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Table S1. Quantitative amount of free PLL and PDL (png) in solution after each centrifugation (for
1 mg of the respective PMOs).

1t Layer 27 Layer 3% Layer 4% Layer
PSS PLL or PDL PSS (mg) PLL or PDL
HPMO-(PSS)PLL 0.56 £0.05 1.29 +£0.02 1.25+0.04 1.83 +£0.03
HstpMO-(PSS)PDL 0.48 £0.05 1.00 £0.01 1.26 £ 0.05 1.64 +£0.05

Table S2. The quantitative amount of Hst (ug) in B'PMO-NH; and "'PMO-(PSS)PLL/PDL
(1 mg).

PMO-NH,  ™PMO-(PSS)PLL _ ™PMO-(PSS)PDL

Hst 3.1+0.01 2.1+£0.01 2.3+0.02

Table S3. DLS of ''PMO-NH; and "'PMO-(PSS)PLL/PDL.

Diameter (DLS, nm)

Water
Hstp\M(O-NH, 287,1 £10.6
HsspMO-(PSS)PLL 540.8+3.2
HstpMO-(PSS)PDL 527,1 £2.9

Table S4. Zeta potential value of "'PMO-NH with PSS and PLL/PDL.

coating layer 7P, mV
HPMO-NH, 421+14
Ist layer (PSS) -31.5+1.7/-42.07+£0.2

2nd layer (PLL/PDL) 26.3+0.06/33.2+0.9
3th layer (PSS) 314+£1.5/-43.4+2.1
4th layer (PLL/PDL) 38.9+0.7/41.3+2.1



Table S5. Zeta potential value of PO°XPMO-NH: with PSS and PLL/PDL.

coating layer 7P, mV

DOXpMO-NH, 41.1+1.8
Ist layer (PSS) -39.9+£2.7/-32.06 £ 0.3
2nd layer (PLL/PDL) 25.2+0.6/25.06+1.4

3th layer (PSS) -37.3+£1.2/-34.01 £ 1.7

4th layer (PLL/PDL)  32.33 +0.5/33.1+ 0.6
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Figure S1. IR spectra of "'PMO-NHa, HPMO-(PSS)PDL, and "PMO-(PSS)PLL.



Table S6. The amount of Hst (ug/ml) released from HPMO-NH», HPMO-(PSS)/PDL, and
HstpPMO-(PSS)/PLL over different time intervals at pH 7.4 and pH 6.0 (N=6).

WPMO- | PMO- | ™PMO- | ™PMO- | ™PMO- | 'PMO-
N N (PSS)/PLL | (PSS)/PLL | (PSS)/PDL | (PSS)/PDL
pH 74 pH 6 pH 7.4 pH 6 pH 7.4 pH 6
3 0512007 |068+010 |0012001 |0.11-001 |002%0.005 |0.11+0.003
15 060008 0512011 [0.052001 |0252002 0052001 | 024001
30 066005 | 1122012 0152007 0462003 0102000 0372003
1 071000 1282013 03120035 0672004 0152003 0312003
lz1 074011 |141£0.14 |039+0.03 |088=0.04 |0.19£0.04 |0.660.06
l; 075012 |156£0.15 |047+0.04 |1.09+005 |024£005 |0.79+0.07
2 0772012 |1.71£0.15 |052+0.05 |1.1320.06 |036=0.07 |0.85=0.08
l5l 080£0.13 |189%£0.16 |055+0.06 |1.18=0.06 |041£0.08 |0.90=0.09
l71 082+013 |207+017 |058%006 |1232007 |045£008 |0.96+0.09
l11 134016 |217+0.17 |0.63+007 |140-008 |051£0.10 |1.02+0.10
d;y 1372017 |237+0.17 |0.69+008 |149-0.09 |056%0.11 |1.08+0.10
dgys 141018 |245+020 |0.74£009 |157£009 |0.62=0.13 |114=0.11
dz;ys 1455020 |2.54+021 |087£009 |1.71=0.10 |0.67=0.13 |135%0.12
di'is 1622020 |267+022 |1.00£0.10 |1.90=0.11 |074+0.14 |1.41+0.12
d;gs 1632021 |268+0022 |1.01+0.11 |1910.12 |074+0.14 |1.43+0.12
days




Table S7. The surface coverage (%), surface roughness [Ra (nm)], and water contact angle (°) of

the SAMs of HPMO-NH; and "PMO-PSS/PDL(PLL).

Glass HstpVO- HstpVO- HstpVO-
NH; (PSS)PLL (PSS)PDL
Surface coverage 0 95.4+ 1.6 96.1 +2.1 96.8+ 1.3
(%)
Average 150 + 30 230 + 30 390 + 10 350 + 30
roughness
Ra (nm)
Water contact
angle (°) 91.8+59 62.7+24 552409 494 +82

Figure S2. SEM image of PMO-NH: after 30 days in cell culture media.



Figure S3. The fluorescence microscopy images of blue emitting Hst dye loaded SAMs of
HPMO-NH; A. HPMO-(PSS)PLL B. and #PMO-(PSS)PDL C. on glass substrate .

Figure S4. SEM images of 3T3 (A-C) and fibroblast (D-F) cells on the SAMs of HPMO-NH: (A,
D), B PMO-(PSS)PLL (B, E), and "PMO-(PSS)PDL (C, F).



Table S8. The amount of DOX. (ng/ml) released from P*PMO-NH,, P>*PMO-(PSS)/PLL in

different time periods at pH 7.4 and 6.0.

DXPMO- | P*PMO- | P*PMO- DoxpMO- DoxpMO- | PXPMO-
N Nz (PSS)/PLL | (PSS)/PLL | (PSS)/PDL | (PSS)/PDL
PH7.4 PH6 pH 7.4 pH6 pH 7.4 pH6
3 137007 [4.19+0.09 [091+0.01 |148+0.01 |0.06£0.002 |0.29+0.01
n;sn 2.82+0.07 |7.15+0.13 |[1.86+038 |3.07+0.13 |0.10+0.01 | 0.73+0.01
Ig:)n 427+0.12 [10.11+£020 |2.73+0.56 |4.67+022 |0.13+0.02 | 1.80+0.04
mlm 585+0.14 | 11.85+0.25 [3.56+0.76 |627+027 |0.22+0.01 |2.85+0.01
lzl 735+0.18 | 13.52+0.34 [452+0.80 |7.88+0.32 |0.32+0.01 | 3.88+0.01
l:: 8.83+020 |1640+041 |535+1.10 |9.52+037 |0.44+0.01 |5.32+0.01
2 1040+ 0.24 | 18.13+0.46 | 6.19+1.19 | 11.17+0.43 | 0.54+0.01 | 5.620.004
l51 11.93+0.26 | 19.61 +£0.50 | 7.01 = 1.34 | 12.78 +0.49 | 0.83+0.01 | 6.78 +0.01
l71 1336+ 0.33 [ 21.04+0.54 | 777+ 1.42 | 14.38+0.55 | 1.98+0.006 | 7.92 + 0.01
l1l 14.81£0.39 | 22.54+0.57 [9.04+1.70 | 15.81+0.63 |3.14+0.01 | 9.14+0.01
d;y 16.14 +0.43 | 24.43+0.64 | 10.02+1.76 | 17.22+0.67 | 4.28+0.01 | 10.28+0.01
diys 17.58 £ 0.46 | 25.92+0.66 | 11.06 + 1.83 | 18.80 +0.68 | 4.47+0.001 | 11.71+0.03
dz;ys 18.48+0.88 | 2732+ 1.28 | 11.61 £2.08 | 19.82+1.15 | 5.42+0.02 | 12.14+0.03
dﬁs 1928+ 1.15 | 31.04+2.95 | 12.53 +2.23 |21.48 +1.28 | 6.38+0.02 | 12.74+0.01
d;‘gs 2034+ 1.18 | 32.38+3.00 | 13.39+2.36 |22.79+1.31 | 7.80+0.07 | 13.340.05

days




Table S9. The quantitative numbers (x 10%) of alive fibroblasts, 3T3 cells, and Colo 818 cells
and cell viability (in parenthesis) that were adhered onto P°XPMO-NH;, POXPMO-(PSS)/PLL
and POXPMO-(PSS)/PDL at different time points.

Time DoxpMO- DoxpMO- DoxpMO- DoxpMO- DoxpMO- DoxpMO- DoaxpMO- DopMO- | PPMO-
NH: NH: NH: PSS/PLL PSS/PLL PSS/PLL PSS/PDL | PSS/PDL | PSS/PDL
Fibroblast 3T3 Colo Fibroblast 3T3 Colo Fibroblast 3T3 Colo

30 13.3+£1.5 15.0+1.7 15.0£1.0 15.0£1.0 13.8+1.1 13.8+1.0 16.3+£0.6 13.8+0.6 15.0£1.0
min (89%=+9.4) (90%=+9) (90%+9) (92%+9) (92%+9) (85%+15) | (96%+£13) | (96%=*11) | (95%=+12)
2 11.7+£0.6 10.0£1.0 8.3+1.1 13.8£0.6 13.3£1.5 13.3£1.1 13.8£1.1 13.3£0.6 13.8+1.1
h (78%=*14) (67%+10) (63%+12) (85%+13) (80%=11) (73%+6) (85%*19) (84%+4) | (81%=*12)
4 10£1 8.3+£0.6 6.7£0.6 15+1.1 13.8+0.6 13.3£0.6 15+1 15+0.6 13.8+0.6
h (67%+10) (56%+8) (50%+7) (75%+14) (73%+14) | (73%x16) | (80%*14) (77%+3) (76%+3)
7 8.3+0.6 6.7+1.1 5.0£1.0 17.5+£0.6 16.3+£0.6 15.0£1.0 18.3+0.6 16.7£0.6 16.3+£0.6
h (63%+8) (50%=*18) (43%+20) (74%+5) (68%+6) (64%+10) (79%+3) (74%=£10) | (74%=£10)

1 11.7+0.6 5.0£1.0 3.3+£0.6 18.3%1.1 17.5+£0.6 16.3+£0.6 18.8+0.6 17.5+0.6 17.5+£0.6
day (58%+7) (38%=*14) (33%=16) (65%+3) (61%+3) (56%+4) (65%+3) (61%+6) (58%+3)
2 10.0+1.0 3.75+0.6 2.5+0.6 18.8+0.5 18.3+0.6 17.5+£0.6 20.0+£0.8 18.8+0.5 18.3+£0.6
days (50%=£11) (33%=*15) (29%=+12) (58%+4) (55%+3) (52%+3) (64%+10) (58%+2) (56%=+5)
3 8.3+£0.6 2.54+0.6 1.25+0.6 20.0+0.8 18.8+0.5 18.3+£0.6 21.3+0.5 20.0+£0.8 20.0+0.8
days (45%+8) (29%=*15) (17%=14) (57%+2) (48%+3) (46%+3) (61%+5) (52%+7) (48%+8)
7 6.7+0.6 1.25+0.5 1.25+0.6 21.3+0.5 20.0+0.8 18.8+0.5 22.5£0.6 21.3+0.5 20.0+1.0
days (33%+6) (17%+8) (11%+6) (53%+0.7) (46%+4) (45%+5) (58%+6) (50%+2) (46%+6)
14 5.0£0.8 1.0£0.4 1.0£0.4 22.5+0.6 21.3+0.5 20.0+£0.8 23.8+0.5 22.5+0.6 21.3£1.0
days (23%+8) (10%=£1) (8%+1) (46%+2) (39%+4) (36%+4) (53%+3) (47%+3) (44%+5)

Table S10. The amount of Dox (ug) internalized by the fibroblasts, 3T3 cells and Colo 818 cells
that were adhered onto POXPMO-NH;, P°XPMO-(PSS)/PLL and P°XPMO-(PSS)/PDL at different

time points.

Time DoxpMO- DoxpMO- DoxpMO- DoxpM Q- DoxpMO- DoxpM Q- DoxpMO- DoxpMO- DoxpMO-
NH: NH: NH: PSS/PLL PSS/PLL PSS/PLL PSS/PDL PSS/PDL PSS/PDL
in in in in in in in in in
Fibroblast 3T3 Colo Fibroblast 3T3 Colo 818 Fibroblast 3T3 Colo 818
cells cells cells cells cells cells cells cells cells
30 0.83+0.02 0.88+0.04 | 0.93+0.007 | 0.66+0.02 0.86+0.02 0.87+0.02 0.43£0.02 0.82+0.02 0.82+0.01
min
2 0.85£0.01 0.96+0.01 0.97+0.009 | 0.69+0.004 | 0.88+0.04 0.88+0.04 0.46+0.005 | 0.84+0.01 0.85+0.007
h
4 0.93+0.03 1.00+0.01 1.01+0.01 0.73+0.004 | 0.93+0.03 0.98+0.01 0.47+0.003 | 0.89+0.03 0.90+0.005
h
7 0.97+£0.007 | 1.01£0.07 1.02+0.008 | 0.74+0.01 0.97+0.01 0.98+0.008 | 0.48+0.006 | 0.94+0.003 | 0.95+0.02
h
1 1.25+0.02 1.72+0.01 1.89+0.007 | 0.76+0.008 | 1.27+0.002 | 1.37+0.01 0.51+0.02 1.01+0.01 1.02+0.01
day
2 1.28+0.008 | 1.75+0.02 1.90+0.01 0.78+0.01 1.31+£0.008 | 1.41+0.01 0.59+0.02 1.02+0.005 | 1.05+0.006
days
3 1.31£0.002 | 1.82+0.005 | 1.91+0.03 0.81+0.01 1.38+0.02 1.45+0.006 | 0.61+0.005 | 1.04+0.008 | 1.08+0.008
days
7 1.394£0.027 | 1.83£0.007 | 2.09+0.007 | 0.84+0.008 | 1.40+0.02 1.47+£0.03 0.63+£0.002 | 1.07+0.01 1.10+0.006
days

14 1.41+0.03 1.87+0.01 2.11+0.01 0.88+0.01 1.43+0.007 | 1.50+0.03 0.66+0.002 | 1.12+0.02 1.17+0.02
days




