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Figure S1. Experimental set up for second harmonic intensity (SHI) investigations: BS - beam splitter; GP - Glan polarizer, L - lens, HPF - high past filter, SM - selective mirror, LPF - low past filter, IF - interference filter (λ = 532 nm), SH - shutter, λ/2 - half-wave plate (λ = 1064 nm), STM - step motor, ADL - alignment diode laser, NDF - neutral density filter, A - analyzer, PMT - photo multiplier tube.


Figure S2. Structures of synthesized new dendronized azochromophores.
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Figure S3. DSC curves of synthesized azochromophores recorded during the second heating. The glass transition temperatures (Tg) are indicated for each compound.

Figure S4. DSC curves of chromophore blends recorded during the second heating. The glass transition temperature is indicated.

[bookmark: _GoBack]Figure S5. TGA curves of synthesized azochromophores.


[bookmark: _Hlk519021409]Figure S6. 1H NMR spectrum of compound 11.


Figure S7. 1H NMR spectrum of compound 12.



Figure S8. 1H NMR spectrum of compound 13.


Figure S9. 1H NMR spectrum of compound 14.


Figure S10. 1H NMR spectrum of compound 16.


Figure S11. 1H NMR spectrum of compound 17.


Figure S12. 13C NMR spectrum of compound 12.


Figure S13. 13C NMR spectrum of compound 14.


Figure S14. 13C NMR spectrum of compound 16.


Figure S15. 13C NMR spectrum of compound 17.
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Heat flow, mW (endo up)

(12+14)	17.22	18.22	19.22	20.22	21.22	22.22	23.22	24.22	25.22	26.22	27.22	28.22	29.22	30.22	31.22	32.22	33.22	34.22	35.22	36.22	37.22	38.22	39.22	40.22	41.22	42.22	43.22	44.22	45.22	46.22	47.22	48.22	49.22	50.22	51.22	52.22	53.22	54.22	55.22	56.22	57.22	58.22	59.22	60.22	61.22	62.22	63.22	64.22	65.22	66.22	67.22	68.22	69.22	70.22	71.22	72.22	73.22	74.22	75.22	76.22	77.22	78.22	79.22	80.22	81.22	82.22	83.22	84.22	85.22	86.22	87.22	88.22	89.22	90.22	91.22	92.22	93.22	94.22	95.22	96.22	97.22	98.22	99.22	100.22	101.22	102.22	103.22	104.22	105.22	106.22	107.22	108.22	109.22	110.22	111.22	112.22	113.22	114.22	115.22	116.22	117.22	118.22	119.22	120.22	121.22	122.22	123.22	124.22	125.22	126.22	127.22	128.22	129.22	130.22	131.22	132.22	133.22	134.22	135.22	136.22	137.22	138.22	139.22	140.22	141.22	142.22	143.22	144.22	145.22	146.22	147.22	148.22	149.22	150.22	151.22	152.22	153.22	154.22	155.22	156.22	157.22	158.22	159.22	160.22	161.22	162.22	163.22	164.22	165.22	166.22	167.22	168.22	169.22	170.22	171.22	172.22	173.22	174.22	175.22	176.22	177.22	178.22	179.22	180.22	181.22	182.22	183.22	184.22	185.22	186.22	187.22	188.22	189.22	8.6877999999999993	4.9467999999999996	3.8727999999999998	3.1037999999999997	2.5297999999999998	2.0898000000000003	1.7298000000000009	1.4288000000000007	1.1778000000000013	0.98080000000000034	0.82779999999999987	0.7088000000000001	0.60780000000000101	0.51679999999999993	0.46779999999999866	0.42680000000000007	0.40979999999999883	0.39380000000000059	0.39480000000000004	0.39380000000000059	0.38180000000000014	0.4117999999999995	0.4507999999999992	0.47879999999999967	0.53079999999999927	0.55080000000000062	0.60880000000000045	0.65479999999999983	0.69679999999999964	0.74480000000000146	0.80579999999999963	0.85780000000000101	0.91579999999999906	0.96480000000000032	1.0218000000000007	1.0788000000000011	1.1568000000000005	1.2448000000000015	1.3228000000000009	1.4158000000000008	1.4817999999999998	1.5397999999999996	1.5977999999999994	1.6508000000000003	1.6978000000000009	1.742799999999999	1.8027999999999995	1.8647999999999989	1.9138000000000002	1.9748000000000001	2.0348000000000006	2.0898000000000003	2.1458000000000013	2.1958000000000002	2.2477999999999998	2.3008000000000006	2.3698000000000015	2.4268000000000001	2.4867999999999988	2.5427999999999997	2.5977999999999994	2.6498000000000008	2.6967999999999996	2.7698	2.825800000000001	2.8658000000000001	2.9188000000000009	2.9657999999999998	3.0228000000000002	3.0668000000000006	3.1007999999999996	3.1378000000000004	3.1738	3.2138000000000009	3.2547999999999995	3.2978000000000005	3.3377999999999997	3.3778000000000006	3.4168000000000003	3.4458000000000002	3.4878	3.5198	3.5448000000000004	3.5647999999999982	3.6137999999999995	3.6317999999999984	3.6728000000000005	3.7038000000000011	3.7257999999999996	3.7717999999999989	3.7918000000000003	3.8198000000000008	3.8558000000000003	3.8778000000000006	3.9028000000000009	3.928799999999999	3.9527999999999999	3.9648000000000003	3.9928000000000008	4.014800000000001	4.0477999999999987	4.0947999999999993	4.139800000000001	4.1858000000000004	4.2088000000000001	4.2378	4.2738000000000014	4.3027999999999977	4.3247999999999998	4.3378000000000014	4.3507999999999996	4.3648000000000025	4.367799999999999	4.3697999999999979	4.367799999999999	4.3838000000000008	4.3838000000000008	4.3718000000000004	4.3707999999999991	4.3718000000000004	4.3788000000000018	4.3688000000000002	4.3608000000000011	4.3597999999999999	4.3608000000000011	4.3398000000000003	4.3277999999999999	4.3138000000000005	4.2918000000000021	4.2897999999999996	4.2818000000000005	4.2618000000000009	4.2447999999999979	4.2607999999999997	4.2507999999999981	4.2197999999999993	4.1987999999999985	4.1768000000000001	4.1578000000000017	4.1338000000000008	4.1128	4.0988000000000007	4.085799999999999	4.0597999999999992	4.0457999999999998	4.0328000000000017	4.0037999999999982	3.9908000000000001	3.9638000000000009	3.9407999999999994	3.9047999999999998	3.8748000000000005	3.8437999999999981	3.8238000000000003	3.8067999999999991	3.7788000000000004	3.7468000000000004	3.7218	3.7027999999999999	3.6717999999999993	3.6467999999999989	3.6107999999999993	3.5958000000000006	3.5687999999999995	3.5217999999999989	3.4968000000000004	3.4678000000000004	3.4398	3.4347999999999992	3.4258000000000006	3.3298000000000005	3.3618000000000006	3.3378000000000014	(16+17)	17.09	18.09	19.09	20.09	21.09	22.09	23.09	24.09	25.09	26.09	27.09	28.09	29.09	30.09	31.09	32.090000000000003	33.090000000000003	34.090000000000003	35.090000000000003	36.090000000000003	37.090000000000003	38.090000000000003	39.090000000000003	40.090000000000003	41.09	42.09	43.09	44.09	45.09	46.09	47.09	48.09	49.09	50.09	51.09	52.09	53.09	54.09	55.09	56.09	57.09	58.09	59.09	60.09	61.09	62.09	63.09	64.09	65.09	66.09	67.09	68.09	69.09	70.09	71.09	72.09	73.09	74.09	75.09	76.09	77.09	78.09	79.09	80.09	81.09	82.09	83.09	84.09	85.09	86.09	87.09	88.09	89.09	90.09	91.09	92.09	93.09	94.09	95.09	96.09	97.09	98.09	99.09	100.09	101.09	102.09	103.09	104.09	105.09	106.09	107.09	108.09	109.09	110.09	111.09	112.09	113.09	114.09	115.09	116.09	117.09	118.09	119.09	120.09	121.09	122.09	123.09	124.09	125.09	126.09	127.09	128.09	129.09	130.09	131.09	132.09	133.09	134.09	135.09	136.09	137.09	138.09	139.09	140.09	141.09	142.09	143.09	144.09	145.09	146.09	147.09	148.09	149.09	150.09	151.09	152.09	153.09	154.09	155.09	156.09	157.09	158.09	159.09	160.09	161.09	162.09	163.09	164.09	165.09	166.09	167.09	168.09	169.09	170.09	171.09	172.09	173.09	174.09	175.09	176.09	177.09	178.09	179.09	180.09	181.09	182.09	183.09	184.09	185.09	186.09	187.09	188.09	189.09	6.9745999999999988	4.1285999999999987	3.219599999999998	2.6165999999999983	2.1555999999999997	1.8415999999999997	1.621599999999999	1.4346000000000014	1.3225999999999996	1.246599999999999	1.2006000000000014	1.1766000000000005	1.1836000000000002	1.2135999999999996	1.2486000000000015	1.2956000000000003	1.3346	1.3956	1.4876000000000005	1.5706000000000007	1.6595999999999993	1.7596000000000025	1.8506000000000018	1.9436	2.0515999999999988	2.1515999999999984	2.2386000000000017	2.3666	2.4705999999999975	2.5786000000000016	2.6765999999999988	2.7866	2.9126000000000012	3.0186000000000011	3.1366000000000014	3.2646000000000015	3.400599999999999	3.541599999999999	3.687599999999998	3.8315999999999981	3.9626000000000019	4.0855999999999995	4.1755999999999993	4.2316000000000003	4.2956000000000003	4.3755999999999986	4.4446000000000012	4.5136000000000003	4.5675999999999988	4.6495999999999995	4.7175999999999974	4.7896000000000001	4.8575999999999979	4.9206000000000003	4.9925999999999995	5.0396000000000001	5.0926000000000009	5.1446000000000005	5.1966000000000037	5.2496000000000009	5.3095999999999997	5.3485999999999976	5.4015999999999984	5.4396000000000022	5.4906000000000006	5.5376000000000012	5.5795999999999992	5.6165999999999983	5.6546000000000021	5.7015999999999991	5.7436000000000007	5.7796000000000021	5.8166000000000011	5.855599999999999	5.9036000000000008	5.9445999999999977	5.9766000000000012	6.0125999999999991	6.0576000000000008	6.0795999999999992	6.1006	6.1165999999999983	6.1246000000000009	6.1435999999999993	6.1605999999999987	6.1636000000000024	6.1606000000000023	6.1736000000000004	6.1585999999999999	6.1625999999999976	6.1616	6.144599999999997	6.1225999999999985	6.1076000000000015	6.1026000000000025	6.0755999999999979	6.0576000000000008	6.0335999999999999	6.0196000000000005	5.9936000000000007	5.9786000000000001	5.9466000000000001	5.901600000000002	5.8506	5.845600000000001	5.8085999999999984	5.7636000000000003	5.7236000000000011	5.6826000000000008	5.6405999999999992	5.5915999999999997	5.5486000000000004	5.5086000000000013	5.470600000000001	5.421599999999998	5.3666000000000018	5.3265999999999991	5.2705999999999982	5.198599999999999	5.144599999999997	5.0896000000000008	5.0366	4.9725999999999999	4.9135999999999989	4.8436000000000021	4.7896000000000001	4.7195999999999998	4.6396000000000015	4.5666000000000011	4.5076000000000001	4.4455999999999989	4.377600000000001	4.323599999999999	4.2655999999999992	4.1916000000000011	4.1306000000000012	4.0746000000000038	4.0226000000000006	3.932599999999999	3.8726000000000003	3.8265999999999991	3.7815999999999992	3.7176000000000027	3.6495999999999995	3.5815999999999999	3.5185999999999993	3.4605999999999995	3.4035999999999991	3.3486000000000011	3.2865999999999982	3.2276000000000007	3.1805999999999983	3.1166	3.0495999999999999	2.9775999999999989	2.9175999999999984	2.8465999999999987	2.7945999999999991	2.7286000000000019	2.6476000000000006	2.5866000000000007	2.5236000000000001	2.4665999999999997	2.4025999999999978	2.3315999999999999	2.2726000000000006	2.204600000000001	2.1296000000000017	2.0516000000000005	1.9795999999999996	1.9075999999999986	1.8186	1.7355999999999998	Temperature, oC
Heat flow, mW (endo up)
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