using the
ninhydrin test. The Ninhydrin test clearly shows the reduction of absorbance intensity
originated from primary amines of PEG-block-poly(L-lysine) block copolymers due to
acetylation. The Ninhydrin test using the wavelength of 570 nm was used to quantify and the

percentage functionalization was calculated using the following equation:
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Figure S3: Comparative FTIR studies of the starting materials, PEG-block-poly(L-lysine) and

the product, PEG-block-poly (acetylated L-lysine).



— QOo0Q00Q0 TT QO0Q00Q0000 L2000 »
1 10 20 30 a0 59 59
FA  BMEEPEEPADSGQOSLVPVYIYSPEYVSMCDSLAKIPKRASMVHSLIEAYALHKOMRIVKPK]
IR EMEEPEEPADSGQSLVPVYIYSPEYVSMCDSLAKIPKRASMVHSLIEAYALHKQMRIVKP K|

|

L0090 £000Q00000Q0
70 80 90 100 110 120

A4 BV ASMEEMATFHTDAYLOHLOQKVSQEGDDDHPDSIEYGLGYDCPATEGIFDYAAAIGGATI
bR BV ASMEEMATFHTDAYLQHLQKVSQEGDDDHPDSIEYGLGYDCPATEGIFDYAARAIGGATI

] TT TT T 200000000 _—
130 140 150 160 170 180
P L B TARQCLIDGMCKVAINWSGGWHHAKKDEASGFCYLNDAVLGILRLRRKFERILYVDLDLH
b T AAQCLIDGMCKVAINWSGGWHHAKKDEASGFCYLNDAVLGILRLRRKFERILYVDLDLH
TT TT TT 200 — TT  0Q00

is%0 200 210 220 230 240

FALL B HGCDGVEDAFSFTSKVMTVSLHKFSPGFFPGTGDVSDVGLGKGRYYSVNVPIQDGIQDEKY)
bR LB HGDGVEDAFSFTSKVMTVS LHKFSPGFFPGTGDVSDVGLGKGRYYSVNVPIQDGIQDEKY

—» rT TT TT 000000000000
250 260 270 280 290 300
FAYL L Bl YOICESVLKEVYQAFNPKAVVLOLGADTIAGDPMCSFNMTPVGIGKCLKYILQWQLATLI
L B YQICESVLKEVYQAFNPKAVVLOQLGADTIAGDPMCSFNMTPVGIGKCLKYILOQWQLATLI
> £000000000000000 2000
319 32!? 339 349 35(? 38{?

AL ML GGGGPNLANTARCWTYLTGVILGKTLSSEIPDHEFFTAYGPDYVLEITPSCRPDRNEPH
bR T . GGGGMNLANTARCWTYLTGVILGKTLSSEIPDHEFFTAYGPDYVLEITPSCRPDRNEPH

370 380

FAGC R IQQOILNY IKGNLKHVViSHeh:R:4:0:0:8:0:1
PRI TR IQQILNYIKGNLKHV Vi,

Figure S4. Sequence alignment between Tyr306Phe mutated (2V5W) and non-mutated
(1T64) HDACS.
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Figure S5. (A) Structural alignment of optimized Tyr3%-2V5W and non-mutated HDAC8
(1T64). (B) Visualization from the upper side (black arrow) revealed the movement of

residues in the active site of two protein structures.



