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Fig. S1 The typical CD spectra (top panels) of the interfacial assemblies of TPPMe formed at the back (black) and
front (red) side of the Langmuir trough by compression from the left-hand (A) and right-hand (B) side. The
statistical distribution of the chirality signs of the assemblies is shown in the bottom panel of the corresponding
figures. The respective assembly configurations are inserted in the corresponding panels for clarity. An extremely
high compression speed of 2 mm/second and a surface pressure of 30 mN/m were used for the construction of
the assemblies.
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Fig. S2 The typical CD spectra (top panels) of the interfacial assemblies of TPPDOMe formed at the back (black)
and front (red) side of the Langmuir trough by compression from the left-hand (A) and right-hand (B) side. The
statistical distribution of the chirality signs of the assemblies is shown in the bottom panel of the corresponding
figures. The respective assembly configurations are inserted in the corresponding panels for clarity. A moderate
compression speed of 0.2 mm/second and a surface pressure of 30 mN/m were used for the construction of the
assemblies.
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Fig. S3 A) and B): The typical CD spectra (top panels) of the interfacial assemblies of TPPOMe formed at the back
(black) and front (red) side of the Langmuir trough by compression from the left-hand (A) and right-hand (B) side.
The statistical distribution of the chirality signs of the assemblies is shown in the bottom panel of the
corresponding figures. The respective assembly configurations are inserted in the corresponding panels for clarity.
Panel C-F show the corresponding results obtained from the interfacial assemblies of TPPOA (C and D), and TPP
(E and F). A moderate compression speed of 0.2 mm/second and a surface pressure of 30 mN/m were used for

the construction of the assemblies.
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Fig. S4 UV-Vis spectra of the assemblies of TPPMe (A), TPPDOMe (B), TPPOMe (C), TPPOA (D) and TPP (E)
formulated at the front side of the trough at a surface pressure of 30 mN/m by compression from the left-hand
side. A moderate compression speed of 0.2 mm/second was used for the construction of the assemblies. Similar
spectral patterns are observed from those of the corresponding samples formulated at the back side of the
trough by compression from the left-hand side, or at the front (back) side of the trough by compression from the
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right-hand side. These spectra are omitted for clarity.
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Fig. S5 Typical CD (black and red curves) and LD (blue and dark cyan curves) spectra of the interfacial assemblies
of TPPDOMe, which are unified as the same unit (A OD). The black and blue curves are the CD and LD spectra of a
sample formulated by unidirectional compression from right-hand side, respectively. The red and dark cyan
curves are the CD and LD spectra of a sample fabricated by unidirectional compression from left-hand side,
respectively. A moderate compression speed of 0.2 mm/second and a surface pressure of 30 mN/m were
employed for the construction of the assemblies. The interfacial assemblies are transferred onto solid supports

from the front side of the Langmuir trough.

20 20
E =)
@ o
k-1 <
Eo Eo0
[=] =]
o (5]
20 20
" s
300 400 500 600 300 400 500 600
Wavelength (nm) Wavelength (nm)
A [} W A 4w L L -
20 . 20 A 4 i
& ry
. A P
g g
-] -1
E0 Eo
8 8
v Vo l
v v
20 20 - v
. v T L IR N - v : Y vy ouoa
v : 3 L
L] 5 10 0 5 10
Number of batches Number of batches

Fig. S6 The typical CD spectra (top panels) of the interfacial assemblies of TPPDOMe formed at the back (black)
and front (red) side of the Langmuir trough by compression from the left-hand (A) and right-hand (B) side. The
statistical distribution of the chirality signs of the samples (at = 443 nm) is shown in the bottom panel of the
corresponding figures. The symbols m and m indicate that the samples formulated in different batches show
either positive or negative chirality signs. The symbols A, ¥, A, V indicate that both positive (A, A) and
negative (¥, V) chirality signs could be detected from the different regions of the same sample fabricated in the
same batch. A compression speed of 0.2 mm/second and a lower surface pressure of 2 mN/m were used for the

construction of the assemblies.
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Fig. S7 The typical CD spectra (top panels) of the interfacial assemblies of TPPDOMe formed at the back (black)
and front (red) side of the Langmuir trough by compression from the left-hand (A) and right-hand (B) side. The
statistical distribution of the chirality signs of the samples (at = 443 nm) is shown in the bottom panel of the
corresponding figures. The respective formulation configurations are inserted in the corresponding panels for
clarity. The symbols are the same as those denoted in Fig. S6. A compression speed of 0.2 mm/second and a
moderate surface pressure of 10 mN/m were used for the construction of the assemblies.
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Fig. S8 The typical CD spectra (top panels) of the interfacial assemblies of TPPOMe formed at the back (black) and
front (red) side of the Langmuir trough by compression from the left-hand (A) and right-hand (B) side. The
statistical distribution of the chirality signs of the samples (at = 459 nm) is shown in the bottom panel of the
corresponding figures. The symbols are the same as those denoted in Fig. S6. A compression speed of 0.2
mm/second and a lower surface pressure of 2 mN/m were used for the construction of the assemblies.
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Fig. S9 The typical CD spectra (top panels) of the interfacial assemblies of TPPOMe formed at the back (black) and
front (red) side of the Langmuir trough by compression from the left-hand (A) and right-hand (B) side. The
statistical distribution of the chirality signs of the samples (at = 459 nm) is shown in the bottom panel of the
corresponding figures. The respective formulation configurations are inserted in the corresponding panels for
clarity. The symbols are the same as those denoted in Fig. S6. A compression speed of 0.2 mm/second and a
moderate surface pressure of 10 mN/m were used for the construction of the assemblies.
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Fig. S10 The typical CD spectra (top panels) of the interfacial assemblies of TPPOA formed at the back (black) and
front (red) side of the Langmuir trough by compression from the left-hand (A) and right-hand (B) side. The
statistical distribution of the chirality signs of the samples (at = 451 nm) is shown in the bottom panel of the
corresponding figures. The symbols are the same as those denoted in Fig. S6. A compression speed of 0.2
mm/second and a lower surface pressure of 2 mN/m were used for the construction of the assemblies.
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Fig. S11 The typical CD spectra (top panels) of the interfacial assemblies of TPPOA formed at the back (black) and
front (red) side of the Langmuir trough by compression from the left-hand (A) and right-hand (B) side. The
statistical distribution of the chirality signs of the samples (at = 451 nm) is shown in the bottom panel of the
corresponding figures. The respective formulation configurations are inserted in the corresponding panels for
clarity. The symbols are the same as those denoted in Fig. S6. A compression speed of 0.2 mm/second and a
moderate surface pressure of 10 mN/m were used for the construction of the assemblies.
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Fig. S12 The typical CD spectra (top panels) of the interfacial assemblies of TPP formed at the back (black) and
front (red) side of the Langmuir trough by compression from the left-hand (A) and right-hand (B) side. The
statistical distribution of the chirality signs of the samples (at = 465 nm) is shown in the bottom panel of the
corresponding figures. The symbols are the same as those denoted in Fig. S6. A compression speed of 0.2
mm/second and a lower surface pressure of 2 mN/m were used for the construction of the assemblies.



==}

»n
S
CD (mdeg)

CD (mdeg)
=

[
15

" L s s s
300 400 500 600 300 400 500
Wavelength (nm) Wavelength (nm)

= L, . [ | K
L]
a " T - « B N
200 A 20 a .
|§ g
° °
Eo Eo
a =]
Io o
20} ¥ . 20 v
e o A "B - "= a . " L ] .
L s
0 5 10 ] 5 10
Number of batches Number of batches

Fig. S13 The typical CD spectra (top panels) of the interfacial assemblies of TPP formed at the back (black) and
front (red) side of the Langmuir trough by compression from the left-hand (A) and right-hand (B) side. The
statistical distribution of the chirality signs of the samples (at = 465 nm) is shown in the bottom panel of the
corresponding figures. The respective formulation configurations are inserted in the corresponding panels for
clarity. The symbols are the same as those denoted in Fig. S6. A compression speed of 0.2 mm/second and a
moderate surface pressure of 10 mN/m were used for the construction of the assemblies.
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Fig. S14 The g factor spectra of the assemblies of TPPDOMe (A, A'), TPPOMe (B, B'), TPPOA (C, C') and TPP (D, D')
formulated at the front (magenta, olive and wine curves) and back (black, red and blue curves) side of the trough
by compression from the left-hand (A, B, C, D) and right-hand (A', B', C', D') side at the surface pressure of 2
(black and magenta curves), 10 (red and olive curves) and 30 (blue and wine curves) mNm-.



Fig. S15 AFM images of the assemblies of TPPOMe formulated at the back side of the trough at a surface
pressure of 2 (A, A'), 10 (B, B'), and 30 mN/m (C, C') by compression from the left-hand (A, B, and C) and right-
hand (A', B' and C') sides. Image size: 2 um x 2 um.



